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Abstract

In this thesis, we investigated the stability of the contact line of an initially ax-
isymmetric, fixed volume of viscous fluid upon a flat rotating disc, centred on the
axis of rotation. We performed an experimental analysis, concerning the onset
and formation of the instabilities at the contact line. The instability at the con-
tact line is characterised by an integer number of fingers given by the dominant
wavenumber, which is found to be proportional to both the volume and rotation

rate in the investigated parameter range.

To complement the experimental results, we performed a linear stability analysis
within the lubrication limit of small contact angle. We determined the stability
of the free surface for which the fluid is at rest within a rotating frame of ref-
erence, subject to small axisymmetric and non-axisymmetric perturbations. We
found that the rotating droplet is unconditionally unstable, with the dominant
wavenumber increasing with both rotational and gravitational effects when cap-
illary effects are included. The growth rates of experimentally prevalent modes
and equilibrium solutions both show good qualitative and quantitative agreement

with the experimental data simultaneously.

We considered further cases where the contact angle is not small, meaning a lu-
brication approximation cannot be employed. Using a finite element method to
solve the resulting system, we showed that under these circumstances the insta-
bility at the contact line is characterised by a rolling motion. This is found to
be contrary to the form of instability under a lubrication approximation, where

instability occurs via slip of the contact line radially outwards.
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CHAPTER 1

Introduction

We begin with some background material on the subject of liquid spreading on
solid surfaces and an introduction to the mathematical modelling of such systems.
A literature review of previous work is presented, discussing both experimental
and theoretical aspects of centrifugally forced instabilities, followed by a summary

of the content of this thesis.

1.1 Background

The spreading of liquids placed on solid surfaces is a subject that has been widely
studied. The motivation for much of this research is from industrial coating pro-
cesses, where liquids are forced to spread on solids using an external force to drive
the fluid front in a desired direction. A comprehensive review of wetting of solids
in different circumstances is given by De Gennes [1]|, whereas further review ar-
ticles by Myers [2] and Davis [3] discuss the the mathematical modelling of thin
film flows with particular emphasis on the effect of external driving forces. Fur-
ther applications of the spreading thin films are discussed in the review articles
by Oron et al. [4] and Craster and Matar [5]. The flow behavior is often crucial
in such applications demonstrating why understanding of the underlying physics

of thin film flow is crucial.

The motivation for the work presented in this thesis is from an industrial process
known as spin coating. Spin coating is a process used to coat a substrate with a

thin, uniform layer of material typically of O(107%) m and below [6, 7]. The appli-
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FIGURE 1.1: Phases of spin coating (reproduced from [17]), where w(t) is the rotation
rate of the substrate.

cations of spin coating in material science are wide and occur wherever smooth and
uniform surfaces are required upon substrates [8]. Examples of such applications
are in lithography [8, 9], generation of fuel cells [10] and solar cells [11, 12, 13],

thermoelectrics [14, 15] and more recently biomedical applications [16].

The required material, commonly a polymer, is dissolved in a solvent creating a
fluid, dispensed onto the substrate, spun at high rotational speeds and finally the
solvent is evaporated to leave the desired material upon the substrate. The process
is usually split into 4 distinct phases; dispensation, acceleration, constant rotation
and evaporation [17]. Figure 1.1 demonstrates schematics of the four phases of

spin coating.

The first phase is the dispensation phase, demonstrated by figure 1.1 (a). During
this phase the fluid is placed onto the centre of rotation of the substrate and
can be done statically or dynamically, referring to whether the substrate is in
motion when dispensation occurs. The acceleration phase is demonstrated by
figure 1.1 (b) and is characterised by large changes in rotational speed within very
short times, causing fluid expulsion from the substrate [15, 18]. The substrate
eventually reaches the desired speed at which point rotational accelerations are
balanced by viscous forces, the fluid motion becomes steady in the rotating frame
of reference and no differences in film thickness occur shown in figure 1.1 (b). The
combination of spin speed and time over which this target rotation is achieved
from stationary defines the final film thickness, generally higher spin speeds and

longer spin times create decrease the film height. Once the target rotation rate is
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reached, uniform thinning of the film gradually occurs [19]. Finally, when the fluid
has reached a steady uniform desired thickness, evaporation of the constituting
solvent becomes the dominant process [20], and is shown in figure 1.1(d). In
many applications heat is applied to quickly remove this solvent, leaving behind

a uniform thin film of the desired material upon the substrate.

Emslie, Bonner and Peck [19] pioneered modelling of spin coating in the absence
of evaporation effects by proposing a simple force balance between viscous and
centrifugal forces showing that a film tends towards uniformity over time. The
combined process of thinning due to both centrifugal force and evaporative effects
has been extensively investigated in both experimental and theoretical studies
[18, 21, 22, 23, 24, 25] however evaporation will not be addressed in this thesis.
The early work of Emslie et al. [19] has been extended to include many other
physical effects relevant to the spin coating process and will be discussed in more
detail within §1.3.2.

During spin coating it can be observed that when the circular fluid front reaches
a critical radius, a fingering instability occurs, where the fluid flows preferentially
through the formed fingers [26]. In this thesis, we theoretically and experimen-
tally investigate the moving fluid front, known as the ‘contact line’ and formation
of fingering instabilities when a fixed macroscopic volume of fluid is subject to

centrifugal force.

1.2 Contact lines

A contact line is formed when a fluid-fluid interface meets a fluid-solid interface;
any container that holds a fluid with a free surface must have a contact line.
For example, in a stationary glass of water there is a static, closed contact line
where water, air and glass meet. When you pick up the glass and drink from it,
the contact line moves along the inner surface of the glass, changing shape and
length as it does so. In the system we will consider, the contact line will be at the
meeting of the free surface of an initially stationary droplet of fluid and a solid
plate. The contact line is indicated on figure 1.2 at this meeting point. Since a
contact line is formed at the meeting of three interfaces — liquid/solid, solid/gas

and gas/liquid — it is often referred to as the ‘common line’ or ‘tri-junction’ in the
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FIGURE 1.2: Young diagram (reproduced from [27]), where the static contact angle
is denoted 6.

literature. The angle formed at the contact line is known as the ‘contact angle’

and is conventionally measured through the liquid rather than gaseous phase.

1.2.1 Contact angles

In this context, the static contact angle is defined when the droplet is stationary
on the solid surface so that the contact line is not moving. Early investigations
into static contact angles were performed by Young [28]. Young assumed that for
a system to be static, the constant, horizontal interfacial tension components at
each of three interfaces which meet at the contact line must be in equilibrium.

Therefore, the Young equation reads

Ysa — st — LG cosbe = 0, (1.2.1)

where v denotes the interfacial tensions, the subscripts S,L, and G denote the
solid, liquid and gas phases, respectively, and the static contact angle is denoted
.. Measurement of the static contact angle are often performed using an optical
tensiometer. In practice, a droplet is placed on the solid surface and the image
of the drop is recorded, and the surface tension, g is measured. The static
contact angle is calculated using image analysis, while the difference vgg — sy, is

subsequently determined by fitting to Young’s equation (1.2.1).

A dynamic contact angle is defined as the contact angle when the contact line
is moving. Figure 1.3 shows typical experimental results for the dependence of

the dynamic contact angle, #, on the contact line speed, R; [27]. We see that
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FiGURE 1.3: Typical experimental results for how the dynamic contact angle, 6,
depends on the speed of the contact line, R;. The angles 84 and 0y are the advancing
and receding contact angles, respectively. The dashed line represents the prediction
for the contact angle below the smallest contact line speed for which a contact angle
can be measured, u. (reproduced from [27]).

at R; = 0 there is often a discontinuity in the contact angle, indicating that the
contact line must remain stationary between the advancing contact angle, 64, and
the receding contact angle, fr. This discontinuity in contact angle at R; = 0 is
known as contact angle hysteresis. Contact angle hysteresis is known to be caused
by microscopic surface roughness, experimentally verified by Zisman [29|, where
only by coating very smooth surfaces can the advancing and receding contact
angles be equal. The advancing and receding contact angles are measured from
dynamic experiments where droplets are in movement, and are determined by
the limiting behaviour as the contact line velocity tends to zero. In contrast, the
equilibrium contact angle, 6., described by the Young equation (1.2.1) is measured
from a static system, as described above. Values of the static contact angle lie
between the advancing and receding contact angles and depend on variables such

as drop volume.

In a cylindrical polar coordinate system (r, ¢, z), the free surface is defined at time
t as z = h(r,p,t), with the contact line at r = R(¢,t). The contact angle, 6, is
given by

oh

= = —tan(f). (1.2.2)

T:R(@ft)
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This boundary condition must be coupled with a model for the contact angle, 6,
itself. It is common in the literature to describe the experimental data such as in
figure 1.3 by using a Tanner law [30]. The Tanner law couples the contact angle,

0, and to the contact line speed, R,

KA (QQ—Q?O (9>(9A,
OR

E = KZR(Q?% — 9‘1) 0 < (9R, (123)

0 otherwise,

where k4, kg, known as the advancing and receding contact line speeds, are pos-
itive with dimensions of velocity and are generally determined experimentally.
The exponent ¢ is also determined experimentally, and is commonly taken as ei-
ther ¢ = 1 or ¢ = 3 [1, 31, 32, 33|. The Tanner contact line law (1.2.3) states that
if the contact angle is above a critical value then the contact line will advance with
a positive velocity, while if the contact angle is below a critical value, g, then it

will recede, otherwise remaining stationary.

Since these early studies there has been much interest into contact angle hysteresis
[34, 35, 36, 37, 38, 39|, and applications and underlying physics are discussed in
the review articles by Eral et al. [40] and Extrand [41]. However, many of these
studies do not provide a practical boundary which can be used in simple models
involving moving contact lines. It is therefore common [32, 42, 43, 44] to restrict
analysis to considering the Tanner law (1.2.3) in the case where no hysteresis is
considered, so that

Ry = k(07— 07), (1.2.4)

for all contact angles, where 6, is the static or equilibrium contact angle; meaning
the contact line can both advance and recede. Furthermore, since there is no
discontinuity at 6 = 6., we can safely linearise about this state. In this thesis
we will also restrict our analysis to the case where contact angle hysteresis is
neglected. Hoffman [45] and Kistler [46] also both suggest a cubic relationship
between the contact line velocity and the dynamic contact angle, with slightly
different form to (1.2.4).

Measurements of contact angles use visible light, which has a wavelength of ap-
proximately O(10~7) m, thousands of times bigger than a fluid molecule, hence the

resolution of experimental images may be insufficient to measure the contact angle
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accurately. Furthermore, microscopic surface roughness affects the contact angle
meaning experimental data may not be accurate, especially on short lengthscales.
This is demonstrated by contact angle hysteresis, shown in figure 1.3, whereby
the advancing and receding contact angles have different values. An alternative
condition to impose is that the contact angle is a constant [47, 48, 49, 50|, and is
given by its equilibrium value, 6., throughout the analysis. This method does not
rely on the measure of contact line speed, x, and exponent, ¢ being determined

empirically, rather just the equilibrium contact angle.

1.2.2 Macroscopic slip

In order to have a well-posed model for a moving contact line, we must also
consider the macroscopic behaviour of the contact line. Application of standard
no-slip boundary conditions in problems involving contact lines leads to singular
components within the stress tensor, resulting in an apparent infinite force required
for the contact line to move [3]. When considering a moving contact line, in order
for the problem to be well-posed, it is common to introduce a macroscopic slip
law at the boundary [51, 52, 31]. If (u,v,w) are velocity components, appropriate
boundary conditions for a thin film of fluid on a plate at z = 0 are

ou v

U= 5<h>%’ v = s(h)&, w =0, (1.2.5)

for fluid height, h. The last of these conditions is the standard no-penetration
condition. The slip conditions (1.2.5) (a, b) on the horizontal velocity components
state that the velocity is directly proportional to the shear stress through a func-
tion, s(h), depending on the height, h, of the free surface. If we take s(h) = 0
the classical no-slip and no-penetration boundary conditions, w = 0 on z = 0, are
recovered. The slip function is commonly chosen to be constant [27, 32, 42, 43|,
so that s(h) = f; known as the Navier slip law. This is justified since the shear
stress at the plate is expected to be large at the contact line, so that the slip
becomes most pronounced at these points [52]. Another common slip function to
be s(h) = 5 [2, 31, 51, 53]; known as the Greenspan slip law. Here, o is a small
constant, so that the slip function, s(h) is small except in the region close to the
contact line where h = O(«) and the slip becomes pronounced. Taking the slip to

be proportional to 1/h forces the shear stress to be zero at the contact line, where
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h = 0, correcting for the expected large stress contributions at the contact line.
Myers’ review of thin films with surface tension [2| discusses the different slip laws

in more detail.

An alternative method of mitigating the stress singularity at the contact line is
the use of a precursor film. In this case an assumption is made that a thin film of
liquid is present upon the solid surface such that the free surface interacts with this
layer rather than forming a contact line at the solid surface directly. This method
is common in early literature [1, 2, 54, 55, 56, 57| however modelling presented
within this thesis focuses only on the use of a slip law of the form (1.2.5) since
introduction of a precursor film completely removes the contact line dynamics, and

is not present within the experiments we performed, which we intend to model.

1.3 Centrifugally forced contact line instabilities

In an effort to understand the conditions for instability of centrifugally forced
contact lines which occur during industrial processes such as spin coating, there
have been a number of experimental and theoretical analyses of fixed volumes of

fluid on rotating discs.

1.3.1 Experimental

There have been several experimental studies of contact line instabilities of viscous
fluids on rotating substrates. An early investigation was performed by Melo et al.
[26], who considered small volumes (O(1072) ml) of silicon oils on silicon wafers,
relevant to the electronics industry. They determined that in this configuration
the spreading from an initially circular contact line is firstly axisymmetric during
which a capillary ridge forms close to the contact line. When a critical radius
is reached a fingering instability occurs. Figure 1.4 shows experimental images
taken from [26] showing the onset of the fingering instability and the capillary
ridge close to the contact line. It is suggested that the critical radius and the most
unstable wavelength i.e., the number of fingers, is a function of the nondimensional
parameter, 3 = v/(p22V), for rotation rate €2, density p and volume V. However,

for sufficiently large values of 3, corresponding to lower rotation rates, the critical
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FIGURE 1.4: Experimental images taken from [26], showing the onset of the fingering
instability from an initially circular configuration. The black areas within the fluid
show areas of non-zero slope, indicating a ridge forms close to the contact line.

radius and number of fingers appeared to be independent of 3, and therefore
independent of the rotation rate and volume, whereas larger rotation rates were

judged to be out of range of the lubrication approximation.

Fraysse and Homsy [58] performed similar experiments within the same parameter
space, for three Newtonian fluids (silicone oils) of different viscosities and a non-
Newtonian Boger fluid. They reported that the instability occurs in the same way
as reported by Melo et al. [26], and further verified within the investigated range
of parameters that the most unstable mode was independent of rotation rate and
volume. Furthermore, Fraysse and Homsy found that the two-zone model of Troian
et al. |59], where the free surface is modelled combining an inner region close to the
moving contact line and an outer region of constant thickness, is in good agreement
with their experimental data, both qualitatively and quantitatively, provided that
the critical radius was taken from the experiment. However, Fraysse and Homsy
determined that the most unstable mode and growth rates do depend on wetting

properties, such as the contact angle and surface tension.

Spaid and Homsy [60] considered the effect of elasticity on the onset and evolution
of the fingering instability by rotating small volumes (O(10~" ml) of tricresyl

phosphate either mixed with polystyrene polymer to form a viscoelastic fluid, and
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on its own constituting a Newtonian fluid. They observed a qualitatively similar
instability to Melo et al. [26] and Fraysse and Homsy [58|, and demonstrated that
viscoelastic fluids develop more fingers and coat a larger area than Newtonian
fluids under comparable experimental conditions. Using similar Newtonian silicon
oils Wang and Chou [61] performed experiments on larger volumes (O(1)ml);
an order of magnitude larger than previous experiments. They determined that
below a threshold value of rotation rate the dominant wavelength of the fingering
instability is constant, whereas above this threshold the number of fingers increases
rapidly, indicating that previous experiments [26, 58] may have been performed

below critical rotation rates.

More recently, Holloway et al. [62] also reported contrasting results to Melo et al.
[26] and Fraysse and Homsy [58], finding that within similar parameter regimes
the number of fingers increases with both the rotation rate and the drop volume.
It is suggested that this may be due to limited rotation rates being discussed in
[26, 58]. Furthermore, power laws for axisymmetric spreading in time as functions
of the rotation rate and volume were determined, finding that contact radius grows
linearly in time, with speed x oc Q247V0™. Holloway et al. [62] subsequently
extended their experimental analysis to yield stress fluids [63]. Chou et al. [64]
performed experiments using silicone oil for larger volumes, at V' = 0.3ml. They
considered the dynamic contact angle, finding that a fingering instability occurs
when the contact angle increases past a critical point, suggesting that contact
angle hysteresis has an effect here. Furthermore, the reported contact angles can
be as large as 150°, meaning a small contact angle approximation may not be
appropriate. The evolution of the free surface of small droplets of silicon oils with
small capillary number was considered experimentally by Blank and Ehrhard [65].
They observed the formation of a capillary ridge forming close to the contact line
in their experiments, agreeing qualitatively with previous investigations and the

quasi-steady analysis of Boettcher and Ehrhard [44].

Veretennikov et al. [66] considered the spreading of relatively large volumes,
V &~ 0.6ml, of glycerol, a partially wetting fluid with an O(1) static contact
angle. These experiments are in contrast to previous experiments detailed above
which focused on microscopic volumes of perfectly wetting silicon oils, with con-
tact angle close to zero. The authors considered rotation rates between 110 and

155 rpm, and observed a single finger forming in all experimental runs. Similarly

10
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to Chou et al. [64], the authors suggest that movement of the contact angle occurs
when the apparent contact angle exceeds a critical threshold, with the instability
characterised by a rolling motion at the contact line, in contrast to the findings for
perfectly wetting fluids [26, 58, 60]. Spin coating of suspension films was consid-
ered by Kulakarni et al. [67], using a glycerol and microscopic glass bead solution
to create the suspension film. The results were compared to results of glycerol
and silicon oil (PDMS), where they observed that the critical radius for the on-
set of instability for glycerol is much lower than PDMS for all rotation speeds.
They assert that since glycerol has a greater surface tension of the two fluids, a
droplet will break down into a lower number of fingers than PDMS in order to
minimize surface energy. Sahoo et al. [68] study the simultaneous spreading of
superimposed Newtonian fluids, comparing the results to the linear stability anal-
ysis of Fraysse and Homsy [58|. They found this model overpredicts the number

of experimentally prevalent fingers.

The dynamics of droplets impinging on rotating planes has also been of recent
scientific interest following much research into droplet impact on stationery disks
[69] and references therein. Li et al. |70, 71] studied droplet impact patterns in
detail, categorising patterns as a function of Reynolds, Weber, and Rossby num-
bers whereas Moghtadernejad et al. [72] were more interesting in the formation of
a fingering instability following initial droplet impact. Pan et al. [73] investigated
the axisymmetric spreading of a single droplet of approximately 8 il of ethanol im-
pinging on a rotating disk. They compared the results to numerical solutions using
the Hoffman law [45] to model contact angle hysteresis demonstrating that the dy-
namic spreading process consists of an initial inertial spreading stage followed by a
centrifugal thinning stage in good agreement with experiments. Dynamics of im-
pinging droplets are not considered further within this thesis, however the above
studies provide an excellent foundation for which to build similar experimental

and numerical methods upon.

Overall, the majority of existing experimental analysis has been performed in a
parameter range to reflect industrial spin coating, that is, very small volumes of
silicone oils with small contact angles. However, it seems a surprising conclusion
that the fingering instability is independent of rotation rate |26, 58|, and may be
a product of considering a limited extent of the parameter space, demonstrated

by Wang and Chou [61] and Holloway [62]. Furthermore, the effect of rotation on

11
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larger volumes (O(1) ml) of partially wetting fluids with potentially large contact

angles has not been extensively studied, especially at high rotation rates.

1.3.2 Theoretical

Several mathematical models have been formulated to quantify and predict the
axisymmetric spreading and subsequent fingering instabilities that occur at cen-
trifugally forced contact lines. An early theoretical investigations into spin coating,
performed by Emslie et al. [19], removed the need for contact line dynamics by
considering a thin, axisymmetric fluid layer upon an infinitely large rotating disc.
By considering a simple balance of the centrifugal and viscous forces, exact so
lutions to the resulting evolution equation for the profile of the free surface are
found for different cases. They found that liquid layers that are initially uniform
remain so under rotation, while also showing that perturbed liquid layers also tend

towards uniformity.

The analysis of Emslie has subsequently been extended to assess the individual and
often combined effects of inertia [74], non-Newtonian fluids |75, 21|, Coriolis force
[76, 77, 78|, surface roughness [79], evaporation and absorption [18, 23, 24, 25| and
more recently multi-fluid systems [80, 81, 82]. Evaporation is commonly neglected
in these studies and can be justified due to the timescale for volume loss due to
evaporation being multiple orders of magnitude larger than that of the spreading
process [83|. Tu [84] introduced the use of contact line dynamics to spin coating
problems, using the inverse slip law of Greenspan [31] applied to a two dimensional
viscous fluid under constant rotation and vanishing surface tension. Under these
simplified conditions Tu determined that the axisymmetric contact line spreads
exponentially in time. Wilson et al. [85] extended the analysis of Tu [84], con-
sidering axisymmetric spreading in spin coating problems, prior to the onset of
fingering. However, as well as discussing the limit of vanishing surface tension,
the asymptotic limit of weak surface tension and numerical solutions where sur-
face tension effects are O(1) are also considered. The results of the latter case
show good quantitative agreement to the axisymmetric phase of experiments by
Fraysse and Homsy [58] and Spaid and Homsy [60]. Furthermore, the authors
determined that both the fixed contact angle and Tanner boundary conditions

can sufficiently reproduce the referenced experimental results. The weak surface
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tension asymptotic solutions are found to capture the qualitative nature of the
experiments described showing the same trend in the position of the contact line
against time. Furthermore, the authors determined that both the fixed and Tanner
(1.2.4) contact angle boundary conditions are capable of reproducing the experi-
mental results well in each of the limits considered. Several authors have further

investigated axisymmetric spreading, extending the analysis to non-Newtonian
fluids 86, 87, 8§|.

Following the axisymmetric phase of experiments of centrifugally forced contact
lines, a fingering instability occurs at the contact line [26, 58, 60]. Similar observa-
tions were made by Huppert while considering viscous flow down inclined planes
[89] since in this configuration movement of the contact line is also driven by an ex-
ternal force, namely gravity. Troian et al. [59] and Moriarty et al. [90] developed
the model of Huppert [89] applying the analysis in the context of centrifugally
forced contact lines in the limit of small surface tension. Each set of authors
considered the flow as two phase, asymptotically matching an outer region of thin
uniform height with an inner region close to the contact line while using a precursor
film to model contact line dynamics under a lubrication, or long wave, approxi-
mation. To verify the composite asymptotic solutions, Moriarty et al. [90] solved
the derived lubrication equation numerically, showing good comparison for small
surface tension. The solutions of Troian et al. were subsequently found to com-
pare well to experiments performed by Fraysse and Homsy [58], and Holloway [62].
Spaid and Homsy [53| compared the use of an asymptotically matched precursor
film to the use the Greenspan inverse slip law [31], finding that both methods
can have quantitatively comparable results. Furthermore, they determine that
the stability of the contact line is instability of the contact angle for sufficiently
small angles. However, the asymptotic solutions detailed above [59, 90, 53| have
limitations, such as that volume is only conserved within the outer region; an un-
physical assumption for droplets of constant volume. Furthermore, Moriarty [90]
assumes within his derivation that the body force driving instability is constant
over the inner region, whereas in the context of spin coating the centrifugal force

is a function of the radially distance from the axis of rotation.

McKinley et al. [42] considered the spreading of an incompressible fluid droplet
that interacts with a vertical jet of air. They assert that the nondimensional

equations of motion for this configuration are identical to those of a rotating fluid
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in the absence of the Coriolis forces, up to the redefinition of a nondimensional
group. They derive an evolution equation under a lubrication approximation, in-
cluding gravitation effects, which in the small capillary limit and when combined
with the Tanner law (1.2.4), reduces to a first order ordinary differential equation
for the contact line position. A Navier slip condition, where the slip coefficient is
constant, is used to allow the contact line to move. The equilibrium solutions are
discussed and subsequently the stability of these solutions subject to axisymmetric
perturbations is analyzed. They found that for each jet strength (or rotation rate)
there is at most one physical equilibrium solution which is stable to axisymmet-
ric perturbations, however for a small range of jet strengths there exist multiple
physical solutions, where the solution with the larger radius is unstable. Annular
solutions, where there exists a dry patch at the centre of the fluid droplet, are
also considered in this work. A more recent effort into equilibrium solutions in the
absence of a lubrication approximation was performed by Konan et al. [91]. The
authors further demonstrated that equilibrium solutions exist only at sufficiently
low rotation rates, where the limiting rotation rate depends on the Bond number.
However, an assumption made during this analysis is that the contact angle is
fixed at 0, = /2.

McKinley and Wilson [43], motivated by a study concerning a linear stability
analysis of a ridge of fluid [92] extend their previous analysis within the small
capillary limit [42] to non-axisymmmetric perturbations to the free surface, h,

and the contact line, R,
h = ho(r) + hi(r) exp(imp + ot), R = Ro+ Ryexp(imp +o,t)  (1.3.1)

for azimuthal wavenumber, m and corresponding growth rate, o,,. In (1.3.1) hyg
and Ry are the equilibrium free surface shape and contact line position, respec-
tively. In this study, gravity is ignored due to the volumes under investigation
making the Bond number negligibly small. The analysis is further extended to
the general case with non-zero capillary number, solving a linear eigenvalue prob-
lem coupled with the Tanner law to produce growth rates for each mode. They
find that when gravity is neglected all equilibrium solutions are unstable, both in
the quasi-steady limit and in the general case for finite capillary numbers. Specifi-
cally, every equilibrium solution is unstable to m = 1 perturbations, corresponding

to a translation from the axis of rotation, whereas higher modes are only unstable
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above a critical rotation rate depending on the wavenumber. Each of the studies

[42, 43, 92| constitute parts of the thesis of McKinley [93].

Schwartz and Roy [94] reported analytical and numerical solutions of the same
evolution equation, again in the absence of gravitational effects. Their analytical
results support those of McKinley and Wilson [43], recovering similar equilibrium
solutions which they reaffirm to be universally unstable with respect to the dis-
placement mode m = 1, while higher modes are only unstable beyond a critical
rotation rate. Above rotation rates for which equilibrium solutions are possible
the authors report a good comparison between their numerical solutions and the

experiments of Fraysse and Homsy [58].

Boettcher and Ehrhard [44] performed a similar linear stability analysis to McKin-
ley and Wilson [43], considering a rotating droplet of fluid including both grav-
ity and non-axisymmetric perturbations, however only consider quasi-steady so-
lutions. The base state for the linear stability are axisymmeteric quasi-steady
solutions to the evolution equation neglecting the leading order contact angle con-
dition, in contrast with McKinley and Wilson [42, 43] who discuss steady, axisym-
metric solutions in equilibrium. Again, a combination of the Tanner and Navier
slip boundary conditions are used to model the movement of the contact line,
subsequently determining the growth rate of the system in the quasi-steady case.
Each of the studies [42, 43, 44| resemble the modelling presented in chapters § 3,

4 and will therefore be discussed in more depth at relevant points in this thesis.

The effect of the Coriolis force on axisymmetric spreading was discussed by My-
ers and Charpin [77| and subsequently by Myers and Lombe [78]. Both studies
conclude that in axisymmetric flow under a lubrication theory the Coriolis force
does not affect the film height. Cho et al. [95] performed experiments on the
subsequent fingering instability finding that the critical radius at which instability
occurs is a function of only the rotational Reynolds number when Coriolis forces
dominate. In a subsequent study Cho and Chou [96] performed further experi-
ments finding that within the parameter range considered that the Coriolis force
notably affects the critical radius at which a fingering instability occurs. Further-
more, for low rotation rates the effect of the Coriolis force is stabilizing, whereas
above a threshold rotation rate the effect of Coriolis force becomes destabilising.

In §5 we will discuss the effect the Coriolis force has on the rate of fingering in
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comparison to a theory in the absence of this inertial force.

1.4 Thesis outline

In chapter 2 we discuss the experimental procedure and methodology developed
to analyse contact line instabilities of a viscous fluid, subject to rotation. We
discuss the initial condition of the experiment as well as the stability, assessing

axisymmetric and non-axisymmetric spreading using Fourier analysis.

In chapter 3 we develop a mathematical model for the experiment described in
chapter 2. Assuming that the contact angle is small we make the lubrication
approximation, deriving a thin film partial differential equation which governs
the free surface height, and the contact line position. Subsequently, we consider
equilibrium solutions to the thin film equation, assessing where solutions exist
within the nondimensional parameter space, in an approach similar to McKinley
and Wilson [42, 43].

Chapter 4 concerns the linear stability of the equilibrium solutions found in chapter
4, where a Tanner model (1.2.4) has been used to relate the contact angle to the
contact line speed. We discuss axisymmetric and non-axisymmetric perturbations
to the contact line, assessing the stability of the equilibrium solutions within the
nondimensional space in which they exist; reproducing and extending the analysis
of McKinley and Wilson [43]. In chapter 5 we discuss extensions to the linear
stability theory, considering different limits of nondimensional parameters, and

various modelling assumptions to those assumed in chapter 4.

In Chapters 3-5 we discuss solutions of the equations of motion under a lubrication
approximation, where terms are neglected due to the radial length scale being
larger than the vertical length scale. In chapter 6 we nondimensionalise the same
set of equations and boundary conditions, no longer making this assumption.
Again, we determine equilibrium solutions from the nondimensional equations,
assessing where these solutions exist within the parameter space, comparing the

results to those of the thin film theory.

Chapter 7 concerns the linear stability of the equilibrium solutions determined

in chapter 6, where we develop a finite element method to solve the previously
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derived perturbation equations and boundary conditions. We discuss the solutions
and their trends as parameters, such as the contact angle, are varied in comparison
to the thin film theory, and with reference to the experimental observations in

chapter 2.

In chapter 8 we compare aspects of the experimental results from chapter 2 to
solutions of the mathematical models studied in chapters 3—7, discussing the ad-
vantages and disadvantages of each model in relation to the modelling assumptions
made. The important findings are summarised in chapter 9, along with a discus-

sion on possible future research directions.
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CHAPTER 2

Experimental procedure and

analysis

In this chapter, we outline the experimental procedure developed to analyse the
contact line instabilities of a viscous fluid under rotation. Specifically, we inves-
tigated the effect of rotation and gravity relative to that of surface tension, in a
regime where inertia is negligible compared to viscosity. We detail an experiment
whereby a fluid droplet of known viscosity and volume is placed in the centre of
a flat, circular disc. This is spun up, at a chosen rate of acceleration, from rest
to a prescribed rotation rate and the instability which occurs at the fluid front is

analysed.

We first detail the equipment used to perform and record the experiments, and
present the method used to analyse the data using Fourier analysis. Finally, the
results of the experiment are described considering the mean radius of the fluid

for both axisymmetric and non-axisymmetric spreading.

2.1 Methodology

First we detail the experimental method and equipment used, along with a de-

scription of the fluid chosen to perform the experiments and its properties.
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Physical Quantity Symbol Units Approximate Value
Density p kg m~3 1261

Surface tension ol kgs2 69 x 1073

Rotation rate Q rads? 5—90

Viscosity U kgm~tst  1.069

Volume 1% m? 1.5x107" - 1.6 x 107°
Contact angle 0. rad 1.1-14

TABLE 2.1: Experimental values of physical quantities, with their respective symbol,
units also shown. Each of the physical quantities are taken at a temperature of 20 °C.
The reported values are for glycerol and the surface tension is determined using data
from [97].

2.1.1 Experimental set-up

The experiment consisted of a 190 mm stainless steel disc, driven by a servo motor
in rotation about its vertical axis, with control of the acceleration and rotation rate.
The disc was covered with self adhesive sticky back plastic to ensure a uniform
non-absorbent surface. We used glycerol to ensure the Reynolds number was
small, and can be represented by taking the Stokes flow approximation adopted
for the mathematical modelling in Chapter 3. The definition of the experimental
Reynolds number varied depending on the modelling used, and is discussed further

in Chapter 8.

The solution was prepared by combining glycerol with a small amount of dye. A
peristaltic pump was used to accurately dispense a chosen volume of fluid onto
the centre of the disc at a chosen flow rate. A slow pump flow rate was used to
minimise non-axisymmetric spreading, achieving an initially circular fluid patch
when viewed from above. The fluid was dispensed on the plate through a nozzle

centred over the axis of rotation using a boom arm.

The disc was accelerated from rest to a chosen rotation rate. The spin-up timescale,
over which the fluid adjusts to the rotation of the disc to achieve solid body-

rotation is
pv2 /3
= S

T =
7

We therefore accelerated the disc to the required rotation rate over ten times the

(2.1.1)
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FIGURE 2.1: Schematic diagram showing the experimental set-up, side view.
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spin-up time (2.1.1), mitigating any effects due to acceleration. Hence,

Q -1 Qu -1
a = 1O—Trads = Wrads . (212)

where a is the acceleration. The dynamics were recorded using a high-speed Phan-
tom Miro M340 camera, where exposure time, resolution and crucially the frame
rate were optimised to resolve the fluid shape and dynamics. In each case the
frame rate was scaled with the rotation rate, so that the number of frames per
second matched the revolutions per minute of the disc. Therefore, in every exper-
iment 60 frames corresponds to a single rotation of the disc. Since the exposure
time is determined by the frame rate, it was important to have adequate lighting.
In order for the light to be consistent across the disc, diffuse LED light sheets were
mounted parallel to the disc surface, in the plane of the camera. This even, bright
illumination facilitated systematic thresholding of the images to find the contact
line. The experimental set-up is shown schematically in a side on view in figure

2.1 while the corresponding bird’s-eye view in shown in figure 2.2.

All experiments were performed at a constant temperature of 20°C to ensure
physical properties of the fluid remained constant. The values and notation of each
relevant physical fluid property are summarised in table 2.1. The surface tension
and density reported in table 2.1 are for pure glycerol, whereas in our experiments
the fluid is mixed with a small amount of dye. We used 0.25ml of dye per 100 ml
of glycerol to minimise any affect of the dye on the physical properties of the
fluid, while providing sufficient contrast between fluid in background for pixel-scale
resolution of the moving fluid boundary. The surface tension and density of the
dye was measured as approximately equal to that of water, p = 1000 kgm =3, v ~
72 x 1073kgs 2. Although a small amount of dye was used to minimise the
effect on the reported values while still providing an adequate contrast, there is
evidence to suggest that introducing another fluid of differing surface tension can
significantly affect the overall surface tension of the solution [97]. Specifically,
the surface tension does not vary linearly according to the ratio of fluids used
to make the solution, with the true value of surface tension being closer to that
of the greater value of the constituent fluids. Therefore, the true surface tension
coefficient may be larger than reported in table 2.1. Measurements of the surface

tension coefficient of the glycerol-dye solution were taken using a capillary tube,
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FIGURE 2.2: Schematic diagram showing the experimental set-up from a bird’s-eye
view.

finding the surface tension coefficient to be v = 70 x 1072 £ 9 x 1073 kgs 1.
Furthermore, the density of the solution is calculated using the formulas given by
Volk [98], with the resulting density being 0.4 kgm™ less than reported in table
2.1. The inclusion of dye has a negligible effect on the overall viscosity of the fluid,

again using calculations of Volk [98].

2.1.2 Experimental technique

The experimental technique is given as follows:

1. Prepare glycerol solution in the ratio of 100 ml with 0.25ml of dye.

2. Using the peristaltic pump, flush glycerol solution through the pipe shown
in figure 2.1.

3. Record reference video of a circle of a known radius printed on paper, this is

later used to convert distances in terms of pixels into dimensional distances.

4. For each combination of rotation rate and volume:
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e (Calculate appropriate acceleration according to (2.1.2), and initialise

motor with rotation rate and acceleration.

e Initialise high speed camera with a frame rate equal to the rotation rate

in rpm, and exposure time of 1000 us.

e Dispense volume of fluid onto the plate, taking care to centre the fluid

mass on the axis of rotation.
e Allow fluid to relax to a circular, equilibrium state.

e Start rotation and video recording until instability occurs or maximum

number of frames is reached and save video onto a hard drive.

e (Clean plate with water and dry, ready for next run. The plate was

cleaned using water since glycerol is water soluble.

2.2 Data analysis

The procedure detailed in §2.1.2 was adopted to identify the influence of varying
rotation rates and fluid volumes on the contact line for fixed viscosity, surface
tension and densities of glycerol solution. Images from the video sequences were
analysed to resolve the temporal evolution of the contact line. For each experiment
we numerically analyzed the recorded dynamics using Fourier analysis, assessing
how the contact line changes in time and determining the dominant Fourier mode

of instability; the mode with the greatest associated growth rate.

2.2.1 Edge detection

The dynamics of each experiment were captured using a Phantom 4 MPixel camera
producing a video file. The constituent frames were subsequently extracted using
the MATLAB VideoReader package producing ‘.png’ raw images such as figure
2.3 (a). We wish to understand how the contact line, that is, the visible boundary
in the figure 2.3 (a), grows in time. In the literature, the boundary at which the
pixel intensity changes with a large gradient is known as an ‘edge’ [99]. The Canny
edge detection algorithm [100] is one of the most commonly used and rigorously
tested methods for edge detection [101] and works by finding local maxima of

the gradient of the image, where the gradient is calculated using the derivative
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(@) (b)

(d)

FiGURE 2.3: (a) Original image. (b) Gradient image, where the edge contour is
shown in white. (c) Intensity matrix used for finding centre of mass, the boundary
pixels are plotted in red and resulting centre of mass with a red cross. (d) Boundary
and centre of mass plotted on the original image.

of a Gaussian filter. This method uses a higher and lower hysteresis threshold to
detect both strong and weak edges. For each element in the gradient matrix, a
value is accepted if the value lies above the prescribed upper threshold limit, and
rejected if it lies below the lower threshold. Furthermore, points which lie between
the upper and lower limits are accepted if they are adjacent to pixels whose value
lies above the upper threshold. We chose the upper threshold value to be the
minimum value such that the gradient matrix produces a single contour, while the
lower value was taken such that the ratio between the upper and lower values is
2.5.

Comparable techniques such as Sobel [102] or Prewitt [103] methods use a single
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t=0s t=0.10s t=10.20s
t=0.31s t=041s t=0.51s

A

FIGURE 2.4: Results of an experiment of 0.35 ml of glycerol at being spun at 590 rpm,
this figure shows the evolution of the boundary of the fluid mass in dimensional time,
shown in red, while the mean initial radial extent of the fluid, Ry, is shown with a
black dashed line.

threshold, which leads to the breaking up of the resulting contour caused by the
gradient value fluctuating about the threshold along the length of an edge, known
as streaking. Implementation of a hysteresis threshold reduces streaking, hence
the Canny method is more robust to noise in the data [100]. Furthermore, our ex-
periment was well lit by LED diffusive light sheets, meaning that any fluctuations
in lighting across frames and experiments was minimised. Therefore, the Canny

edge detection method is robust in calculating the evolution of the boundary.

Figure 2.3 (b) shows an example of the gradient image where areas of local maxima
are shown in white, due to the chosen upper threshold we see a single contour is
produced. Subsequently, the boundary pixels are identified and can be plotted on
top of the original image, shown in figure 2.3 (d). Figure 2.4 shows an example of
the evolution of the boundary over time in red in comparison to a circle of mean
radius of the boundary at ¢t = 0, shown with a dashed black line. In this case we

can see the formation of three fingers evolving over time.
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2.2.2 Centre finding and polar representation

Once the boundary has been detected using the method described in §2.2.1, the
location of the centre of mass of an individual frame can be calculated. Note,
since the data is two-dimensional the centre of mass calculation neglects the free
surface being a function of the vertical height. For each frame we created a matrix
of intensities, I, where each pixel within the boundary was assigned the value 1
(white), whereas pixels outside the boundary assigned a 0 (black). Figure 2.3 (c)
shows an example of the intensity matrix, where the boundary is shown in red.

The centre (z.,y.) is calculated using the weighted average

(l’ ) — ffAImdA _ Z;L:l Z;nzl (ZI(Z>])7JI(27]))
Y S ST IGg)

(2.2.1)

where n and m are the number of pixels in the x and y directions, respectively.

The centre of mass is shown in figure 2.3 (¢) with a red cross.

To convert the boundary pixels into polar coordinates we require the position of
the axis of rotation, denoted (Z.,y.). When the system is accelerated, the centre
of mass of the boundary (2.2.1) of each frame will encircle the true centre of
rotation. Therefore, the centre of rotation, (Z.,%.), was determined by fitting a
circle through the centre of masses of each frame starting from when movement is
first detected. The centre of the fitted circle gives the axis of rotation, (Z., g.), and
the radius was used as a measure of how well the fluid was centered on the disc.
This process was repeated for each experiment to account for movement of the
equipment between experimental runs. We found that accurately calculating the
centre of rotation was important to reduce oscillations in the data when plotted

over time.

Given the axis of rotation, (Z.,¥.), the boundary pixels were expressed in two-

dimensional polar coordinates, centred at (Z., %.), by

@fﬁMA(%‘°) Rig) = Vo 5P+ =P (222)

Ty — Te

The notation (z;,y;) denotes the Cartesian coordinates of each boundary pixel,
and the angle —m < ¢ < 7. Figure 2.5 (a) shows the boundary of the fluid at

three different times which have been rotated so that the growth of fingers can
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FIGURE 2.5: (a) Detected boundary in physical dimensions at three different times,
translated so that the centre of mass is at on the origin. (b) Corresponding boundaries
plotted in polar coordinates.

be viewed within a rotating frame of reference, and translated so the centre of
rotation lies on the origin. Figure 2.5 (b) shows the boundary in polar form where
the colours correspond to the same time in both parts of the figure. We see that
the mean radius increases over time, indicating growth of the axisymmetric mode.
Furthermore, we observe the growth of three distinct fingers in the boundary shown
in figure 2.5 (a), which corresponds to three peaks in the polar representation in
figure 2.5 (b).

Overall, at each timestep, corresponding to the inverse of the frame rate, the
boundary was calculated and converted into a 27 periodic signal from the centre
of rotation, which was found numerically. The signal evolves over time, as seen in
figure 2.5 (b), and we can numerically analyse how the boundary, or contact line,

grows in time.

2.2.3 Fourier decomposition

In previous sections we explained how for each frame the boundary of the fluid
was obtained, and subsequently converted from Cartesian into polar coordinates,
centered on the axis of rotation. The signal for each frame, R(yp), is periodic and
hence can be decomposed using Fourier analysis, and the resulting Fourier modes

plotted as functions of time.
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The signal R(y), as shown in figure 2.5 (b), can be represented by the truncated

Fourier series

R(p) = % + Z {am cos(my) + by, sin(mey)}, (2.2.3)

m=1

where the Fourier coefficients are given by

Uy = — ' R(p) cos(mep), by, = %/_ﬂ R(¢p) sin(mey). (2.2.4)

™ -

The number of terms, /N, was chosen as the minimum value which returns root
mean squared error between the boundary and Fourier series (2.2.3) below 0.3
pixels, approximately 0.0026 mm, for each frame. We find that N = 25 is the
minimum to achieve this threshold, so that the boundary is well resolved without
over-fitting the data. Hence, the Fourier coefficients are found by performing the
required integrals of the pointwise, polar representation of the boundary pixels,
Ri(p;), at time t. The reference point for time is defined as the frame that the
target rotation rate is first achieved after movement of the disc is detected. Specif-
ically, t = 0 is defined as 7 seconds after movement is first detected, rounded up

to the closest frame, where 7 is given by the spin-up timescale (2.1.1).

Repeating the above procedure for each frame returns the functions a,(t), b, (%),
where the timestep between frames is the inverse of the frame rate. Figure 2.6
shows how the amplitude, A,,(t) = [a2,+b2,]'/2, of the first seven non-axisymmetric
modes grows over time for an experiment with 1.55ml of fluid spun at 294 rpm,

equivalent to Q = 30.8rads™!.

We observe that each Fourier mode grows over
time at a different rate, with m = 2 appearing to grow the fastest and dominate
the instability in this case. The m = 6 mode remains approximately constant

indicating it does not participate in the instability.

2.2.4 Linear growth rate

Over time, in line with a linear theory, we suppose that the boundary, R(p,t),

grows or decays exponentially with each wavenumber, m € Ny, growing with a
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FIGURE 2.6: Dimensional amplitude, A,,(t) = [a2, + b2,]'/2, of non-axisymmetric

Fourier modes, m = 1,2, ..., 7 over time for an experiment in which 1.55ml of fluid is
spun at 294 rpm, corresponding to 30.8rad s

given complex growth rate, o,,, hence
R(p,t) = Ro+ €Y Rypemetort, (2.2.5)
m=0

Therefore, we assume that a mode with wavenumber, m, grows or decays expo-
nentially in time, ¢, with growth rate R(o,,,) = o7,. Note that the growth rate,
om € C, is complex where the imaginary part, $(o,,) = o*,, controls precession
of modes within the rotating frame. The contact line position is a function of the
azimuthal angle, (, and size of the perturbation is set by €, which is assumed to
be small. We take the unperturbed radius Ry to be the mean radius at ¢ = 0, the
first frame in which the target rotation rate is achieved. Mathematically, (2.2.5)
corresponds to taking a normal mode perturbation from a steady state solution,

r = Ry, and superimposing linear components of different wavenumbers.

Notice that, the real part of the perturbation (2.2.5), gives

R[R(¢)] = Ro+ € Y Ripy {am sin(mep) + by sin(mep)} (2.2.6)
m=1
where
am(t) = e“mtsin(ol t), by (t) = e’ cos(o? t). (2.2.7)
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Hence, the growth rate of each mode can be determined using the relationship

et = [am(1)? + b (1)%] /2 = A (8), (2.2.8)
where the required amplitude, A,,(t), of the Fourier series (2.2.6) is calculated
from the data using the method described in §2.2.3. For clarity we drop the
superscript r and refer to the real part of the growth rate using o,,, while being

mindful that it is now a real quantity.

Figure 2.7 shows the amplitude of each of the non-axisymmetric Fourier modes for
the experiment shown in figure 2.6, where amplitude is plotted on a logarithmic
scale. The black line at A,, ~ 0.08 mm indicates the noise level of the data. The
noise level is defined as the mean amplitude where a wavenumber, m, is required
to assemble the boundary so that the mean average error between the boundary
and assembled boundary is less than the size of a single pixel. The threshold of a
single pixel is chosen since the Canny edge detection method defines the boundary

to pixel precision and not below.

Any data below the noise level cannot be considered robust, and hence we restrict
our analysis to data above this threshold. Specifically, the growth rate, o,,, of
a mode is taken as gradient of the log of amplitude of that mode as it crosses
the noise level over a short time following this point since the relationship (2.2.8)

predicts that the log of amplitude will be approximately linear in time.

On figure 2.7 the dashed lines illustrate the fitted curves where the gradient of

each straight line gives the growth rate of each mode, o,,s™*

, respectively. The
colour of each dashed line corresponds to the wavenumber it is fitted to. The
growth rate for any modes with amplitude above the noise level at t = 0, in this
case m = 1,2, are taken from this time. Whereas, the dashed lines corresponding
to the m = 5,7 modes are tangent to their respective curves at the point where
the amplitude grows above the noise level. The m = 6 mode never rises above the

noise level and therefore is ignored and we cannot determine its growth rate.

Overall, by assuming a normal mode perturbation for the contact line position
about the spin-up radius, Ry, the linear growth rates for each Fourier mode can
be extracted from the amplitudes of each mode of using the relationship (2.2.8).

This will hold over a short time after t = 0, during which the perturbation is small
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FIGURE 2.7: Dimensional amplitude of the first seven non-axisymmetric Fourier
modes over time for the same experiment as in figure 2.6, but on a semi-logarithmic
axes. Also shown are the noise level in black, and the fitted curves which have
slope equal to the growth rate, o,,, shown in dashed lines of the same colour as the

wavenumber they are fitted to.

enough that a linear theory can be assumed.

2.2.5 Summary of the numerical method

Given a video file of each experiment with a chosen volume, V', and a target
rotation rate, {2, the method to analyse how the contact line of the fluid evolves

in time is summarised as follows.

. Extract all frames using MATLAB’s VideoReader package.

—_

2. Detect at which frame the system begins to accelerate from rest.

3. Using the known acceleration, determine the first frame where the target

velocity, €, is achieved, defining this point as ¢t = 0.
4. Find the axis of rotation using the method described in §2.2.2.

5. For each frame:

e Detect the pixels that lie on the contact line using the method described
in §2.2.1.
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e Convert boundary points to two dimensional polar coordinates centred

at the axis of rotation.

e Find the Fourier coefficients, a,,, b,,, for each mode so that the function

R(yp) is represented by the truncated Fourier series (2.2.6).

e (Calculate the amplitude of each mode, m =0,1,2, ..., N.
6. Determine the noise level of the data

7. Use the relationship involving the amplitude of Fourier modes over time
(2.2.8) to calculate the growth rate, o,,, for each mode over a short time

after crossing the noise level.

2.3 Results

We considered six different volumes of dyed glycerol solution, performing 20 or
more experiments for each volume for a range of rotation rates. To choose this
range, we considered the equations of motion for a viscous fluid rotating in solid
body rotation at rate, €2, about the vertical axis in cylindrical polar coordinates
(r,,2)

0=—Vp+ pQ’r + uViu (2.3.1)

for the pressure, p, and velocity, u. Nondimensionalising such that the length

scale is determined by the volume of fluid, V/,
p="Pp, r=V'"3 L=V w=Ud, (2.3.2)

and taking a viscous pressure scale, P = puU/V1/3 leaves

951%
P V. (2.3.3)

0=-Vp+

Therefore, the range of ) was chosen so that Q?V is similar between experimental
sets. We will see in Chapter 3 that the nondimensional quantity ¢ is directly
proportional to 92V and it is useful to define the quantity ¢* = Q?V. Table 2.2

shows the range in the rotation rate, ,rads™!, for each volume considered.

The uncertainty in the volume calculation is determined by whether the final
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Volume (ml) € range Frame rate Resolution Pixel length
(rads™1) range (fps) (mm)
0.15£0.05 14.1 - 894 135 - 854 1024 x 1024 0.0873
0.35 4+ 0.04 2.6 - 63.2 25 - 604 1024 x 1024 0.0868
0.57 £ 0.04 8.2 - 51.6 78 — 493 1024 x 1024 0.0876
0.73 £0.09 10.5 — 44.7 25 — 427 1024 x 1024 0.0878
1.20 £0.09 5.6 — 36.5 95 — 349 1024 x 1024 0.0874
1.55£0.10 5.0 - 31.6 48 — 302 1408 x 1400 0.0872

TABLE 2.2: Summary of the six experimental sets performed for different volumes,
showing the range of rotation rates, frame resolution and corresponding pixel length.

droplet within the nozzle is dispensed onto the disc or not. The rotation rate,
Q, fluctuates to a maximum of 0.02rpm, which is equivalent to 2 x 103 rads™!
and is therefore deemed negligible since = O(10) rads™!. For each experimental
set, the resolution and corresponding pixel size was also recorded. The size of
a single pixel was determined by taking a reference image of a circle of known
radius, calculating the radius in pixels, and dividing this value by the known true
radius in millimeters. A reference was taken for each experimental set to account
for movement of the camera between sets. The error in the pixel length is defined
by the 95% confidence interval in the calculation of the radius in pixels, and is

less than 1 x 10~® mm in each case.

2.3.1 Qualitative observations

Once the fluid was dispensed onto the disc, it was allowed to relax into an equi-
librium state, with small amounts of axisymmetric spreading observed. The re-
sultant the droplet had a circular shape centered on the axis of rotation with a
radius determined by the fluids physical properties, contact angle and volume.

This dependence will be discussed further in chapter 8.

When the motor is switched on and the target rotation rate is achieved, we ob-
served that axisymmetry is broken almost immediately, leading quickly to the
formation of distinct fingers. Kulakarni et al. [67] observed similarly short times

to the onset of fingering in their experiments on glycerol solutions. Our qual-
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itative observations are contrary to previous experiments on silicon oils where
there is a long axisymmetric phase prior to the onset of a fingering instability
[26, 58, 60, 62]. During the early stages following reaching the target rotation rate
we observed the formation of a capillary ridge close to the contact line, with a
flatter internal region. This is visible in figure 2.3 (a), and is in agreement with

each previous experiment.

Following the short initial phase, we observed a fingering instability, where the
number of fingers forming appeared to increase with both rotation rate and vol-
ume of fluid. Holloway et al. [62] and Wang and Chou [61] both reported similar
observations for silicon oils, contrary to earlier experiments [26, 58|. Veretennikov
et al. 66| reported the formation of only one finger forming for glycerol, how-
ever it appears these observations were due to a limited range of rotation rates

investigated.

Overall, the qualitative nature of the experiments we performed was similar to
previous experiments such that a fingering instability occurred. However, the
long axisymmetric phase observed in previous experiments with silicon oils was
not seen, with initial axisymmetry being quickly broken after reaching the target

rotation rate.

2.3.2 Spin-up radius

The spin-up radius, Ry, is defined by the value of aq in the Fourier series (2.2.6)
at the frame after which the target velocity has first been achieved, namely ¢t = 0.
In §2.1.1 we stated that the acceleration was chosen according to the spin-up time
(2.1.1) for each experiment. Therefore, to establish the frame in which the target
velocity is achieved effectively, we require the frame in which movement is first
detected. To find this point we consider the difference in the background image
of successive frames, finding the minimum frame where the maximum value in
the difference of pixel intensity is above a given threshold. The minimum frame is
calculated for several thresholds, with larger thresholds capturing greater amounts
of movement and wvice versa. Lower thresholds are subject to greater amounts of
noise in the image, and therefore can lead to false positives in the detection of
true motion. Therefore, the frame at which movement is first detected is taken

from using the minimum threshold where the detected frame is sufficiently close
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FIGURE 2.8: (a) The mean of the radii of each experimental set before spin-up,
against volume, where the error bars show the skew in initial radii between experi-
ments within a set. (b) The spin-up radius, defined as the size of the axisymmetric
Fourier mode at the frame where the target velocity, €2, is reached, plotted against
rotation rate for each set of experiments in different colours.

to that from the largest threshold, since large thresholds are robust to noise.

Prior to any movement being detected the system is at rest. By calculating the
first Fourier coefficient, ag, of each frame where t < —7 we assess the initial
condition of the experiments. Since we are considering the system prior to spin-
up, the initial condition between experiments of the same volume should have
comparable radii. Figure 2.8 (a) shows the radius of fluid masses before movement
is detected for each volume, averaged over the constituent experiments. Note that,
as expected, the droplet radius increases with volume. The horizontal error bars
show the uncertainty in the volume, as presented in table 2.2, while the vertical
error bars show the range of radii calculated for the same volume. It is observed
that the error in the radii generally increases with volume, which is likely due to
the greater error in the dispensed volume for greater volumes. Furthermore, larger
droplets are more susceptible to non-axisymmetric perturbations when the fluid is
dispensed onto the plate [32], leading to the range of radii calculated for different

experiments.

Recall that the spin-up radius, Ry, is defined as the amplitude of the m = 0 mode
at t = 0. Figure 2.8 (b) shows the spin-up radius for each experiment performed,
with different volumes shown in different colours. We see that for each volume

under consideration, the spin-up radius increases as the rotation rate, €2, increases.
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This result is anticipated since centrifugal force is directed radially outwards from
the centre of mass, so that higher rotation rates cause the boundary of the fluid,
or contact line, to be further from the axis of rotation. Furthermore, similar to
the stationary case presented in figure 2.8 (a) we observe that Ry increases with

volume for the same rotation rate.

To assess the repeatability of the data, we repeated a single experiment where
V = 0.73ml and Q = 34.2rads™! fifteen times, calculating the percentage errors
of the maximum and minimum values of Ry from the mean. We found the upper
percentage error to be 3.1% while the lower —3.4%. The error bars shown on figure
2.8 (b) reflect the percentage error from the value calculated. There is also error
associated in the detection of the frame at which movement begins, which can be
as many as five frames. This error is one sided since the algorithm always detects
movement, but is always greater than or equal to the true start frame, therefore,
there is subsequently an error associated to each calculated R,. The error in
calculation is small and increases with rotation rate, with the maximum error over
all experiments being approximately 0.2 mm which is negligible in comparison to

the error in repeats.

2.3.3 Axisymmetric spreading

During the analysis in the previous section we identified the time at which spin-
up occurs and subsequently the initial radius Ry, defined as the amplitude of the
axisymmetric mode at the frame corresponding to t = 0. We now discuss how
the amplitude of the axisymmetric mode, ao(t), grows over time from the initial

condition at r = Ry.

Figure 2.9 (a) shows the difference between ag(t) and Ry over time, with each
axis plotted on a log scale. The specific experiment under consideration is when
V =0.35ml and Q = 61.8rads™!. We see that ay — Ry grows linearly over time
when ¢ is small, so that

ao(t) = Ro + Ket, (2.3.4)

where k. is the contact line speed, determined from the data. Note that, this
experimental contact line speed is not the same as the contact line speed used in

the Tanner law (1.2.4), k, however these values are directly proportional. We find
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FIGURE 2.9: (a) Evolution of the axisymmetric mode, ag, in time from the spin-up
radius for a single experiment, plotted on logarithmic axes showing linear growth.
(b) Contact line speed for each experiment, defined as the slope of the dashed red
line in figure (a), for each experiment, plotted against the rotation rate. (c¢) Contact
line speed plotted on logarithmic axes, showing that k. ~ Q% for each volume. The
dashed black line is of the curve k. = Q4 for reference. (d) Figure (c) with fitted
power law model (2.3.6) plotted for comparison, with values taken from table 2.3,
showing good agreement.

that for each volume and rotation rate considered, the growth of the axisymmetric
mode remains linear over time, whereas the contact line speed varies so that,
Ke = ke(€2, V). Figure 2.9 (b) shows the contact line speed, k.(£2, V'), as a function
of the rotation rate, 2, with each experimental set of constant volume shown in
a different colour. For each volume, faster rotation speeds correspond to greater
contact line speeds. Furthermore, to achieve the same rate of spreading smaller
volumes require larger rotational speeds. Figure 2.9 (c) shows the same results
plotted with logarithmic axes. We observe that for each volume, the contact line
speed is linear on these axes, with a slope of approximately 4, as indicated by

the black dashed line. Therefore, the data indicates that the contact line speed,
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Volume (ml) k n R* %
0.15 7.00 1.53 99.2
0.35 10.90 1.56 99.0
0.57 20.32 1.62 87.1
0.73 9.74 1.57 98.4
1.20 9.62 1.56 87.6
1.55 11.35 1.56 95.9
] 11.73 1.57 94.5

TABLE 2.3: Values of fitting coefficient, k, and exponent, n, from (2.3.6) for each
volume, V. The R? percentage calculated from the residuals between the data and
model are also presented showing good agreement in each case. The bottom row
is shows the same values when the model is fitted to all of the data at once, again
showing good agreement.

ke(2, V), is given by
Ke(Q, V) = EV"QY, (2.3.5)

so that in time the mean radius of the contact line spreads like
ap(t) = Ry + kV"Q'. (2.3.6)

The values of the coefficient k£ and power n are determined empirically using least
squares fitting for each data set, and are summarised in table 2.3. The R? percent-
age, indicating the fit between the data and the model is also presented. We see
that the exponent n is approximately constant between experimental sets, whereas
the coefficient k is skewed. The experimental set where V' = 0.57 ml returns a value
of k twice that of the other experiments which are similar, indicating uncertainty
in the data for this case. Furthermore, note that the R? percentage for this data
set is the minimum achieved. In each case the R? percentage indicates that the
fit between the data and model is good. Figure 2.9 (d) shows the fitted curves
and the data on the same plot, confirming that the agreement is good. The final
row of table 2.3 reports the values of k, n and associated R? value when the data
is fitted all together, rather than in individual data sets. The R? value indicates

that fitting with a single value of k£ and n for all experiments is appropriate.

Holloway et al. [62] reported a similar power law for axisymmetric spreading, also
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reporting that the contact line radius grows linearly in time but with different
contact line speed k., oc Q247VO7 However, it is likely that the difference in
parameter regimes is responsible for the observed discrepancies, since Holloway et
al. analysis focused on volumes 50 ul < V' < 250 ul of silicone oil, whereas our
analysis considered larger volumes of glycerol, reported in table 2.3. Furthermore,
the difference in fluid and substrate combination used will alter the contact angle,
resulting in differences in the contact line speed which is demonstrated by the
Tanner law (1.2.4). In §2.3.1 we noted that axisymmetry was broken very soon
following the target rotation rate being met. As a result, the experimental data
presented here does not lend well to the mathematical modelling developed by
Wilson et al. [85] for axisymmetric spreading during spin coating, up to the onset

of fingering.

2.3.4 Non-axisymmetric spreading

Next, we present the results for non-axisymmetric modes, that is, m =1,2,3, ....
Recall from §2.2.4 that the growth rate of a given Fourier mode, m, is found using
the relationship (2.2.8). Specifically, the relationship (2.2.8) relates the growth rate
of a linear perturbation in time with to the amplitude of Fourier modes, which are
calculated from the data using the method described in §2.2.1-2.2.6. The growth
rates of each wavenumber with amplitude exceeding the noise level are calculated
by using a linear least squares fit through the values corresponding to the first sixty
frames following crossing the noise level. In figure 2.7 the only non-axisymmetric
wavenumbers which exceed the noise level were modes m = 1,2, ..., 5. Sixty frames
corresponds to a single rotation of the disc, so this choice mitigates the effects of
any disc oscillations on the data. The oscillations are caused by the small error in
the calculation of the centre of rotation; in figure 2.7 the maximum amplitude of

oscillation is small, being approximately 0.08 mm.

The assumption made in §2.2.4 is that the perturbations to the initial condition
at spin-up are small enough that a linear theory holds true. Therefore, we shall
only consider the modes which have amplitude above the noise level a short time

following the target rotation, €2, being reached, referred to as ‘accepted modes’.
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The time post spin-up, t., is chosen to scale with the rotation rate, {2, such that

. 2.3.
te =5 (2.3.7)

The inverse scaling of the critical time with rotation rate is chosen to account for
the fact that the instability occurs sooner following spin-up for experiments with
larger rotation rates. Since the frame rate of recording is equal to the rotation

rate, this scaling amounts to taking 7™ frames post spin-up.

Figures 2.10 shows the accepted modes for 7% = 120 at each target rotation rate
plotted with black circles, where each figure corresponds to a data set at a differ-
ent volume. The solid red circles in each figure correspond to the dominant mode,
that is, the wavenumber which has the greatest associated growth rate. We see in
each case that larger rotation rates cause higher wavenumbers to become unstable
within the same nondimensional time 7%, so that each mode has a rotation rate
at which it becomes unstable. Furthermore, the dominant mode increases with
) in each of the figures. There is indication that the dominant mode increases
sequentially as €2 increases, particularly visible in figure 2.10 (f) when V' = 1.55ml
in qualitative agreement with previous mathematical modelling [43]. These results
are in contrast to those reported by Melo et al. [26] and Fraysse and Homsy [58],
who state that the number of fingers, and therefore the dominant wavenumber of
the instability, is independent of the rotation rate. However, our results qualita-
tively agree with more recent experiments (62, 64, 67|. Furthermore, our results
extend those of Veretennikov et al. [66] to greater rotation rates, where we observe
the formation of multiple fingers for a glycerol solution, as stated in §2.3.1. Our
experiments consider a larger portion of the experimental parameter range than
many studies, which is likely to be responsible for the aforementioned qualitative

differences.

Comparing between figures 2.10 (a)—(f) we can also assess the effect of changing
the volume. We observe for a fixed rotation rate that the dominant mode increases
with volume. To illustrate this, consider the dominant mode at  ~ 30rads™!
in each figure; which increases from m = 1 when V = 0.15ml to m = 5 when
V = 1.55ml. Similarly, we observe that the threshold rotation rate for a mode to

become dominant decreases as the volume increases.

The accepted modes are a subset of those which rise above the noise level. Fig-
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FIGURE 2.10: The accepted modes at T = 120,

are shown in black circles against

rotation rate for each volume on a separate figure. These are the Fourier modes
required to reproduce the boundary at a nondimensional time T% following spin-
up. Also shown on each figure in solid red, are the dominant modes, that is, the

wavenumber with the largest growth rate.
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FIGURE 2.11: The growth rates, o, of the first five non-axisymmetric Fourier modes
m = 1,2,...,5, where they are accepted, according to figure 2.10 and shown in different
colours. The z-axis is chosen to be ¢* = Q?V, so that the figures are comparable to
one another.
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ures 2.11 shows the dimensional growth rates, ,,, of the first five modes for each
volume, where accepted. The z-axis is the same in each figure and is given by
¢* = OV, which as shown in (2.3.3), is directly proportional to a nondimensional
measure of the rotation rate, meaning the data is comparable between experi-
ments. Note that, the y-axis in each figure is different. In each figure we see the
general trend that as the rotation rate is increased that the growth rate of each
mode increases. We observe that the rate at which this happens decreases as ¢*
increases, this is particularly visible in the m = 1 mode with the curve in each
figure flattening and in some cases decreasing as ¢* increases. A possible conclu-
sion is that there exists an upper limit on the growth rate of each mode, which
is dependent on the volume and physical properties of the fluid. As stated in the
analysis of figure 2.10, greater wavenumbers become dominant as ¢* increases for
each volume considered. Comparing between figures we see that for each mode,
smaller volumes have larger growth rates for the same ¢*, demonstrated by the
decreasing growth rate of the m = 1 mode at ¢* = 1 across each subfigure. This
could perhaps be predicted since larger rotation rates are required for the same

¢*, corresponding to greater contact line speeds.

2.4 Summary

In this chapter we investigated the contact line instability when a viscous fluid
of a prescribed volume, V', is spun at a chosen rotation rate, 2. Specifically, we
discussed the relative effects of rotation and volume in a regime where inertia is
assumed to be negligible compared to viscosity for droplets upon a rotating disc.
To do so, we described a methodology for performing such experiments, where
a glycerol solution was used to ensure a viscous regime. The recorded videos
were analysed using Fourier analysis, first assessing the initial condition of the

experiments.

We found that, as may be predicted physically, the initial radius Ry increases with
both rotation rate and volume. Next, we assessed the axisymmetric spreading
from the initial condition, finding a power law for growth by fitting to the data
using a non-linear least squares method showing good agreement to the data. The

investigated range of volumes in our experiments were macroscopic, leading to the
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observed qualitative differences in the axisymmetric phase of the experiments, and
spreading rates in comparison to Holloway et al. [62] who considered microscopic
volumes of silicon oils. Finally, we considered non-axisymmetric perturbations
ascertaining that the dominant Fourier mode of instability increases with rotation
and volume for each volume considered. Furthermore, we found that the threshold
rotation rate for a mode to become dominant decreases as the volume increases,
converse to findings in early experiments |26, 53, 58| into microscopic droplets of

silicon oils and previous experiments into macroscopic volumes of glycerol [66].
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CHAPTER 3

Thin film model formulation and

equilibrium solutions

To begin our theoretical analysis, we derive a model to describe the experiments
detailed in chapter 2. The model is derived directly from the governing Navier-
Stokes equations within a rotating frame of reference, coupled with appropriate
boundary conditions. The lubrication approximation is used to simplify the mod-
elling. We derive an evolution equation governing the shape and position of a
mass of fluid subject to rotation, the form of which is common in the literature
for problems of this type [32, 42, 43, 31].

Finally, we discuss equilibrium solutions to the derived evolution equation, finding
steady axisymmetric solutions which have zero velocity in the rotating frame of
reference. We recover and further discuss the solutions of McKinley et al. [42]

subject to a transformation of nondimensional variables.

3.1 Model

3.1.1 Equations of motion

We consider a fixed mass of fluid, on a flat plate, at constant temperature, in solid
body rotation about the vertical axis with a free surface, which meets the solid
plate at the contact line. A schematic diagram is shown in figure 3.1 showing the

geometry and common notation used throughout this chapter. The coordinate
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FIGURE 3.1: Schematic diagram of a viscous, incompressible fluid layer on a plate,
spun about the vertical axis.

system used is cylindrical polar coordinates where a point in space is defined
by a radial distance, r, from the origin, an azimuthal angle, ¢, and a height,
z. The governing dimensional set of equations for fluid velocity, u = (u,v,w),
and pressure, p, are the Navier-Stokes equations in a rotating frame of reference

including gravity,

Du

Por = —Vp —p2 x (2 x x) — 202 X u — pg2 + pViu, (3.1.1)

(see Appendix A for derivation), and the incompressibility condition,
V-u=0. (3.1.2)

Here * = r7 + 22 is the position vector where 7 and £ are unit vectors in the
radial and axial directions, respectively, while the constant rotation rate is given by
Q = Q2. The term on the left hand side of (3.1.1) is the force due to inertia, given
by Newton’s second law, while the first term on the right hand side is the pressure
gradient. The second and third terms on the right hand side of (3.1.1) correspond
to centrifugal and Coriolis forces, respectively, and arise when considering the
Navier—Stokes equations within a rotating frame of reference. The fourth and

fifth terms model gravitational and viscous forces.

3.1.2 Boundary conditions
We define the free surface of the fluid as

S =z —h(r,e,t) =0, (3.1.3)
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on which we impose a kinematic condition and three continuity of stress conditions,
one in each direction. The kinematic condition states that the fluid particles on
the free surface should move with the fluid. Hence, the material derivative of the

free surface (3.1.3) is zero on the free surface

D% (Z — h(r, ¢,t)> L, ~ 0. (3.1.4)

The continuity of stress condition is given at the free surface by the Young—Laplace
equation

[a-n]" =1V -7)n (3.1.5)

on ., where n is the outward pointing normal from the fluid volume into the
atmospheric gas. The notation [-]* indicates a jump across the free surface from

the atmospheric gas into the fluid volume.

The boundary conditions at the solid plate, z = 0, are a no-penetration condition,
w =0, (3.1.6)

and two slip conditions for the tangential velocity components,

a Ou o Ov

where « is the small slip length. We choose the same slip condition as Greenspan
[31], where the slip is a function of the height of the interface rather than con-
stant. This is the simplest model for slip in which the contact line velocity can
be non-zero, and hence allowed to move. Further justification for this choice of
slip coefficient is provided in §5.1. In the limit o = 0 we recover the usual no-slip

condition.

The position of the contact line is given by r = R(¢p, t), at which we impose three
physical conditions. First is the contact condition, which states that the height of

the free surface is zero at the contact line
h(R(p,t),¢,t) = 0. (3.1.8)

Second is a contact angle condition, such that the angle at the contact line is
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specified as part of the model,

Oh

Or |~ R

= —tan, (3.1.9)

where the contact angle is denoted by 6. The contact line and contact angle are
shown on the schematic diagram in figure 3.1. The model we use to describe the
physics at the contact line is the Tanner law [27, 30], which in the form we consider
is
OR
ot

where 6, is the equilibrium contact angle and k,q are empirically determined

= k(67 — 69), (3.1.10)

C

positive constants. The constant s is a measure of the contact line speed. In
chapter 1 we discussed how the simplified form (3.1.10) neglecting contact angle

hysteresis results in the contact line being allowed to both advance and retreat.

The third physical condition is the contact line kinematic condition

D% <7~ - R(%t)) 0, (3.1.11)

at ¥ = R(p,t),z = 0, which similarly to the free surface kinematic condition
(3.1.4) states the fluid particles at the interface should move with the fluid; the

interface being the contact line.

We impose regularity conditions along the axis » = 0 so that the velocity at the
origin is finite,

lu(0, p, z,t)| < 0. (3.1.12)

Furthermore, to ensure the shape of the free surface is differentiable at r = 0 we

enforce that

Oh

ol g 1.1
o 0 (3.1.13)

r=0

Finally, since the mass of fluid placed on the plate is fixed we have the volume

conservation condition

2 rR(p,t)
Vi = / / rh(r, ¢, t) drdep, (3.1.14)
o Jo

for a fixed volume of fluid, V5.
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3.2 Nondimensionalisation

We nondimensionalise the system, assuming that the horizontal lengthscale is
much larger than the vertical lengthscale. The equilibrium contact angle, 6., is the
natural choice of aspect ratio and is assumed small. Consequently, the following

scales are introduced

r="Lr', 2=0,L, u=Uu, v=V, w=Wu', t=Tt, p=Pyp.
(3.2.1)
Immediately from the incompressibility condition (3.1.2) we take the azimuthal
and axial velocity scales to be V. =U, W = .U, giving
10 1ov  ouw

— "u —_— = 0. 2.2
r’@r’(ru)+r’ Oy * 0z 0 (3.2.2)

The lengthscale, L is determined from the volume equation (3.1.14) so that L =
(Vi /0.)'/3, leaving

2 pR (p,t")
Vi= / / B (1, o, ") dr' de. (3.2.3)
o Jo

Although due to the choice of lengthscale V; = 1, we will keep V} in our analytical
formulation for clarity, while in numerical calculations, unless stated otherwise, it

will be taken to be unity.

The free surface kinematic condition (3.1.4) gives us the timescale 7' = L/U and

simplifies to
,  OW ,OR" v oW

= — —t+ —— 2.4
ot tu or' + r’ Oy (3.2.4)

w
at 2/ = h'(r', p,t'). The contact line kinematic condition (3.1.11) simplifies to

,  OR N v OR
ot R Oy

u (3.2.5)

at the contact line, 2’ = 0,7 = R'(p,t).

To nondimensionalise the stress continuity condition (3.1.5) we must first deter-

mine the unit normal to the free surface (3.1.3). Expressed in terms of nondimen-
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sional quantities,

VY

—~ =20,V K+ 06, 3.2.6

n =

where Vi = 0,7 +r~10,¢ denotes the gradient operator in two dimensional polar

coordinates. Hence the curvature up to O(6?), &, of the free surface (3.1.3) is

~ ‘96 / /AN ‘96 1271
— . — — . = — | — . .2.
k=V-2 [L}v ' h <1V (3.2.7)
Note, since h = h(r,¢,t) that V?h = V}h. The stress tensor, g, is given by
o = —pL + 2pe for rate of strain tensor e = 5(Vu + Vu'). In cylindrical polar

coordinates, the rate of strain tensor is

2 Ou’ 0. / 9 U_/ +l@_u' la_w_|_9_gaw/

“or 2\ o \ 7 r’ O 202 2 0Or

o 3 E A TR 8 ) TN S G/ A

a 0.L 2" o \ r Oy N op 20z 2r' Oy
1ou 6% 0w 1oV 6% ouw ouw'’
-+ = - 4 < QC_
202 2 or 202" 2r' Oy 0z

(3.2.8)

so that in the normal direction to the free surface,

1ou 9

. 29 +O(07)
100
e'n= -z 2 . 3.2.9
- {HCL} 202 +00) (329)
O(6?)

Hence, the three stress conditions are

oh’ -+ U,U- ou' o —700- on’ 1271 2
[P]W[p]— - 62 i I Wv h +0(6;), (3.2.10)
Lon' .. [Uplov  [46.]100_,,, 9
06 !/ /
P = | o+ o 32.12)

at 2z’ = A/ in the radial, azimuthal and axial directions, respectively. Keeping a

general velocity scale, U, we take a viscous pressure scale, so that P = uU/L6?,
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giving rise to a capillary number C' = Upu/v02, a ratio of viscosity to surface
tension. Furthermore, using the axial stress component (3.2.12) to simplify the

radial and azimuthal stress components (3.2.10, 3.2.11) the three stress conditions

are
0= % L O, 0= % +O®0?), (3.2.13)
P =p,— CT'V?W +O(0) (3.2.14)

at 2/ = h'(r',p,t') in the radial, azimuthal and axial directions, respectively. The

atmospheric pressure is denoted p, and is constant.

Next, we nondimensionalise the equations of motion (3.1.1) in component form,

[P_UQ} D’ _ { } W Q2L + 20 + [ “U} {82 /+0(92)}

L | Dr o 1262 ] \ 922

(3.2.15)
pU? Do [P|10p , ulU 0%’ 9
o E (o TN A Vo R

po U Dw' [ P1op pU 1 (0% )
{ 7 }Dt,— AR [pg] + 720, | | 97 >+ O(67) (3.2.17)

Taking the viscous pressure scale for each equation results in two distinct pressure

P3

M=f=gp B

= 0Py, (3.2.18)

where the subscripts represent the component of the equations of motion (3.2.15)—
(3.2.17) it arises from. We can see that the greatest pressure changes come from
choosing P = P;, since 0. < 1, consistent with our previous choice of pressure

scale. Substituting into (3.2.15)—(3.2.17) we get

Du/ 0 0%/
2 o / c 2
07 Re D7 = 8 - + ol + Ekv + 5.7 + O(62), (3.2.19)
Dv’ 1 8p 202 %'
2 = Cqf 2 2.2
0: ReDt, P Yt 9 + O(02), (3.2.20)
Duw’ oy G 0w’
2 _ el 2
0= Re Dy = (a -+ C) + 5.7 + O(62), (3.2.21)

where the Reynolds, Ekman, centrifugal, Bond and capillary numbers are

2L % U
pvé’ e pgy C= 79’;, (3.2.22)

L
Re= YL g K

u LY ¢=
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respectively, for general velocity scale. We take the velocity scale from the Tanner

law (3.1.10) so that U = k69, where the contact angle § = 6.0, and consequently

%f, = (0 — 1) (3.2.23)

We make the lubrication approximation by taking the limits

2

0
0. — 0, 6°Re— 0, @ — 0, (3.2.24)

while assuming that the terms involving ¢ and G are not negligible, leaving a linear
system. Dropping the dash notation, our equations of motion (3.2.19)—(3.2.21) and

incompressibility condition (3.2.2) become

_Op ¢ 0*u
0=~ +ar+ 55 (3.2.25)
10p 0%
0= —;% + @, (3226)
dp G
- _£_ 2.2
0 2 O (3.2.27)
10 10v Ow

At z = 0, we have the slip and no-penetration and slip conditions (3.1.7, 3.1.6),

a ou a Ov

u = 3—h&, v = 3—h&, U}:O, (3229)

while on z = h(r, ¢, t), we have the continuity of stress (3.2.13, 3.2.14) and free

surface kinematic conditions (3.2.4)

_ Ou _Ov B R
Ofaz7 0782’ p=py— C Vh, (3.2.30)
o, ok von

YT T Y rop’

At the contact line, r = R(p,t), z = 0, we have the nondimensional contact (3.1.8)

(3.2.31)

and contact angle (3.1.9) conditions,

oh
h(r,p,t) =0, 9 = —0, (3.2.32)
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where the contact angle condition (3.2.32) (b) has been simplified using the small
angle approximation, tan# = #. Furthermore, at the contact line we impose the

Tanner law (3.2.23)
oR

i

and the contact line kinematic condition

6e — 1, (3.2.33)

OR U@

= — 4 - . 3.2.34
Y + r ( )
Along the axis r = 0, we have the differentiability condition,
oh
=0 3.2.35
aT Y ( )
and the finite velocity regularity condition (3.1.12),
lu(0, p, z,1)| < oo. (3.2.36)

The volume condition (3.1.14) simplifies so that the double integral over the do-

main is equal to V, which due to the chosen lengthscale is always equal to one,

2 rR(p,t)
Vi = / / rh(r, o, t)drde. (3.2.37)
o Jo

Equations (3.2.25)—(3.2.37), consisting of the equations of motion and boundary
conditions, model a thin droplet of fluid rotating on a flat plate under a lubrication

approximation, under the assumption that the contact angle is sufficiently small.

3.3 Thin film equation

Typically thin film flows driven by surface tension are described by a fourth-order
nonlinear parabolic partial differential equations (PDEs) [2]. Examples of PDEs
are given for flows down inclined plates [52, 89], and for stationary droplets on flat
plates [32, 31]. McKinley and Wilson [42, 43|, and Boettcher and Ehrhard [44]
derive similar thin film equations in the context of droplets under the influence of

centrifugal force.

Therefore, we derive a similar thin film equation by substituting the velocity and
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pressure, returning a single partial differential equation for the free surface height,
h(r,p,t). First, we integrate the incompressibility condition (3.2.28) across the
thin layer from z = 0 to the free surface z = h(r, p,t), subsequently using the

no-penetration condition (3.2.29) (¢) and Leibniz’s rule to give,

10 h oh 19 [h v
wlp=——=1|r | wdz|+ulpm——-5 [ vdz+—
0 ar  roy J, r

@
hagp'

(3.3.1)

Substituting the kinematic condition (3.2.31) results in a thin film equation,

oh 10 " 1o ("
4 -z - =0. 3.2
at—l—rar{r/o udz}%—r&p Ovdz 0 (3.3.2)

This can also be written

Oh "
AR (/ wi dz) o, (3.3.3)
ot 0

where ug = ur + v and Vg =V — %2. Solving the axial equation of motion

(3.2.27) subject to the axial stress condition (3.2.30) (c) gives

1

Cquh. (3.3.4)

G
png+5(h—z)

Since Vy(Cp, — Gz) = 0, the radial and azimuthal equations of motion (3.2.25,
3.2.26) can be written in a single equation where the right hand side is independent

of z,
82uH
022

2
=-C"'Vy (Vfgh — Gh + %) . (3.3.5)

Solving (3.3.5) by integrating with respect to z twice subject to the two slip

conditions (3.2.29) (a, b) and the radial and azimuthal stress conditions (3.2.30) (a,
b) gives the fluid velocity,

2 2
wy = -0 42 o2y (veh—ant 90 (3.3.6)

2 3 2
Note, at z = 0 the velocity is proportional to «, meaning that if a # 0 then
the fluid can have non-zero horizontal velocity. Finally, substituting the velocity

(3.3.6) into the thin film equation (3.3.3) and multiplying through by C, we get

oh o« 9 or?
Ca—i—vH' ({§+§h} Vi [VHh—Gh+T}> =0. (3.3.7)
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This is the evolution equation for the free surface z = h(r, ¢, t) under the lubrica-
tion approximation. When deriving this equation we used each of the equations
(3.2.25)—(3.2.28) and boundary conditions (3.2.29)—(3.2.31). The remaining equa-
tions (3.2.32)—(3.2.37) are boundary conditions for the thin film equation (3.3.7),
along with a contact line law (3.2.33). Notice that there are more boundary condi-
tions than unknowns in (3.3.7), however, we will show that many are automatically

satisfied under certain circumstances, leaving a well defined system.

3.4 Equilibrium solution

We seek the initial profile of the free surface, .#’, when the fluid volume is spun-
up into solid body rotation so that uy = 0. Quantities with subscript 0 denote
the leading order, hydrostatic equilibrium solutions. Immediately, since each ve-
locity component is zero everywhere, the velocity regularity condition (3.2.36)
is automatically satisfied. Substituting uy = 0 into the momentum equations

(3.2.25)-(3.2.27) and solving determines the equilibrium pressure

G
po(r, 2) = poo + %rQ — EZ (3.4.1)

for a constant pgg; the pressure at the origin. The pressure contours are therefore
paraboloidal in profile. We impose axisymmetry for the free surface so that there is
no dependence on the azimuthal coordinate, ¢. Furthermore, using the kinematic
condition (3.2.31) we see that the free surface solution is steady, so that h(r, ¢, t) =
ho(r). Since we are considering a steady, axisymmetric free surface, the contact
line radius is constant and denoted by R(¢,t) = Ry. As a result, the contact line
kinematic condition (3.2.34) is automatically satisfied, and the nondimensional

contact angle is fixed at § = 6y = 1 due to the Tanner law (3.2.33).

Substituting h(r, ¢,t) = ho(r) into the evolution equation (3.3.7) gives the ordi-

nary differential equation

/

h o« hy ¢ 5]
(g s Rens g ) <o e

where primes denotes derivatives with respect to r. The non-trivial general solu-
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tion depends on whether G = 0 or not,

0110(\/57’) + CzKo(\/ET’) + %TQ +c3, G>0 (3.4.3a)
ho(r) =
—?%7”4 + %73 + cologr + s, G=0 (3.4.3b)

where Zy and Ky are modified Bessel functions of the first and second kind, respec-
tively, and ¢y, ¢5 and c¢3 are constants to be determined in each case. An alternative
way to find these solutions is by substituting the equilibrium pressure (3.4.1) into

the solution of the axial stress condition (3.3.4) giving

h/
C(pg — poo) = hy + 70 — Gho + gr? (3.4.4)

This reproduces the above solutions, but with ¢; = [GC(poo — py) + 2¢]/G? in
(3.4.3a) or ¢; = C(py — poo)/2 in (3.4.3b). The equilibrium free surface solutions
(3.4.3a, 3.4.3b) must each satisfy four boundary conditions; differentiability at the
origin (3.2.35),

K. (0) = 0, (3.4.5)

the contact condition (3.2.32) (a)

ho(Ry) = 0, (3.4.6)
the contact angle condition (3.2.32) (b) with 6y = 1

ho(Ro) = —1, (3.4.7)
and the volume condition (3.2.37),

Ro
Vi= 27r/ rho(r)dr. (3.4.8)
0

The differentiability condition (3.2.35) determines in both cases that ¢, = 0, while

applying the contact (3.4.6) and volume (3.4.8) conditions determines the remain-
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ing constants, giving the solutions

Riom + 4V;G To(VGr) — To(VGRy) ET
ho(r) = ( AnRoVG ) T.(JGRy) — RoVGTy(VGRgy | T 26"~k (349

¢, 4 1 . .

— 35 —Ro)+m(mRo—48Vf)(r — R2), (3.4.9b)

when G > 0 and G = 0, respectively. Note that, the contact line position, R,
remains unknown and is determined by the only remaining boundary condition;
the contact angle condition (3.4.7). Specifically, (3.4.7) requires that f(¢, Ry, G) =
hi(Ro) + 1 = 0 where

(Récbw + 4VfG> T, (VGRy) hat (i
f(6. Ro, G) = dmFo 2T, (VGRy) — RVGIL(VGRy) | G 0
o TORY — 24T RY + 96V
24 R} ! (3.4.10D)

in each case, respectively. Solutions of the contact angle condition (3.4.10a,
3.4.10b) determine values of the unknown contact line position, Ry, so that our
equilibrium solution satisfies all boundary conditions. We further constrain solu-
tions of (3.4.10a, 3.4.10b) such that we require a contact line position, r = Ry,
where ho(r) = 0,Vr € [0, Ry], since the height of the fluid cannot be negative.
This condition is satisfied if and only if g(¢, G, Ry) = ho(0) > 0, where

B (Ré¢7r + 4vfG) Zo(VGRy) O Bt
9(¢, Ry, G) = 4T RV G 27, (VGRy) — RyWGIy(VGR,) 2G 01> o
o 192V} — ¢ RS
‘ 4.11
967 R2 (3 b)

Figure 3.2 shows the equilibrium solutions (3.4.9a), where Ry was found using the

contact angle condition (3.4.10a), for three different values of ¢ when G = 10.

Within the solution space there are two specific points of interest, the maximum
value ¢ can take, denoted ¢,,, and the maximum value R, can take, denoted Ry,,.
The associated other parameter is denoted with a subscript ¢, so that the points of
interest are (¢, Roc) and (¢., Rom ). Each of these points is a function of the Bond
number, G. We find (¢, Ro.) by solving f = 0 and 9f/0Ry = 0 simultaneously.
Hence, (¢, Roc) is the point in the solution space where, for a given value of G,

the nondimensional rotation rate for which a equilibrium thin film solution exists
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(a) o $=0,G=10, Ry =1.24
3 I I I
0 | | | | | | |
0 0.2 0.4 0.6 0.8 1 1.2 1.4 1.6
T
(b)Ul =2, G=10, Ry =1.33
T T T
Eoozf -
0 | | | | | | |
0 0.2 0.4 0.6 0.8 1 1.2 1.4 1.6
T
. $=37 G=10, Ry=1.54
(©) 4 ‘ ‘

0 0.2 0.4 0.6 0.8 1 1.2 1.4 1.6

FiGURE 3.2: Comparison of z = ho(r) satisfying (3.4.9a, 3.4.10a, 3.4.11a) when
G = 10 for different values of ¢ and therefore Ry.

is maximum. We find (¢, Ro,) by solving f = 0 and g = 0 together, giving
the point in the solution space which corresponds to the film touching down at
the centre. For G' > 0, the solutions to the contact angle condition (3.4.10a)
and the two bifurcation points are found numerically. When G = 0, the contact

angle condition (3.4.10b) can be solved analytically giving equilibrium contact line

position
1
24w + /(24m)% — 384moVy \
Ry = 3.4.12
where there are two solutions if ¢ < ¢, = 37/(2V}), and a single maximum

at (dm, Roe) = (3m/(2V5),2(Vy/m)1/3). The point where the film touches down
at the centre is (@, Rom) = (47/(3V}), (12V;/7)Y/3). The analytical solutions
for the equilibrium free surface shape and contact line position (3.4.9b, 3.4.12) are
equivalent to the solutions of McKinley and Wilson [42, 43] subject to a redefinition

of the nondimensional groups.

Figure 3.3 shows the contour of the contact angle condition (3.4.10a) at zero in
blue and the contour of the height of fluid condition (3.4.11a) at zero in red for
various values of GG. The region where the height of fluid at the origin is greater

than zero, g(¢, Ry, G) > 0, is shaded in grey. The bifurcation points (¢, Ro.) and
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F1GURE 3.3: Contour of the contact angle condition, f = 0 (3.4.10a,3.4.10b), and
the height of fluid condition, g = 0 (3.4.11a, 3.4.11b), for various values of the Bond
number G.

(¢, Rom) are plotted with a black circle and a black x, respectively. Note that
in the grey region when ¢. < ¢ < ¢, there exist multiple solutions for Ry(¢),
whereas the function ¢(Ry) is one-to-one. Furthermore, as G increases we see
that the two bifurcation points converge. Figure 3.4 shows the solution space as
G is varied, plotted in both the G — ¢ space (a, b), and the G — Ry space (c).
In each of these figures the bifurcation point (¢,,, Ro.) is plotted with a black
solid line, while the point (¢., Ro.,) is plotted with a red line. Figures 3.4 (a, c)
show more clearly that the bifurcation points converge as GG increases, with the
¢ coordinate converging quicker than the R coordinate. Furthermore, both the
functions ¢,,(G) and ¢.(G) are decreasing as G increases, while both Ry,,(G) and
Ro.(G) are increasing. An interpretation of this is as G increases and the contact
line is forced outwards, the height at zero decreases, increasing Ry and requiring

a lower value of ¢ to decrease the height at the origin to zero.

The shaded regions in each subfigure of figure 3.4 are where physical solutions to
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(a) 5 : : : : : : : T — (b)u

FIGURE 3.4: (a) The shaded region shows the G — ¢ parameter space, where the
contours of constant Ry are also plotted. (b) Zoomed area of figure (a). In each of (a,
b) the darker region indicates multiple solutions, whereas the lighter shaded region
indicates a single solution. (c¢) The shaded region indicates the G — Ry parameter
space, showing the contours of constant ¢.

the contact angle condition exist, while in the unshaded regions no equilibrium
solution exists in the thin film limit. In Figures 3.4 (a, b), within the region
bounded by the red and black solid curves there exists two physical solutions for
Ry, indicated with darker shading. Whereas, in the lighter shaded region only a
single physical solution exists. This is further illustrated by plotting the contours
of constant Ry through the region, shown in the dashed coloured lines, where we
see that contours can only cross within the darker shaded region. Figure 3.4 (b)
is a zoomed in region of figure 3.4 (a) showing this feature more clearly. Following
a contour as ¢ increases we pass through the maximum value of ¢, touching the
black line, and progressing onto the upper solution branch where the contour
terminates when it reaches the red line since solutions are no longer physical.
Note that contours only cross when one is on the upper branch and the other is

on the lower branch of solutions.

Figure 3.4 (¢) shows the region where solutions satisfying both the contact angle

60



CHAPTER 3: THIN FILM MODEL FORMULATION AND EQUILIBRIUM SOLUTIONS

condition is satisfied and physical solutions exist in G — Ry space, where contours
of constant ¢ are also shown. The region bounded by Ro.(G) and Ro,,(G) corre-
sponds to the upper solution branches of figure 3.3, while the region bounded by
the minimum Ry and Ry, corresponds to the lower branch. Note that the minimum
value of Ry is always achieved when ¢ = 0, which is consistent with the centrifugal
force being directed radially outwards. Physically, we expect that as the rotation
is increased the fluid experiences a greater outward force and hence forms a ridge
near the contact line, known as a capillary ridge [104]|. Figure 3.4 (a) shows that
for fixed GG increasing the centrifugal number in the region 0 < ¢ < ¢, increases
Ry, as anticipated, and, due to volume conservation decreases the height at » = 0
forming a ridge near the contact line. This is visualised in figure 3.2, where for
fixed Bond number the centrifugal number is increased and the solution hg(r) is
plotted. Note, each of these solutions belong to the lower branch of solutions on

figure 3.3, where in this region the function Ry(¢) is one-to-one.

In the region where ¢. < ¢ < ¢,,, two solutions exist for each value of ¢ with Ry
greater than that on the lower branch of solution. Within this region, correspond-
ing to the upper branch, increasing ¢ decreases Ry from Ry, to Ry.. We might
anticipate that the point (¢, Ro.) is a saddle node bifurcation point, where the
upper branch of solutions in ¢. < ¢ < ¢,, is unstable to axisymmetric perturba-

tions, while the lower branch is stable.

The physical interpretation of increasing the Bond number, G, is increasing the
constant vertical force acting downwards. We can see this in the axial component
of the equations of motion (3.2.27) due to the —G contribution. Hence, we would
expect as we increase the Bond number for fixed centrifugal number the profile of
the free surface flattens and the contact line position, Ry, increases. If ¢ < ¢.(G)
this is what we see in figure 3.4 (a), where for fixed ¢ each contour of constant
Ry is crossed successively. Furthermore, in figure 3.4 (¢c) we see along contours
of constant ¢, Ry increases with G, while ¢ < ¢,,. These solutions once again
correspond to the lower branch of solutions in figure 3.3. On the upper branch
when Ry. < Ry < Ry, the value of GG is decreasing along contours of constant ¢,

again in contrast to the physical interpretation.

Overall, for a given volume, V}, contact angle, 6., and rotation rate, {2 amongst

other physical properties, we can calculate the nondimensional Bond and centrifu-
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gal numbers, G, ¢ and solve the contact angle condition (3.4.10a) for Ry. If there
are no solutions for Ry while 6, < 1, this suggests that the lubrication approxi-
mation is not valid in these regimes, or that the assumption that an equilibrium

solution exists where ug = 0 is violated.

3.4.1 Comparison to previous literature

The equilibrium solutions detailed in the previous section are equivalent to the
solutions of McKinley et al [42] subject to suitable transformations. The authors
considered the case of nonzero gravity, G > 0, with both sessile and pendant cases
considered as well as the special case where C' = 0. The same problem as described
in § 3.3 is nondimensionalised by taking the capillary lengthscale to make G =1,
subsequently varying the volume and centrifugal number producing equivalent
plots to figure 3.3 under suitable transformations. Consequently, the authors also
found that equilibrium solutions only exist below a critical rotation rate. By
performing a linear stability analysis of these solutions subject to axisymmetric
perturbations the authors observed that a saddle node bifurcation occurs at this

point; (¢, Roc) in our notation.

McKinley and Wilson [43| discuss the case of zero Bond number, G = 0, deriving
solutions in the context of a vertical jet of air directed at a mass of fluid, for which
the equations of motion are the same with the strength of the jet being analogous
to rotation rate as discussed in chapter 1. They considered the case where G = 0
and took the lengthscale so that ¢ = 1, solving the ODE (3.4.2) subject to the
contact angle condition, leaving the volume, V}, to be set by the chosen R,. We
can recover this solution by choosing V; in (3.4.9b) such that the contact angle

condition (3.4.7) is satisfied, so that
1 s 1 6

The volume (3.4.13) is (11) in [43| while substituting into (3.4.9b) gives the same

solution as (10) in our notation

ho(r) = R, (r* — RY) [¢Ro(RG — 1) — 16] . (3.4.14)

Schwartz and Roy [94] subsequently derived a similar result in the absence of
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gravity including a small but variable contact angle.

When ¢ = 0,G # 0 we recover the solution of Ehrhard and Davis [32], who
consider find the solution by considering the quasi-steady limit, C' — 0, of a thin
film equation analogous to (3.3.7). Within this limit they neglect the contact angle
condition, and discuss axisymmetric spreading rather than considering equilibrium
solutions as we have done here. Similarly, Boettcher and Ehrhard [44] considered
the case where both ¢, G # 0, finding the same solution (3.4.9a), in the context

of quasi-steady spreading and therefore also neglect the contact angle condition.

3.5 Summary

Overall, we have presented a mathematical model to describe the evolution of the
free surface, h(r, ¢,t), and contact line, R(p,t), of a volume of fluid in solid body
rotation on a solid plate. We modelled the contact line dynamics by imposing a
macroscopic slip law and used the Tanner law to relate the contact angle to the
speed of the contact line. The equations of motion were simplified using a lubrica-
tion approximation, assuming that the contact angle is small and subsequently a
partial differential equation for the evolution of the free surface over time (3.3.7)

is derived.

Finally, we recovered the equilibrium solutions of McKinley et al. [42] and McKin-
ley and Wilson [43] up to a redefinition of nondimensional groups. The steady,
axisymmetric free surface shape, ho(r), is derived under different scalings and pre-
sented as a function of nondimensional rotation rate and volume, subsequently
solving the nondimensional contact angle condition (3.4.7) for the remaining un-
known; the contact line position, R;. We assessed how the contact line position
varies with both the centrifugal number, ¢, and the Bond number, G, clearly
presenting the parameter space in which physical equilibrium solutions exist and
discussing the trends as each parameter is varied. The key result is that for each
Bond number there is a corresponding maximum value of ¢ below which solu-
tions are possible. In terms of physical parameters, each volume has a maximum

rotation rate beyond which no equilibrium solution is possible.
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Linear stability analysis of

equilibrium solutions

The aim of performing the linear stability analysis is to understand the conditions
for instability of a prescribed perturbation to the equilibrium solutions described
in § 3.4, that is, whether the perturbation grows or decays in time. Specifically, we
discuss how varying the nondimensional rotation speed, ¢, and the Bond number,
G, affects the growth rates of each mode, determining the dominant mode of

instability in different limits of the capillary number, C'.

4.1 Modelling

4.1.1 Eigenvalue equation

In §3.3 we derived the thin film equation (3.3.7) and appropriate boundary condi-
tion under a lubrication approximation. The resultant evolution equation involves
only the free surface shape z = h(r,¢,t). We consider a small perturbation to
the equilibrium solutions where the free surface, contact line and contact an-
gle deform as h = ho(r) + ehi(r, p,t) + O(€?), R = Ry + €Ry1(p,t) + O(¢?) and
0 = 0y+€0:(p,t)+O(e?), respectively, where € < 1 is the size of the perturbation.
During this analysis all perturbation quantities have the subscript 1. We take
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FIGURE 4.1: Plots of the contact line for different perturbations m = 0,1,2,...,5
when € = 0.1 and Ry = 1, indicated in dashed black lines.

normal modes so that

h(r, ¢, t) = ho(r) + ehy (r)e™eTomt, (4.1.1)
R(p,t) = Ry + eRye™etomt, (4.1.2)
0(p,t) = Oy + e e™eromt (4.1.3)

for wavenumber, m € N, and associated growth rate, o,, € C. Figure 4.1 shows
the perturbation to the contact line (4.1.2) for wavenumbers m = 0,1,2,...,5 in

red compared to the linearised contact line at r = Ry which is shown with a black

dashed line.

Note, the stability of this linear system depends on the sign of the real part of
this frequency, R(0,,). The imaginary part, (o,,), corresponds to precession of
modes, meaning rotation about the » = 0 axis within the rotating frame. Given
that we have scaled out the Coriolis force terms which account for this effect by
taking Ek — co, we might expect the eigenvalues to be purely real. Substituting
the perturbed free surface (4.1.1) into the evolution equation (3.3.7) gives a fourth
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order linear eigenvalue equation at O(e)
Lo1L1 ()] = Cophy, (41.4)

where the linear operators £, and L, are defined as,

2 2
d [ 1d m }@, (4.1.5)

L1[®] = {—+—————G

dr2  rdr 12

1 Q d? 1 1 « "d o m? (1 Q
Lo[®@] = — thg + gho} a2 + - (7" {ghg + §h0}> E ey {ghg + gho}} D,

(4.1.6)

respectively.

4.1.2 Velocity perturbation

When deriving the thin film equation in §3.3, we found an expression for the
fluid velocity (3.3.6). Substituting in the free surface perturbation (4.1.1) and
simplifying using the ODE for the equilibrium free surface shape (3.4.4), gives

up = —é {%2 — hoz — %} Vi < [h’l/ + h?/l — (m* + Gr?) %} eim“"”mt) :
(4.1.7)
Recall that the notation, wy, denotes the velocity in the radial and azimuthal
directions so that wy = u? + v, while u is the velocity including the axial
component, 4 = uy + wz = (u,v,w). The horizontal velocity, wy, given by
(4.1.7), is an O(e) quantity, consistent with a perturbation from the hydrostatic
equilibrium solution, uy = 0. Hence, we posit u = eu,(r, z)e™#Tm! where u; is

the perturbed velocity, giving the radial and azimuthal velocity components

1 2'2 (6] ’
uy(r,z) = —-C 5 hoz — 3 L [h1], (4.1.8)
: 2
Ul(’f’,z) :—Cl?{%—hoz—%}ﬁl[hﬂ, (419)

respectively. The linear operator £, is defined as above (4.1.5). The axial velocity

component, wq(r, z), is determined using the incompressibility condition (3.2.28)
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subject to the no-penetration boundary condition (3.2.29) (c),

2 h h/ ,
wi(r,2) = % (% - %Z - %) (C2h) + GLi[])) = ZE2L0M], (4.1.10)

where the notation £2[®] = £, (£,[®]). Notice that both the horizontal velocity
components (4.1.8, 4.1.9) are non-zero at the linearised contact line, r = Ry, z = 0,

due to choosing the Greenspan slip law (3.2.29) (a, b).

4.1.3 Boundary conditions

The fourth order linear eigenvalue equation (4.1.4) requires four boundary condi-
tions to calculate the growth rate, o, for a given wavenumber, m. The remaining
conditions to satisfy at O(e€) are the contact (3.2.32 (a), contact angle (3.2.32) (b),
Tanner (3.2.33), contact line kinematic (3.2.34), differentiability (3.2.35), regular-
ity (3.2.36) and volume (3.2.37) conditions. We will show that these remaining
boundary conditions can be reduced to the number required to find the eigenvalue,

Om-

Substituting the perturbed free surface (4.1.1), contact line (4.1.2) and contact
angle (4.1.3), into the contact and contact angle conditions (3.2.32) give

at O(e), respectively. Recalling that the contact angle condition (3.2.32) (b) gives
hi(Ry) = —1 at leading order in €, we eliminate R; between the contact and
contact angle conditions giving a combined boundary condition at the linearised

contact line position, Ry,
01 = —hg(Ro)h1(Ro) — hy(Ro), (4.1.12)

provided that Ry # 0. The contact condition at O(e) (4.1.11) (a), is simplified by

the equilibrium contact angle condition (3.4.7) so that
Ry = hi(Ry). (4.1.13)

Since we require Ry # 0, without loss of generality we can normalise solutions by

67



CHAPTER 4: LINEAR STABILITY ANALYSIS OF EQUILIBRIUM SOLUTIONS

choosing R; = 1, redefining the perturbation quantity € to be set by the size of

the contact line perturbation. We retain R; within the equations for clarity.

A consequence of the Tanner law (3.2.33) the contact line can both advance and
recede depending on the contact angle. Furthermore, the Tanner law (3.2.33) can
be linearised about the equilibrium contact angle, 6y = 1. Substituting the normal
mode perturbation for the contact line (4.1.2) and contact angle (4.1.3) gives the

O(e) Tanner law at the unperturbed contact line r = Ry, z = 0,
omP1 = qb. (4.1.14)

Substituting into the combined contact and contact angle condition (4.1.12) elim-

inates 6, leaving,
omhi(Ro) = —q {hg(Ro)hi(Ro) + hi(Ro)}, (4.1.15)

again provided Ry # 0. The above boundary condition (4.1.15) is formed of the
contact (3.2.32) (a), contact angle (3.2.32) (b) conditions and the Tanner (3.2.33)

law, and will be subsequently referred to as the combined Tanner law.

The contact line kinematic condition (3.2.34) at O(e) simplifies to
omB1 = ui(Ro,0), (4.1.16)
where the radial velocity at the contact line is given by (4.1.8), so that
1 (Ro, 0 (4.1.17)

R+ Ly _ (1+m*+Gr?) M + 2m?E
1 r 1 T2 7"3

)= =
- 30 r=Ro
Substituting (4.1.17) into the contact line kinematic condition (4.1.16) shows that
the contact line kinematic condition is exactly the eigenvalue equation (4.1.4)
evaluated at the linearised contact line, Ry. When o = 0, corresponding to no-slip
boundary conditions, the radial contact line velocity is zero so that by the contact
line kinematic condition R; = 0, meaning the contact line is pinned. Subsequently,
the Tanner law (4.1.14) gives 6; = 0 so that the contact angle remains constant.
Hence, if the contact line velocity is zero the combined Tanner law (4.1.15) can
no longer be applied and are replaced with (4.1.11) with R; = 6; = 0 so that

hi(Ry) = 0,h}(Ry) = 0. Since in this case the contact line cannot move from its
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linearised position at r = Ry all modes are unconditionally stable. Interestingly,
imposing Navier slip conditions at the contact line so that v = Pu,,v = fuv,
also results in the radial contact line velocity being zero, meaning the contact
line cannot move. Previous analysis by McKinley and Wilson [43] neglected this
fact, assuming that the perturbation to the contact line, R;, was non-zero and
deriving a boundary condition equivalent to (4.1.15). In summary, the contact
line kinematic condition (4.1.16) is not required as a boundary condition since
it replicates (4.1.4) at the contact line, but does provide important justification
for the use of the Greenspan slip law (3.1.7) showing that the radial contact line

velocity cannot be zero.

The volume conservation condition (3.2.37) under the perturbation to both the

free surface (4.1.1), and the contact line (4.1.2) gives

Ro
Vi = 27?/ rho(r) dr
0

27r_ Ro 2
we [ emerentap [T o)+ S ma(r) + TG par (4.118)
0 0 Ro RO

The volume conservation (4.1.18) and other remaining boundary conditions de-
pend on the wavenumber, m, and are considered as separate cases; specifically,

whether perturbations are axisymmetric or not.

4.1.3.1 Non-axisymmetric perturbations

For wavenumbers, m = 1,2, ..., the integral

21 . 60'mt i
/ elmcp—i-amt dsp — |:(627r1)m — 1:| = 07 (4119)
0

m
so that the O(e) volume conservation condition (4.1.18) is satisfied automatically.

The remaining boundary conditions are at the origin r = 0, where the eigenvalue
equation (4.1.4) is subject to the O(e) differentiability condition (3.2.35), and the
velocity regularity (3.2.36) condition. The differentiability condition at O(e) is

h(0) = 0, (4.1.20)

provided that m # 1. When m = 1, the perturbation is a translation of the fluid

69



CHAPTER 4: LINEAR STABILITY ANALYSIS OF EQUILIBRIUM SOLUTIONS

so that the the centre of mass is not on the axis of rotation, shown in figure 4.1,

meaning at r = 0 we do not necessarily require h; to have zero slope.

The velocity regularity condition (3.2.36) states that magnitude of the velocity
along r = 0 is finite, that is, each of the O(e) velocity components (4.1.8)—(4.1.10)
are finite along » = 0. Each velocity component is a function of £; (4.1.5) and
therefore for the velocity to be regular, £;(h;) and its derivative must be finite at
r = 0. Hence, solutions must behave like ™ when r is small. Substituting this

form into the O(¢) velocity components (4.1.8)—(4.1.10) gives

(7 « m—1
uy(r, 2) = knC 5 = hoz — 3 mGr™ (4.1.21)
-1 i ay . m—1
vi(r, 2) =k, C 5 hoz — 3 imGr™, (4.1.22)
22 o
=km— m 4.1.2
wl(rv Z) km 2Cm T, ( 3)

respectively, where k,, are constants. The axial equation has been simplified using
hy(r) ~ r when r < 1. Taking the limit as  — 0 of each of these equations shows
that the regularity condition is satisfied for each positive wavenumber. Further-
more, when m = 2, 3,4, ..., corresponding to perturbations in which the centre of
mass lies on the origin, each velocity component is zero along r = 0. Therefore,
the boundary conditions imposed on h; reflect the ™ behaviour close to the origin

so that the non-axisymmetric boundary conditions at » = 0 are taken as

m = 1: h(0)=0, AY0)=0, K"(0)=0, (4.1.24)
m = 2: hi(0)=0, R0 =0, h"0)=0, (4.1.25)
m > 3: hi(0)=0, R(0)=0, h"0)=0. (4.1.26)

4.1.3.2 Axisymmetric perturbations

If m = 0, corresponding to axisymmetric perturbations, the integral condition

(4.1.18) is not satisfied automatically, and as a result we must impose

Ro
/ rhy(r)dr =0, (4.1.27)
0
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to satisfy volume conservation. The remaining two conditions in addition to the
combined contact and contact angle condition (4.1.15) and the above volume con-
dition (4.1.27), are the differentiability condition (4.1.20) and a further symmetry
condition

1" (0) = 0. (4.1.28)

4.1.3.3 Summary

To summarise, to solve the eigenvalue equation (4.1.4) we require four bound-
ary conditions to find the eigenfunction, h;(r), and the eigenvalue, o,,, which
determine the linear stability of the system. One boundary condition is always
the combined Tanner law (4.1.15), while the remaining three boundary conditions

depend on the wavenumber, which are summarised below

m = 0: K 0)=0, A"(0)=0, /RO rhi(r)dr =0,  (4.1.29)
m = 1: h(0)=0, hY0)=0, h’f’(O) =0, (4.1.30)
m = 2: hi(0)=0, h,0)=0, hY(0)=0, (4.1.31)
m > 3: hi(0)=0, A, (0)=0, A’0)=0 (4.1.32)

The resultant solutions are normalised using the contact condition (4.1.13), where

without loss of generality we can choose R; = 1.

4.2 Quasi-steady limit, C' =0

First we will consider solutions in the limit C' — 0, corresponding to a flow where
surface tension dominates viscous drag. Under this assumption the contact line
speed, k, is zero, so that the Tanner law (3.2.33) gives R; = 0 and the contact
line is pinned so the system remains in equilibrium. Therefore, taking C' = 0
before deriving the combined Tanner law (4.1.15) gives a qualitatively different
set of boundary conditions. We consider the model discounting the assumption
that Ry # 0 and calculate the growth rate, o,, through the combined Tanner

law (4.1.15). In the limit C' — 0 the eigenvalue is removed from the eigenvalue
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equation (4.1.4) and we are left with a differential equation for hq(r)
Lo [L1(h1)] =0, (4.2.1)

where the linear operators L1, L, are defined in §4.1.1. The differential equation
(4.2.1) is subject to the combined Tanner law (4.1.15) and appropriate set of
boundary conditions (4.1.29)—(4.1.32), depending on which wavenumber, m, is
under consideration. The solution, hi(r), is then normalised using the contact
condition (4.1.13). Note that the growth rate, o,,, only appears in the combined
Tanner law (4.1.15).

4.2.1 Axisymmetric perturbations

First we will consider the solutions to the eigenvalue equation (4.1.4) under ax-
isymmetric perturbations where m = 0. We require nontrivial solutions to the

differential equation (4.2.1) which, when both C' = 0 and m = 0, reduces to
" 1 4 1 / /

subject to the boundary conditions (4.1.15, 4.1.29, (4.1.13)). Similarly to §3.4,
solutions depend on whether the Bond number is zero, so that the general solutions

in each case are

() {clIo(\/Gr) + Ko(VGr) +e3, G >0 (4.2.3a)
1\r) =
c1r® + cplogr + es. G =0 (4.2.3Db)

In each case the differentiability condition (4.1.29) (a) requires that co = 0, and
as a result the symmetry condition (4.1.29) (b) is automatically satisfied. The
remaining two constants of integration are determined by the integral condition
(4.1.29) (c¢) and the contact condition (4.1.13). Hence, the solutions of (4.2.2)
satisfying (4.1.29) (a)—(c), and the contact condition (4.1.13) are

RoVGIo(VGr) — 27, (VGRy)

ha(r) = RVCTo (VG — L(VCR) (4.2.4a)
s (RL)Q - G=0. (4.2.4D)
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Finally, using the combined Tanner law (4.1.15) we determine the growth rate of

the m = 0 mode, denoted oy, so that

. RoGT, (VG Ry)
RyVGIy(VGRy) — 21, (VGRy) |’

—q {hi)’(Ro) + i} ; G=0, (4.2.5b)
Ry

—q [%’(Ro) G >0, (4.2.5a)

o9 —

respectively, where R; # 0 has been cancelled throughout. Therefore, given a
set of nondimensional parameters, ¢, G we calculate the equilibrium contact line
position, Ry, and free surface, ho(r), defined by (3.4.9a, 3.4.9b) and subsequently
calculate the growth rate of the axisymmetric mode (4.2.5a, 4.2.5b).

4.2.2 Non-axisymmetric perturbations

When considering non-axisymmetric perturbations, for wavenumbers m = 1,2, 3, ...,
the eigenvalue equation (4.1.4) again simplifies to an ODE of lower order when

avoiding trivial solutions, in this case where £;(h;) = 0,
" ]' !/ m2

which we solve subject to the regularity condition hi(0) = 0, and the contact

condition (4.1.13). The general solution is therefore

() {cllm(\/Gr) + 6Kn(VGr), G >0, (4.2.7a)
1\r) =
cr™ 4 cor™™, G =0, (4.2.7b)

where 7, and IC,,, are mth order modified Bessel functions of the first and second
kind, respectively. The regularity condition hi(0) = 0 determines that c¢; = 0
in both cases, and as a result both solutions exhibit the required behaviour that
hy ~ r™ as r — 0 to satisfy each velocity regularity condition (3.2.36) and, if
appropriate when m = 2, 3,4, ..., the differentiability condition (4.1.20). Applying
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the contact condition (4.1.13) normalises the solutions so that

Z,.(vVGr)

hl(r) _ le, G > 0, (428&)
R (RLO) , G =0. (4.2.8b)

Subsequently, using the combined Tanner law (4.1.15) determines the growth rate

of each mode,

7 (\/ GRO> m
—q [h(Ry) + VG2 20 2 G0, 4.2.9a
o q | ho(Ro) T /_GRO) R ( )
—q {hi)’(Ro) + ﬂ] ; G =0. (4.2.9b)
Ry

In both cases the sign of hA{(Ry) is unconditionally negative within the parameter

space where physical equilibrium solutions exist.

4.2.3 Results

Recall that, for each wavenumber m = 0,1,2, ..., the real part of the frequency,
R(0.,), determines the linear stability of this system; if R(o,,) > 0 the perturbation
grows in time and the system is linearly unstable, while if (c,,) < 0 perturbations
decay in time and the system is linearly stable. We find that o,, € R as expected
due to the lack of the Coriolis force in the lubrication theory meaning there is no

precession of modes within the rotating frame of reference.

Figures 4.2 (a)—(c) show the how the growth rate, o,,, of each wavenumber m =
0,1,2,...,6 varies with the Bond number, G, for three different values of the cen-
trifugal number, ¢, while figures 4.2 (d)—(f) show the growth rates as ¢ is varied
for different values of G. Each of the figures 4.2 were produced using the Tanner

exponent, g = 1.

Figure 4.2 (a) shows that when no rotation occurs where ¢ = 0, the m = 1 mode
is neutrally stable. The m = 1 perturbation corresponds to a translation of the
fluid away from the axis » = 0, as shown in figure 4.1. Therefore, when ¢ = 0
this translation has no effect and the system remains in equilibrium, centered at

a different point. Furthermore, we see that when no rotation occurs all modes
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FIGURE 4.2: Growth rates in the C' = 0 limit for each wavenumber m =0,1,2,...,6
given by (4.2.5a, 4.2.5b, 4.2.9a, 4.2.9b). Figures (a)—(c) show growth rates as the
Bond number G is varied for ¢ = 0,2,3.5, respectively. Figures (d)—(f) show the
growth rates as the centrifugal number, ¢, is varied for G = 0, 1, 30, respectively.
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are linearly stable and cannot be destabilised by increasing the Bond number. In
terms of dimensional parameters; increasing the volume does not destabilise the

stationary system.

In each of figures 4.2 (b)—(c), when ¢ > 0, we observe that increasing the Bond
number has a destabilising effect so that higher wavenumbers become unstable
sequentially. This can be physically justified since larger wavenumbers have shorter
wavelengths and hence larger curvature, so feel more effect due to surface tension.
Therefore, larger wavenumbers require a greater gravitational effect to overcome
the surface tension and hence a greater Bond number and so each mode becomes
unstable sequentially. Notice that for m = 1,2, 3, ..., the growth rates never cross
each other and in each figure we see that the m = 1 mode, corresponding to a
droplet translated off the axis off rotation, is always unstable when ¢ > 0, and is
unconditionally the most unstable mode when C' = 0. When the Bond number is

large the m = 0 mode becomes the most stable.

The growth rate of an unstable mode m = 2,3, 4, ... can rise to a maximum with
G, so that increasing the Bond number further has a stabilising effect, where o,,
decreases as G increases. This is particularly visible in the m = 2 mode in figure
4.2 (b) where a maximum occurs at G ~ 30. The Bond number at which the
maximum occurs increases with wavenumber and decreases with ¢. In figures
4.2 (b)—(c) we see that growth rates of the m = 1 mode decrease as G increases

up to its maximum value in the parameter space.

When the centrifugal number is beyond its critical value we enter the region where
multiple solutions for Ry exist, shown in figure 3.4 (a, b) in the darker shade of grey.
Figure 4.2 (c¢) shows that within this region of the parameter space that the upper
branch of solutions is always more unstable than the lower branch. Specifically, we
see that axisymmetric perturbations are linearly stable on the lower branch and
linearly unstable on the upper branch, meaning that the point (¢,,, Ro.) defined
in §3.4 is a saddle-node bifurcation point. This is shown more clearly in figures
4.2 (d)—(f) where the m = 0 mode always cross 0, = 0 at the maximum value of

¢ possible for a given Bond number, G.

Figure 4.2 (d) shows the eigenvalues in the case that G = 0 (4.2.5b, 4.2.9b). We
observe that the growth rates of the m = 0 and m = 4 mode are identical in this

special case but not when G > 0. This is visible in figures 4.2 (a)—(c) where the
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m = 0 and m = 4 growth rates converge at G = 0, and also in figures 4.2 (e)—(f)
where the two lines are distinct. Furthermore, when G = 0 notice that the m =5
mode reaches neutral stability at the point (¢, Ry, ); the point where solutions
become unphysical, but when G' > 0 this is not the case. The results when G = 0
are equivalent to the findings of McKinley and Wilson [43], who reported the same
features when G = C' = 0. Boettcher and Ehrhard [44] reported similar findings
when G =1 x 1073,

In each of the figures 4.2 (d)—(f) notice that the growth rates as ¢ is varied for
constant GG look qualitatively the same, with the modes m = 1,2, 3, ... becoming
sequentially unstable as ¢ is increased. This is expected since larger values of ¢
correspond to greater rotation rates, and hence a greater destabilising force. A key
point is that in each case the growth rates of modes m = 1,2, 3, ... at any fixed ¢
and G are in order of wavenumber. Specifically, crossing of growth rates for modes
m = 1,2,3, ... only occurs when the solutions corresponding to the upper branch
of one mode crosses the lower branch of another, meaning again that the m = 1
mode is always dominant. Again we see that for larger G' that the axisymmetric

mode, m = 0, becomes the most stable for all values of values of ¢.

Considering the growth rates (4.2.5a, 4.2.5b, 4.2.9a, 4.2.9b) we see in all cases
that ¢ is a multiplier of the growth rate and so does not affect the stability in the
C = 0 limit, only the magnitude of o,,.

4.3 Neutral stability

When considering the neutral stability of each mode, irrespective of the value of
C' the solutions for the perturbed free surface, hi(r), is given by solving the same
ODE as when C' = 0, (4.2.1), subject to the same boundary conditions associ-
ated with a given wavenumber (4.1.29)—(4.1.32). Hence, solutions for hy(r) along
neutral stability curves will be identical as those in the axisymmetric and non-
axisymmetric quasi-steady cases presented in §4.2. The neutral stability curves
of each mode are given by substituting solutions for the perturbed free surface,
hy(r), (4.2.4a, 4.2.4b, 4.2.8a, 4.2.8b) into the combined Tanner law (4.1.15) and
contouring at o, = 0. Notice that the solutions for hy(r) are independent of the

slip length, o and also the Tanner exponent, ¢ and therefore, the neutral stability
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FIGURE 4.3: Neutral stability curves plotted within in each of the (a) G — ¢ and (b)
G — Ry parameter spaces for wavenumbers (a) m =0,1,2,...,7, (b) m =0,1,2,...,8.

curves are independent of the capillary number, C, the slip length, a, and the

Tanner exponent, q.

Figure 4.3 shows the neutral stability curves plotted in the parameter space as
in figure 3.4, where the area above a curve indicates instability of the labelled
wavenumber. Immediately from each figure we see that the axisymmetric mode,
m = 0, lies on top of the bifurcation point (¢,,, Ro.) where the centrifugal number,
¢, is at its maximum. Therefore, we find that this point in parameter space is
indeed a saddle node bifurcation point, where the upper branch of solutions as
in figure 3.3 is linearly unstable, while the lower branch linearly stable. This is
equivalent to the analysis of axisymmetric perturbations of equilibrium solutions
performed by McKinley et al [42], who also showed a saddle-node bifurcation at

the maximum rotation rate in a different nondimensional regime.

In each figure we see that the m = 1 mode, where the contact line is translated
off the axis of rotation, is always unstable throughout the parameter space if any
rotation is included. Hence, the neutral stability curve is simply ¢ = 0, and
therefore also where Ry is minimum, as seen in figure 4.3 (b) where the m =1
mode is the lower bound of the G — Ry parameter space. In figure 4.3 when
the Bond number, G, is increased for fixed ¢ each mode successively becomes
unstable; as described in §4.2 this is due to larger wavenumbers being subject to
a greater effect due to surface tension. As the centrifugal number, ¢, increases
for fixed G each mode becomes successively unstable and higher modes can only

become unstable for sufficiently large G. Again, an interpretation of this was
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described in §4.2 where it is argued that as the wavenumber is increased a greater
centrifugal number is required to overcome the additional surface tension effects
due to curvature, leading to greater wavenumbers becoming successively unstable

for greater centrifugal numbers.

Each neutral stability curve for m # 1 decreases with G in figure 4.3 (a), meaning a
lower centrifugal number, ¢, is required to destabilise that mode. In terms of physi-
cal parameters, larger droplets require lower rotation rates for higher wavenumbers
to become unstable in qualitative agreement with the experimental observations
of chapter 2. We see that in each figure 4.3 (a, b) that the neutral stability curves
of the m = 0 and m = 4 modes meet when G = 0 due to the growth rates,
oo (4.2.5b), and o4 (4.2.9b) being identical when G = 0. The neutral stability
curves in figure 4.3 (a) in the G' — ¢ space only cross in the region where multiple
solutions exist for the same combination of (¢, G), indicated by a darker shade of
grey. Interestingly, when G = 0 and Ry is maximum, the m = 5 mode is neutrally
stable and meets the lower branch of the m = 3 mode at this point in the solution

space as shown in figure 4.2 (d).

4.4 General case, C' > 0

We now consider the general case where C' > 0 given by the eigenvalue equation
(4.1.4) subject to the appropriate boundary conditions defined in §4.1.3, depend-
ing on the wavenumber, m. The eigenvalue problem is solved numerically in all
cases using a finite difference approximation to discretise the eigenvalue equation
and boundary conditions and solve for the eigenfunction, hy(r), and the eigen-
value, 0,,, for a given set of nondimensional parameters, ¢, GG, C' a wavenumber,
m, and a slip length a. The boundary conditions used depend on the wavenum-
ber, m, and are given by (4.1.29)—(4.1.32). The generalised eigenvalue problem
Ahy = 0, Bhy, is constructed from the eigenvalue problem (4.1.4) when C' > 0.
When, m = 1,2,3,..., A and B are N x N matrices, where IV is the number of
uniformly spaced grid points. In the axisymmetric case when m = 0, A and B
are 2N x 2N matrices, since we must couple the system with the integral condi-
tion (4.1.27). Further detail on the finite difference discretisation is presented in

appendix B
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FIGURE 4.4: Normalised eigenvector hi(r), plotted on regular and log-log axes for
G =10, =2,C =0.01,g =1 and o = 1 x 1074, plotted for (a, b) m = 0, (c, d)
m=1,2,...,6.

Figures 4.4 (a, ¢) show the eigenvectors, hy(r), when G = 10,¢ = 2, C' = 0.01,
q = 1 and the slip parameter, « = 1 x 107, for (a) m =0 and (¢) m = 1,2, ..., 6.
The contact angle condition at leading order in €, (3.4.10a), gives that Ry =
1.33, and the equilibrium solution, hg(r), is presented in figure 3.2 (b). Figures
4.4 (b, d) show the same eigenfunctions, hy(r), plotted on logarithmic axes. In
the axisymmetric case where m = 0, hy(0) < 0 due to volume conservation, figure
4.4 (b) shows the difference in the eigenvector from its value at r = 0, hy (1) —h1(0).
We see that the solution close to » = 0 behaves like 72, as shown by the linear

relationship between values of r and hy(r) when plotted using logarithmic axes,

with gradient equal to 2. In the C' = 0 limit we see the same behaviour, since
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when r < 1 (4.2.4a, 4.2.4b) become

1 R1R0G3/2 2 4 (9(7’4) G >0 (4 4 la)
hi(r) — hi(0) = 4 v/ GRoZo(VGRy) — 211 (VGRy) , (44
]EO

Hence, the behaviour near the origin for the axisymmetric eigenfunction is consis-

tent with the findings in figure 4.4.

Figure 4.4 (c, d) show the eigenfunction in each case where m = 1,2,....6. We
observe that near the origin, the solutions behave like ™, with each eigenfunction
showing a linear relationship between values of r and h;(r) with gradient equal to
the wavenumber when plotted on a logarithmic axis in figure 4.4 (d). To further
illustrate the behaviour near the origin, we consider the series expansion about
r = 0 of the eigenvalue equation (4.1.4) satisfying h}(0) = 0 due to differentiability
(4.1.20) when m = 2,3,4, ...

) =3 ko 442)

so that k; is equal to zero. Forcing the coefficients of each power of r present in the
expansion of (4.1.4) to be zero, we find that all coefficients k, =0 for 0 <n <m
and m > 1, so that

hi(r) ~ kpr™ + O(r™t) (4.4.3)

near the origin, agreeing with the numerical results in figure 4.4 (d). When m =1
we find that ky = 0 while k; # 0. Therefore our numerical solutions satisfy the

required velocity regularity condition (3.1.12) as argued in §4.1.3.

Figures 4.5 (a)—(c) show how the eigenvalues vary, for each wavenumber m =
1,2,...,6, as GG is increased for ¢ = 0, 2,3.5, the same values as used in figures
4.2 (a)—(c), but when the capillary number, C' = 1 so that viscous drag and sur-
face tension are balanced. Figure 4.5 (a) shows the stationary case in which no
rotation occurs and similarly to the solutions when C' = 0, we again see that each
mode is stable as 0, < 0 for all G. The trend in the eigenvalues is qualitatively
similar to that shown in figure 4.2 (a) when C' = 0, but the numerical value of the
growth rates has decreased significantly. Figures 4.5 (b, ¢) show the eigenvalues

as the Bond number, G, is varied for non-zero centrifugal number, ¢ > 0. We see
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for different values of G.
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that each mode becomes unstable sequentially, as shown by the neutral stability
plots in figure 4.3. Similarly to when C' = 0, 0, can rise to a maximum and then
decrease, meaning a slower growth rate above a critical point. In figures 4.2 (b, c),
we saw the same behaviour when C' = 0, but saw that eigenvalues of wavenumbers
m = 1,2,3,... cannot cross, resulting in m = 1 as always the most unstable, or
dominant, mode. When C' > 0, eigenvalues can cross, allowing higher wavenum-
bers to become dominant sequentially, which is particularly visible in figure 4.5 (c).
Furthermore, comparing figures 4.5 (b, ¢) indicates that increasing the centrifugal
number, ¢ causes eigenvalues of each mode to be more unstable for the same Bond

number, G.

Figures 4.5 (d)—(f) show the numerical eigenvalues when C' = 1 as ¢ is varied for
different values of G. In each figure we see that the eigenvalues of each mode in
general become more unstable as the centrifugal number, ¢, is increased. This is
expected since larger values of ¢ correspond to of greater rotation rates, and hence
a greater destabilising force. Hence, as the wavenumber is increased a greater
centrifugal number is required to overcome the additional surface tension due to
curvature. Perhaps surprisingly, we observe that the added capillary effects lead
to growth rates decreasing as ¢ is increased. In figures 4.5 (d)—(f) the m = 1 mode
grows to a maximum and subsequently decreases until ¢ = ¢.. This behaviour was
observed experimentally for each volume considered in chapter 2. Furthermore,
in contrast to the findings in § 4.2, notice that in each of figures 4.5 (d)—(f) in the
region where multiple physical solutions of the contact angle condition (3.4.10a,
3.4.10b) exist, the lower branch of solutions is more unstable than the upper
branch. This is also the case for the m = 2 mode in figure 4.5 (f). Furthermore,
when G = 0, the result in the quasi-steady limit that oy = o4 is lost. This is
shown in figure 4.5 (d), where ¢ is varied and the eigenvalues for m = 0 and
m = 4 are distinct, in contrast to figure 4.2 (d) where these growth rates are
identical one another when C' = 0. Overall, we find that increasing ¢ allows
higher wavenumbers, starting from m = 1, to sequentially become the dominant

mode.

Note that, as predicted by the analytical solutions when C' = 0, the point of neutral
stability of the axisymmetric mode is exactly at the point (¢,,, Ro.), where ¢ is
maximum. This can be seen on each of figures 4.5 (d)—(f) as the m = 0 mode

crosses o0, = 0 tangent to the dashed line, indicating the maximum value of ¢.
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More specifically, by comparing figures 4.2 (a)—(f) to figures 4.5 (a)—(f) we recover
the result from §4.3 that the neutral stability of the system is independent of the
capillary number, C', as each line crosses 0,, = 0 at the same point in like-for-like

figures.

In §4.2 we noted that figures 4.2 (a)—(f) show that when C' = 0 the m = 1 mode
is always the most unstable. In contrast, figures 4.5 (a)—(f) show that when the
capillary number is larger, as either of ¢ or G are increased the dominant mode
increases sequentially from m = 1. Figures 4.6 (a)—(c) show plots of the dominant
mode within the G — ¢ parameter space for three different values of the capillary
number, C', while figures 4.6 (d)—(f) show the same thresholds in G — R, parameter
space. In each figure the area above the labelled curve is the region of parameter
space which that respective mode is the most unstable. The m = 1 contour in
figures 4.6 (a)—(c) lies at ¢ = 0, and in (d)—(f) on the minimum Ry. As the
capillary number, C, is decreased, the area of G — ¢ space for which m = 1 is the
dominant mode increases, until the m = 1 mode dominates the parameter space
when C' = 0. Furthermore, increasing C' allows for higher modes to dominate
within the same G — ¢ parameter space. Specifically, as C' is increased, higher
modes require lower values of ¢ and G to become dominant and therefore the area
where higher modes are unstable is to the upper right of the parameter space. We
also see that the m = 0 is never the most dominant mode in either parameter
space. In each of figures 4.6 (a)—(c), in the G — ¢ parameter space the contours
where the most unstable mode changes are decreasing with G, while in the G — R,
parameter space, shown in figures 4.6 (d)—(f) the contours increase with G. This
can be seen by considering the crossing point of the m = 1 and m = 2 mode
when comparing between figures 4.5 (b, ¢). When ¢ = 2 the crossing point is
at G =~ 18, whereas when ¢ = 3.5, the crossing point is at G ~ 5. In terms of
physical parameters, larger volumes require lower rotation rates in order for higher
wavenumbers to become dominant. This result is supported by the experimental

observations noted in chapter 2.

4.4.1 Comparison to small capillary number limit

When the capillary number is small but finite, corresponding to surface tension

dominating viscous drag, we can compare the numerical eigenvalues, o,,, and
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eigenfunctions, hi(r), of the eigenvalue problem (4.1.4), to the analytical solutions
found in §4.2. Recall that in deriving the combined Tanner law (4.1.15) we assume
that the O(e) contact line position, Ry # 0, and taking C' = 0 violates this.
Whereas, the numerical solution for C' < 1 is well founded as the contact line

velocity is non-zero meaning that the contact line can move due to the Greenspan

slip law (3.1.7).

The numerical method used to solve the generalised eigenvalue problem Ah; =
omBhy given by (4.1.4) subject to the combined Tanner boundary law (4.1.15)
and further boundary conditions depending on the wavenumber (4.1.29)—(4.1.32)
is described in appendix B. When C' = 0, the eigenvalue, o,,, only appears in the
Tanner law (4.1.15) and therefore the square matrix B will have a single non-zero
entry. Hence, the case where C' = 0 can be solved numerically and the results
compared with the analytical solutions in §4.2 to verify our numerical method.
Figure 4.7 shows the numerical solutions for h;(r) for centrifugal number, ¢ = 2,
slip parameter, o = 1 x 10™%, and various values of capillary number, C', and Bond
number, GG for wavenumbers, m = 0,1,2,...,6. On each figure the corresponding
analytical solution for h(r) when C' = 0 (4.2.8a, 4.2.8b) is shown in a black dashed
line. Immediately, from figures 4.7 (a, b, e, f) we see that the numerical solutions
when C' = 0 and G = 0,10 agree well with the analytical solutions derived in
§4.2. Figures 4.8 (a)—(c) show the numerical eigenvalues of each wavenumber,
m =0,1,2,...,6, as G is varied for ¢ = 2, = 1 x 107 and increasing C' across
the three figures. Figures 4.8 (d)—(f) show the numerical eigenvalues for the same
wavenumbers, slip number and capillary number but as ¢ is varied for G = 10.
Once again the analytical solutions when C' = 0 from §4.2 are plotted in dashed
black lines on each figure. We again see in figures 4.8 (a, d) when C' = 0 the
numerical eigenvalues show good agreement to the analytical growth rates found
in §4.2. Hence, both the eigenvalues and eigenfunctions agree with the analytical

solutions when C' = 0, verifying the numerical method.

When C' = 0.1, figures 4.7 (¢, d, g, h) show that the numerical eigenfunctions
differ from the analytical solutions while retaining the ™ behaviour near the
origin. This is demonstrated in figures 4.4 (b, d) where the solutions are plotted
using logarithmic axes. In each of figures 4.8 (a)—(f) where C' # 0, we see that the
point of neutral stability is independent of C' so that for each mode the numerical

and respective analytic growth rates only cross when o, = 0, consistent with
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the findings in §4.3. Consequently, in figures 4.8 (b, ¢, e, f) the eigenvalues are
deflected away from the analytical solution towards the axis o, = 0, with greater
deflection as C' increases. We again see that as the capillary number C' increases
the growth rates of different wavenumbers m = 1, 2, 3, ... can cross, meaning higher

modes can become dominant.

4.5 Summary

In this chapter we have analysed the linear stability of the equilibrium solutions
found in § 3.4 using the Tanner law, discussed in chapter 1, to model the contact
line dynamics and the Greenspan slip condition [31] in replacement of the classical
no-slip condition. Previous modelling of the same system use a Navier slip law
[42, 43], which leads to a zero contact line speed and a qualitative change in the

boundary conditions, discussed further in §5.1.

We found analytical solutions for the perturbed free surface, hyi(r), in the quasi-
steady limit, C' — 0, for different wavenumbers, m, analysing the unexplored cases
when G > 0 and m = 1,2,3, ... as well as recovering the solutions of McKinley
et al. [42] where m = 0 and McKinley and Wilson [43] when G = 0, m =
1,2,3,.... Subsequently, the growth rates were determined using the combined
Tanner law (4.1.15) and we saw how varying both the centrifugal number, ¢, and
Bond number, G, affected the growth rates within this limit. The main result

being that in this limit the m = 1 mode is unconditionally dominant provided
¢ > 0.

We determined that the neutral stability curves are independent of the capillary
number, C slip length, «, and Tanner exponent, q. Specifically, we found that
the point in the parameter space (¢, Ro.), where the centrifugal number is maxi-
mum, is a saddle-node bifurcation point with axisymmetric perturbations, m = 0,
being unstable on the upper branch of solutions, and stable on the lower branch.
Furthermore, for non-axisymmetric perturbations m = 1,2, 3, ... we found that as

both ¢ and G are increased, higher modes become unstable sequentially.

Next we considered the general case where C' > 0, where the previously derived
eigenvalue equation was solved numerically using a finite difference scheme. Pre-

vious modelling only consider on the case where G = 0 [43], in § 4.4 novel solutions
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for the case where G > 0 are presented and the differences from previous solutions
are demonstrated. We discussed how varying each parameter affects the eigenval-
ues, seeing that including capillary dynamics allows the dominant mode to change
as both ¢ and G are varied, unlike when C' = 0. We found that in the small
capillary limit that the eigenvalues approach the analytical solutions previously

found within the quasi-steady limit.
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CHAPTER 5

Further analysis and extensions of

linear stability theory

In this chapter we discuss further analysis and three extensions to the modelling
of the linear stability problem detailed in chapter 4. First, in §5.1 we discuss the
effect of imposing the slip condition (3.1.7) along with alternative slip coefficient
functions. Next, in § 5.2 we assess the linear stability of equilibrium solutions when
an alternative model for the contact angle is employed, namely the fixed contact
angle condition. Following this, in §5.3 we present an extended model where
previously neglected terms representing the Coriolis effect are now included. We
discuss the linear stability results for this extended model subject to the Tanner
law and fixed contact angle condition, evaluating the quality of the assumption
in neglecting Coriolis terms. Finally, in §5.4 we discuss axisymmetric, numerical
solutions to the thin film equation (3.3.7) in the quasi-steady limit, comparing the

results to the linear stability analysis presented in §4.2.

In this chapter the term ‘Tanner model’ refers to the linear stability analysis with

subject to the Tanner law (3.1.10), discussed in §4.4.

5.1 Slip condition
In this section we justify the imposition of the Greenspan slip law (3.2.29) (a, b).

We consider the local expansion of the eigenvalue equation (4.1.4) to demonstrate

the regularising effect of imposing said slip law in comparison to the classical no-
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slip and common Navier slip laws. Finally, we discuss the effect of varying the slip
length, o, on the eigenvalues of the general Tanner model which was discussed in

§4.4.

5.1.1 Local expansion

We demonstrate the effect of introducing a slip law (3.2.29) by expanding the
eigenvalue equation (4.1.4) locally about the linearised contact line position, r =

Ry. First, we change coordinate system so that
T:R0+€f, h()(T) :Eho(’f'), hl(T‘) = hl(f), (511)

where ¢ < 1 is different from the perturbation parameter used in the previous
chapter, e. The scaling (5.1.1) is justified since we know in the region surround-
ing r = Ry we have hy(r) < 1 due to the contact boundary condition. Upon

substitution into the eigenvalue equation (4.1.4) the leading order, O(e7'), gives

47 7 37 37
A%y dhed®hy d ( dh1> (512)

— ah N e
0=ahcmr o am =% \ g

The equilibrium shape ho(r) approaches zero as r — Ry hence ho(r) ~ r — Ry .

In our modified coordinate system (5.1.1), ho(7) ~ 7 and (5.1.2) becomes,

d [ d&®h
0=a- <7“ df?}) . (5.1.3)

This has general solution, given in the original coordinate system

hi(r) = ay(r — Ry)?log(r — Ro) + as(r — Ry)* + as(r — Ry) + ag, (5.1.4)

where the coefficients, a;, are constants. In the case when o = 0, i.e. the classical
no-slip conditions are applied, the leading order terms of the eigenvalue equation
(4.1.4) are

0 dp3

0= 1;}3 d*hy

; OWH}% (5.1.5)
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which, following the same procedure as above, admits the general solution,
hi(r) = arlog(r — Ro) + as(r — Ro)® + as(r — Ro) + aa. (5.1.6)

Taking the limit as r — Ry demonstrates the effect of imposing the slip law. For
a > 0 the limit of (5.1.4) is zero, whereas, for & = 0 the limit of (5.1.6) is £oo
depending on the sign of a;, assuming a; is non-zero. Therefore, the solution close
to the contact line for hq(r) is more regular for the case where slip is imposed,

a > 0, than for the classical no-slip boundary conditions, a = 0.

5.1.2 General slip law

Consider a general slip law,

ou ov

u:s(h)a, U:S(h)&. (5.1.7)

The horizontal velocity, wy, analogous to (3.3.6), subject to the slip condition

(5.1.7) is

2’2 " h m2 .
ug = —% {E —(z+ s(ho))ho} Vi ( {hl + 71 - (F + G) hl} em“"”’"t) .
(5.1.8)

We will consider three cases of the slip function,
s(h) =0, s(h)=p8, s(h)=— (5.1.9)

with each of these boundary conditions common in the literature as discussed in

detail in chapter 1.

At the linearised contact line r = Ry, z = 0, the contact condition at leading order
in € is that ho(Ry) = 0 and so the coefficient of Vg (-) in (5.1.8) is zero, unless
s(h) o< 1/h at r = Ry. Hence, in the case of no slip and constant slip, the velocity
is zero at the contact line. In contrast, in the third case, where the Greenspan slip
law is used, the contact line velocity can be non-zero, allowing movement. The

contact line kinematic condition at O(e) (4.1.16) is,

O'le = Uy (O, Ro), (5110)
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therefore if the O(e) radial velocity, uy, at the contact line is zero, as in the no-
slip and Navier slip cases (5.1.7) (a, b), the contact line kinematic condition gives
Ry =0or 0, =0. If g, = 0 the system is neutrally stable and therefore the
perturbation neither grows or decays. If Ry = 0, the contact line is pinned at
r = Ry, with contact angle # = 1 and remains in equilibrium. Furthermore, if

Ry = 0 the O(e) contact and contact angle conditions (4.1.11) (a, b) become

respectively. The eigenvalue equation subject to the general slip law (5.1.7) has

the same form as (4.1.4) but where the linear operator £, is redefined so that

d2 , d 2
Lf@] = | F(ho) Sy + - (7 () < — T F (o) | @ (5.112)
where the function, f(h), is defined as
h3
f(h) = =+ s(h)h?. (5.1.13)

When the appropriate eigenvalue equation (4.1.4) for the no-slip and Navier slip
cases is solved numerically subject to (5.1.11) and suitable regularity conditions
at r = 0, depending on the wavenumber, all eigenvalues are negative, and hence
stable. This is the case for all allowed values of ¢, G and m. Hence, there is
no benefit in imposing the slip law with constant slip over a no-slip model, since
although it will give a more regular solution at the contact line, the velocity at the
contact line is zero in both cases making instability at the contact line impossible,
and hence all perturbations decay in time. In fact, any slip function which does
not have s(h) o 1/h near r = Ry will cause either a velocity singularity at the
contact line, or zero velocity at the contact line. It is for this reason we chose

(5.1.7) (c) as our slip function throughout.

The effect of choosing the Greenspan slip law is demonstrated when comparing the
eigenvalues and eigenvectors of the linear problem between the chosen Greenspan
slip function (5.1.7) (¢) and the no-slip condition (5.1.7) (a). We see that there is
a qualitative change between the shape of the normalised eigenvector, hy(r), from
figures 4.4 (a, c) to figures 5.1 (a, ¢). Furthermore, the eigenvalue of each mode

is stable when a = 0, whereas for a > 0 eigenvalues can be positive, and the
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FIGURE 5.1: Figures (a, ¢) show the normalised eigenvectors hi(r) when (a) m =0
and (c) m =1,2,...,6. Figures (b, d) show a the normalised eigenvector on logarithmic
axes for (b) m = 0 and (d) m = 1,2,...,6. Each eigenvector is calculated using the
parameters G = 10, ¢ = 2, a = 0 and C = 0.01.

system unstable. Therefore, changing only the slip length from o = 1 x 107% to
a = 0 produces a significant change in results and stability of the system due to
the difference in boundary conditions. Figures 5.1 (b, d) show that the behaviour
near the origin is retained for each wavenumber. If we overlook that Ry = 0 when
deriving the boundary conditions, then the combined Tanner condition (4.1.15) is
recovered and both the no-slip and Navier slip models are capable of reproducing
qualitatively similar results to those presented in §4.4, as is done by McKinley
and Wilson [43]. In the cases of different slip laws the eigenvalue equation (4.1.4)

is solved with an appropriate linear operator, L, defined in (5.1.12).
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FIGURE 5.2: Absolute value of the eigenvalues of the model described in § 4.4 where
the Tanner law is imposed when the slip length « is varied when ¢ = 2,G =10,C =1
for wavenumbers m = 1,2, ..., 6.

5.1.3 Varying the slip length

Next, we can consider how the nondimensional slip length, a, for the Greenspan
slip law (3.2.29) (a, b) affects the eigenvalues when G and ¢ are fixed. The slip
length is a numerically small number, so we consider values less than 0.01. In §4.3
we established that varying a > 0 cannot alter the stability of a given system,
meaning the neutral stability curves shown in figure 4.3 are independent of the slip
length, . Furthermore, when « increases, the region in which the slip becomes
significant also increases and therefore we expect that the absolute value of the
eigenvalues increases with a. Figure 5.2 demonstrates this for a specific case when
¢ = 2, G = 10 for each mode m = 1,2,...,6, when C' = 1. We find that this
behaviour is independent of each parameter, ¢, G and C'. Furthermore, we find
that the slip length, «, has a negligible effect on the dominant mode of instability
over the solution spaces, consistent with the analysis of Hocking and Miksis [104]

when o < 1.

5.1.4 Summary

In this section, we first considered a local expansion of the eigenvalue equation
(4.1.4). We showed that the Greenspan slip law regularises the eigenfunction,

hq(r), whereas imposing the classical no-slip condition can lead to singular solu-
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tions.

Next, we analysed the horizontal perturbation velocity, wy, under three common
forms of the slip function; no-slip, Navier slip, and Greenspan slip. We showed
that for the former two cases the radial velocity at the contact line is zero and
therefore the perturbation to the contact line, R; is also zero, leading to a quali-
tative change in the boundary conditions and purely stable eigenvalues. Previous
stability analyses of the equilbrium solutions defined in §3.4 use a Navier slip
law [42, 43] to model slip, however overlook the qualitative change caused in the
boundary conditions. Therefore, we have demonstrated that the growth rates
found using the Greenspan slip law, produced in chapter 4, are well founded and

consistent with the derived contact line velocity.

Finally, we assessed the effect of varying the Greenspan slip coefficient, «, finding
that the absolute value of eigenvalues increases as « increases, while the neutral

stability curves remain unchanged when o < 1.

5.2 Fixed contact angle model

Previously we used the Tanner law (3.1.10) to couple the contact angle, 6, and the
equilibrium contact angle, 6., to the contact line speed, R;. As discussed in §1.2,
an alternative condition to impose is that the contact angle is constant, and in
our case small so that, § = 6. < 1. In this section we use the fixed contact angle
condition and perform a similar linear stability analysis, comparing the results to
those of the Tanner model. This model will subsequently be referred to as the

‘Fixed contact angle model’.

5.2.1 Model

We are assuming that the contact angle is constant, so that the contact angle is
6 = 6.. Furthermore, we are also assuming that the contact angle is not directly
related to the contact angle speed, meaning the Tanner contact line (3.2.33) is
replaced with

=1, (5.2.1)
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after scaling the contact angle with the equilibrium contact angle, .. All other
boundary conditions remain unchanged. As a result of this assumption, the con-

tact angle condition (3.2.32) (b) can immediately be simplified to

oh
— =-1. 5.2.2
o (5.2.2)
In § 3.2 the velocity scale is taken from the Tanner law so that U = x62, but since
we are no longer applying this boundary condition we must take a new velocity
scale. Instead, we take the velocity scale U = 62/ making the capillary number,

C =1, and removing it from this formulation entirely. Therefore, the thin film

equation analogous to (3.3.7) is

oh o« 9 or?

At leading order in €, corresponding to the system in equilibrium, the thin film
equation (5.2.3) and contact angle condition (5.2.2) are identical to that of the
Tanner model (3.4.2,3.4.7), respectively, while all other boundary conditions re-
main the same. Hence, the equilibrium solutions presented in § 3.4 are identical
when applying either the Tanner law (3.2.33) or the fixed contact angle condition
(5.2.1).

To analyse the linear stability subject to the fixed contact angle condition (5.2.2)
we again substitute the perturbed free surface (4.1.1), contact line (4.1.2) into the

new contact angle condition (5.2.2), giving
R1hg(Ro) + hi(Rg) = 0. (5.2.4)

Comparing the O(e) contact angle condition of the fixed contact angle model
(5.2.4) to the Tanner model (4.1.11) (b) demonstrates the difference between im-
posing different contact angle models; because the contact angle is fixed there is
no perturbation to it so that ¢, = 0 and the right hand side of (5.2.4) is zero. Sub-
sequently, we again eliminate R; between the contact angle condition (5.2.4) and

the contact condition (4.1.11) (a), giving the combined contact angle condition

ho(Ro)hi(Ro) + hy(Ro) = 0, (5.2.5)
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again provided Ry # 0. This is analogous to the combined Tanner condition
(4.1.15), however notice that the eigenvalue, o,,, no longer appears in the bound-
ary condition (5.2.5). Substituting the free surface perturbation (4.1.1) into the
evolution equation (5.2.3) gives another fourth order linear eigenvalue problem at
O(e) analogous to (4.1.4),

Ly [L1(h)] = omha, (5.2.6)

where the linear operators £, and Lo are defined as before (4.1.5, 4.1.6). The
eigenvalue equation (5.2.6) is subject to the combined contact angle condition
(5.2.5) and one of the sets of boundary conditions (4.1.29)—(4.1.32) depending on
the wavenumber, m, so that the velocity regularity (3.2.36) and differentiability
(3.2.35) conditions are satisfied.

5.2.2 Neutral stability

When 0, = 0, the eigenvalue equations (4.1.4, 5.2.6) and combined boundary con-
ditions (4.1.15, 5.2.5) of the respective contact angle models are identical. Hence,
the neutral stability curves for the fixed contact angle model are identical to those
of the Tanner model. Therefore, the analysis and results of the neutral stability

which is presented in §4.3 is also valid for the fixed contact angle model.

5.2.3 Results

The generalised eigenvalue problem Ah; = 0, Bhy (5.2.6) subject to appropriate
boundary conditions is solved using a method largely similar to that presented in
appendix B for the Tanner model. The difference reflects the fact that the com-
bined contact angle condition (5.2.5) differs from the combined Tanner condition
(4.1.15). When ¢ = 1, the difference amounts to a single entry in the matrix B,
changing from —1 to zero on the row where the respective combined boundary

condition is discretised.

Figures 5.3 (a)—(c) show the eigenvalues of each wavenumber m = 0,1,2,...,6 as
the Bond number, G, is varied for increasing values of the centrifugal number, ¢,
across the figures, while figures 5.3 (d)—(f) show the eigenvalues as ¢ is varied for

increasing GG across figures. The results are qualitatively similar to those described
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figure 4.5.
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in §4.4 and figures 4.5 (a)—(f). Specifically, we see that for ¢ = 2,3.5, shown in
figures 5.3 (b, c) respectively, as G is increased that each mode m = 2,3,4, ... is
destabilized and rises to a maximum, decreasing after that point. As a result, as

G is increased higher wavenumbers become dominant.

Similarly, considering figures 5.3 (d)—(f) we see a similar trend that as ¢ increases,
corresponding to increased rotation, higher modes become dominant in each case.
Furthermore, looking across the figures we see again that when G is large the
most unstable wavenumber is greater. As mentioned in §5.2.2 the neutral sta-
bility curves for each mode are unaffected, specifically we can still see that the

axisymmetric mode, m = 0, is again neutrally stable at the maximum value of ¢.

Figures 5.4 (a, b) show the regions of parameter space in which each mode is dom-
inant, with area bounded above the labelled curves being the area in which it is
the most unstable mode in (a) the G — ¢ (b) the G — R, parameter spaces, respec-
tively. As stated above, we see in figure 5.4 (a) that as G increases for fixed ¢ the
dominant wavenumber increases sequentially from m = 1, which is uncondition-
ally unstable provided ¢ > 0. Similarly, as ¢ increases for fixed G we see the same
behaviour. Furthermore, we observe that each dominant threshold decreases as
G increases meaning a lower ¢ is required to destabilise higher wavenumbers. In
terms of dimensional quantities, this indicates that larger droplets require lower
rotation rates for higher wavenumbers to become dominant, a feature observed in
the experiments detailed in chapter 2. Figure 5.4 (b) shows that as G increases for
fixed Ry that the dominant mode decreases. Considering the contours of constant

¢ in the parameter space shown in figure 3.4 (c) this is consistent with decreasing

o.

5.2.4 Comparison to Tanner model

Ehrhard and Davis [32] noted that when considering a Tanner law to model the
contact angle if we rescale nondimensional time so that 7 = C~'T the thin film

equation (3.3.7) and Tanner condition (3.2.33) become

oh o« ) Pr?
E—FVH' <{§+§h} Vu (VHh—Gh—l—T)) =0, (5.2.7)
OR
=011 2.
C T 0 : (5.2.8)
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respectively. Hence, the limiting behaviour C' — oo recovers the evolution equa-
tion (5.2.3) and the fixed contact angle condition, # = 1, from the Tanner law.
Therefore, solutions with large capillary number will be comparable to those where
the contact angle is assumed fixed from the start. Hence, at O(¢) when C' is suf-
ficiently large

op(¢,G,m,a) = Cop(p,G,m,a,C), (5.2.9)

where subscript ' and T" denote the fixed contact angle model and Tanner model,

respectively.

In §4.4 we noted that increasing C' deflects eigenvalues towards o, = 0, meaning
the absolute value of an eigenvalue decreases as C increases, for a given set of
parameters. The limiting behaviour as C' — oo (5.2.9) supports this observation
since rearranging gives or ~ or/C, and so increasing C' decreases the absolute

value of o7.

Figures 5.5 (a)—(f) show the comparison between the left and right hand side of
(5.2.9) with C' increasing across each row of figures. Eigenvalues of the Tanner
model, described in §4.4, are plotted in coloured lines for m = 0,1, 2, ..., 6, whereas
the fixed contact angle eigenvalues are plotted for the same wavenumbers in black
dashed lines and are independent of C. Figures 5.5 (a)—(c) show the growth rates
as the Bond number is varied 0 < G < 250, when ¢ = 2 and C' = 0.1, 1, 10.
Figures 5.5 (d)—(f) show the growth rates as the centrifugal number is varied when

G =10, so that 0 < ¢ < ¢,,(10) for the same capillary numbers.
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FiGureE 5.7: Convergence of the capillary number multiplied by the Tanner eigen-
values to fixed contact angle eigenvalues for ¢ = 2,G = 10,q = 1,a = 1 x 1073 in the
range C € [1072,10].

In §5.2.2 we established the neutral stability of each mode is independent of the
contact angle model due to the same system of equations and boundary conditions
being solved in each case. This feature is observed in each figure 5.5 (a)—(f) but
is most visible in (a, c) where the coloured and dashed lines cross at o, = 0 for
each mode, respectively. As C is increased each of the eigenvalues of the Tanner

model are deflected away from o, = 0.

We see in each row of figures that as the capillary number, C, increases the
equivalency (5.2.9) holds true; the capillary number multiplied by the Tanner
eigenvalues, C'or, approaches the eigenvalues of the fixed contact angle model, op,
as C increases. At relatively low capillary number C' = 1, shown in figures 5.5 (b,
d), the agreement is good both quantitatively and qualitatively. Furthermore,

when C' = 10 in figures 5.5 (¢, f) the agreement is improved.

Figures 5.6 (a)—(f) show the most unstable wavenumber within both the G — ¢ and
G — Ry parameter spaces in (a)—(c) and (d)—(f). In each figure both the Tanner
model as C' varies, shown in coloured lines, and the fixed contact angle model,
shown in dashed lines are plotted. Similarly to figure 4.6, the area of parameter
space bounded above each line is the region where that mode is the most unstable,
respectively. Again, the equivalency (5.2.9) holds true since as C' increases across
each row of figures the dominant mode thresholds for each model lie on top of one
another. Note that, at relatively low capillary numbers, C' > O(1), the dominant
mode thresholds of the Tanner model agree well with those of the fixed contact

angle model.
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Figure 5.7 shows the convergence of the Tanner model eigenvalues towards the
eigenvalues of the fixed contact angle model as C' increases for a specific set of
parameters. We see that for each wavenumber the convergence looks like C~*
when C' > O(1) for the parameters shown. This is the case generally for any set of
parameters within the space for which equilibrium solutions satisfying the contact

angle condition (3.4.7) exist.

5.2.5 Summary

In this section we modelled the contact angle by assuming that it is fixed and
small, replacing the Tanner law previously used (3.2.33). In the literature the
Tanner law (3.2.33) is commonly used to model the contact angle in rotating thin
film flow, [42, 43, 44]. The fixed contact angle condition has been used in a similar
fashion to assess the spreading of non-rotating droplets [48, 49, 50|, and to assess
axisymmetric spreading rates of a rotating droplet [85]. However, modelling the
resultant fingering instability of droplets subject to rotation using a fixed contact

angle has not been previously analysed, and is therefore a novel contribution.

The equilibrium solutions are unchanged by changing the contact line law, with
differences only occurring within the linear stability analysis of these solutions. We
derived the combined contact angle condition (5.2.5), replacing the previously used
combined Tanner condition (4.1.15), and solved the rescaled eigenvalue equation
(5.2.6) numerically subject to this new boundary condition. We found that, due
to the formulation of the equations and boundary conditions, that the neutral
stability curves within the parameter space are unchanged from those for the

Tanner model.

We determined that solutions of the fixed contact angle model agree qualitatively
with the results of the Tanner model when C' > 0, showing that the dominant
mode rises sequentially as both the Bond number and centrifugal number are
increased. Furthermore, we observed that larger droplets require lower rotation
rates for higher wavenumbers to become dominant. KEach of these qualitative

features was observed in the experiments we performed, detailed in chapter 2.

Finally, we demonstrated that the equivalency between eigenvalues of the Tanner

and fixed contact angle models (5.2.9) holds true when the capillary number,
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C, is sufficiently large. Therefore, the fixed contact angle model is the limiting
behaviour of the Tanner model as C' — oco. Specifically, the dominant mode of
the Tanner model for a given set of parameters is predicted accurately when the

capillary number is O(1) and above.

5.3 Finite Ekman number

In § 3.2, when nondimensionalising the equations of motion we made the assump-
tion that the Ekman number, Ek, is sufficiently large such that terms involving its
reciprocal can be neglected in the equations of motion (3.2.19)-(3.2.21). There-
fore, in the analysis presented up to this point in chapters 3 and 4 the Coriolis
force has been neglected. In this section we redefine the Ekman number so it is no
longer necessarily negligible and perform similar linear stability analyses to pre-
vious cases. Subsequently, we compare the results to those in the limit Ek — oo,

therefore assessing the validity of the assumption previously made.

5.3.1 Model

Consider the system of nondimensional equations, (3.2.19)—(3.2.21). We can re-
define the Ekman number, Ek, so that terms involving Ek are no longer assumed

negligible,
Ek’ 1
Ek=—=—— 5.3.1
62 pULO?’ ( )
where Ek’ is defined as the Ekman number from §3.2 and the velocity scale, U,
depends on whether the Tanner or fixed contact angle boundary conditions are
imposed. Hence, we have an extra term in each of the radial and azimuthal

components of the Navier-Stokes equations,

O:_§+5r+ﬂv+82’ (532)
10p 2 0*v
op G
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subject to the same boundary conditions as in § 3.2. Due to the extra terms arising
we can no longer derive a thin film equation as in § 3.3, from the thin film equations

(5.3.2)—(5.3.4) and must instead solve these equations directly.

5.3.2 Equilibrium solutions

We find the equilibrium solutions by again looking for a hydrostatic solution such
that up = 0. Substituting into (5.3.2)—(5.3.4), gives an identical leading order
pressure to that in §3.4

G
po(r,2) = poo + %TQ -0 (5.3.5)

for reference pressure at the origin, pgg. We consider steady, axisymmetric equilib-
rium solutions such that the free surface shape is a function of r only, h(r, ¢, t) =
ho(r), the contact line is at a constant position, R(y,t) = Ry, and the contact
angle is constant at §# = 6, = 1. Notice that, the incompressibility (3.2.28), slip
and no-penetration (3.2.29), radial and azimuthal stress conditions (3.2.30) (a, b),
free surface kinematic condition (3.2.31), velocity regularity condition (3.2.36),
and contact line kinematic condition (3.2.34) are all satisfied automatically. To
find the free surface shape, we must solve the axial stress condition (3.2.30) (c),
which simplifies to
he ¢

C(poo — pg) + ho + 70 = Gho + 51* =0, (5.3.6)

subject to the contact (3.2.32) (a), contact angle (3.2.32) (b), differentiability (3.2.35)
and volume (3.2.37) conditions. The equation for the free surface (5.3.6) and
boundary conditions are identical to those previously derived in §5.1.2, which is
as expected since the additional terms here do not have an effect when the velocity
is zero and consistent with previous analysis by Myers et al. [77, 78]. Hence, the
above stress condition (5.3.6) has solution identical to that in §3.4, and all the

analysis is equally valid when Coriolis forces are included.
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5.3.3 Linear stability

In §3.3 we derived a thin film equation (3.3.7) in terms of a single quantity, h,
which we perturbed along with the contact line position, R, and contact angle, 6.
In this analysis we also perturb each of the variables involved in the equations and
boundary conditions since a thin film equation is not derived in this case. Hence,
consider a small perturbation to the background initial condition of the form
u = eu(x,t) + O(e?) for the velocity and p = py(r, z) + epi(z,t) + O(e?) for the
pressure. The free surface deforms as before, h = ho(r)+€hy(r, ¢, 1)+ O(€?), while
the contact line and contact angle again deform as R = Ry + eRy(r, o, t) + O(€?),
and 0 = 0y + €01 (p,t) + O(€?), respectively. During this analysis all perturbation

quantities have the subscript 1. We take normal modes

wy = Gy (r, 2)e™eromt = Py (r, 2)emeTomt, (5.3.7)

hl = ]tLl(T)Gim@—Hfmt, Rl = R1€im¢+anbt, 01 = éleimtp—l—amt (538)

for wavenumber, m € N, and frequency, 0,, € C. Due to the inclusion of the
Coriolis force term in the governing equations, we expect that the growth rate,
om, Will be complex and precession of modes within the rotating frame of reference
will occur. At O(e) we have the following linear system, written component-wise

and dropping the hats

0= -2+ v+ oo (5.3.9)

0= % ) %, (5.3.10)
0= —%, (5.3.11)

0= %%(rul) + i”;ﬁ”l + %. (5.3.12)

The centrifugal and gravitational forces are conservative hence appear in the hy-
drostatic pressure (5.3.5), rather than appearing in the above perturbation equa-
tions. Immediately we can solve the axial component (5.3.11) so that the pressure
perturbation quantity is a function of the radial distance from the origin only,
p1 = p1(r). Applying the axial stress condition (3.2.30) (¢) defines the O(e) pres-

sure
2

1
T (G i T—) b = —La(ha), (5.3.13)
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using the definition of £; (4.1.5). To find the radial and azimuthal velocities, u
and v; we solve the coupled linear partial differential equations (5.3.9, 5.3.10),
subject to slip conditions (3.2.29) (a, b), and stress conditions (3.2.30) (a, b). Sub-
sequently, to find the vertical velocity, w;, we solve the incompressibility condi-
tion (5.3.12) subject to the no-penetration condition (3.2.29) (c¢). The solutions

for uy,v; and wq, multiplied by the capillary number, C', are

Cuy(r, z) = EQk T + fi(r) cos Az + fo(r) sin A\ z + f3(r) cos Aoz + f4(r) sin Aoz,
(5.3.14)
Cvi(r,z) = %p'l +i[f1(r) cos A1z + fo(r)sin A1z — f3(r) cos Agz — fu(r) sin Aez],
(5.3.15)
Cun(r, 2) = (m—1)fi(r) —rfi(r) Sz - (m —1)fa(r) —rf5(r) fcos Az — 1]
/\17’ )\17"
— (m + 1)f3>\<? —rf5(r) sin Aoz + (m + 1>f4>\(72 —rfalr) [cos Aoz — 1], (5.3.16)
2 2
where
. 11
A0 = 2 (M2 ) 1= S an ho| o o) = i) tan Ak,
) (5.3.17)
. 1-1
alr) = o (M p;) 1- 52 tan Yolo| o fulr) = o) tan o,
(5.3.18)
and

2 im 2 _im
)\1 = —keT, )\2 =1/ ﬁe 4., (5319)

The free surface kinematic condition (3.2.31) at O(e) is
wi(r, ho(r)) = omh + hy(r)ui(r, ho(r)). (5.3.20)

Therefore, if we substitute the expressions for u; and w; (5.3.14, 5.3.16) into the
kinematic condition (5.3.20) and subsequently substitute for the O(e) pressure
(5.3.13), the resulting equation is a linear eigenvalue equation for the growth rate,
om, and eigenfunction, hq(r). The form of this eigenvalue equation depends on

which contact angle model is used, and, as argued in § 5.2 results in whether the
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capillary number appears, so that

L3[Ly(h1)] = Coynhy, (Tanner), (5.3.21)
Eg[ﬁl(hl)] = O'mhl, (Fixed), (5322)

where the linear operator, L3, is the same in each eigenvalue equation. The leading
order asymptotic expansion in the Ekman number returns the previous eigenvalue
equation (4.1.4). The eigenvalue equations (5.3.21, 5.3.22) are each subject to
the same wavenumber dependent regularity and symmetry boundary conditions
at the origin (4.1.29)—(4.1.32), enforcing that h; ~ 7™ near r = 0. Finally, we
impose either the combined Tanner condition (4.1.15) or the combined contact
angle condition (5.2.5) at the contact line, depending on which contact angle
model is used. Therefore, inclusion of the Coriolis force doesn’t affect stability of

a prescribed mode.

5.3.3.1 Neutral stability
The neutral stability curves, when o, = 0, are solutions of
L3 [L1(hy)] =0, (5.3.23)

subject to

and are independent of which contact angle model is used. Nontrivial solutions of
(5.3.23) are independent of the linear operator L3, and are solutions of £;(h;) = 0.
This is also the case in §4.3, and therefore the neutral stability curves within the
parameter space are also independent of the inclusion of Coriolis effects. Hence, the
analysis performed in §4.3 is equally valid here since an identical set of equations
and boundary conditions are being analysed in each case, depending on whether

G is zero.

5.3.3.2 Tanner law

We find that, as expected, introducing the Ekman terms to the system allows for

precession of modes within the rotating frame of reference through the imaginary
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F1GURE 5.8: Convergence of finite Ekman to infinite Ekman eigenvalues in the range
Ek € [1072,103] for both the (a) real and (b) imaginary parts. Here ¢ =2, C' = 0.1,
G=10,a=10"%and m=0,1,2,....,6 in (a) and m = 1,2,...,6 in (b).

part of the growth rate, I(oy,).

When the capillary number, C| is zero, the analysis including Coriolis effects is
identical to the that within the quasi-steady limit in the absence of Coriolis forces,
presented in §4.2. This is due to identical equations and boundary conditions are
being solved when looking for nontrivial solutions. Hence, the analysis within this
limit, presented in §4.2 is equally valid for the current model. We can also solve
the case where C' = 0 numerically using the finite difference scheme described
in appendix B but for one of the eigenvalue equations (5.3.21). Numerically we
find that the real part of the numerical eigenvalues and eigenvectors are equal to
the analytical solutions from § 4.2, while the imaginary part of the eigenvalues are

zero, for any ¢, G combination, as is the case in §4.4.
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When C' > 0 we solve the eigenvalue equation (5.3.21) numerically using the finite
difference scheme detailed in appendix B. We find that the analysis and results
for positive wavenumber, m = 1,2, 3, ..., are qualitatively similar to those in the
infinite Ekman limit, presented in §4.4. As C' — 0 the real part of the growth
rate, 0,,, tends to the analytical solutions from §4.2, while the imaginary part
of the growth rate, 0,,, tends to zero. For the axisymmetric case, where m = 0,
we find that for any combination of parameters the solutions are real, specifically,
(o) = 0, meaning no precession of modes in the rotating frame. Therefore,
the inclusion of Coriolis forces has no effect on axisymmetric solutions, consistent

with the results of Myers and Charpin [77].

Figure 5.8 (a) demonstrates the convergence with the Ekman number of the abso-
lute value of the difference between the real part of the finite Ekman eigenvalue
and the infinite Ekman eigenvalue considered in §4.4 and denoted o.. In the
range Ek € [1072,10%] there is a linear relationship when plotted with logarith-
mic axes with slope of —1 for m = 1,2,...,6 and —2 for m = 0, indicated with
dashed lines. The slope, indicating rate of convergence with Ek, is independent of
the choice of C, ¢, G and «a. Figure 5.8 (b) shows the corresponding convergence
of the absolute value the imaginary part of the growth rates vary with Ekman
number. The axisymmetric mode has no imaginary part and therefore does not
appear on this figure. We observe that the imaginary part of the each eigenvalue
converges to zero like Ek ™!, in the range [1072,10%], the same rate observed for the
real part. The convergence rate of imaginary parts of o, is also independent of
the parameters chosen. The convergence to zero is expected since increasing the
Ekman number decreases the effect of the Coriolis force, meaning that within the
rotating frame there is less precession of modes, and hence a smaller imaginary
part of the eigenvalue. Notice that, for small Ekman number, the imaginary part
of the growth rates converge to zero like Ek'. The case where Ek < 1 is an iner-
tial limit and is therefore unrealistic due too our modelling assumption that the
Reynolds number is small. Therefore, although this case can be solved numerically
and is shown as part of figure 5.8 (a, b) it is unfounded in reality. The dominant
mode of instability for a given set of parameters is found to be unaffected by
the inclusion of Ekman terms of O(1) and above. When Ek < 1 solutions the
Reynolds number will be large, violating the Stokes flow approximation, therefore

this limit is unfounded and we discount these cases.

113



CHAPTER 5: FURTHER ANALYSIS AND EXTENSIONS OF LINEAR STABILITY
THEORY

Overall, we see that the Tanner model, in which we assumed that EK’ > 1,
performs well for small values of the Ekman number. Therefore, taking the limit
Ek’ — oo, as done in § 3.2, is well founded and the real part of solutions agree well

provided that Ek" = Ek/6? > 0.1.

5.3.3.3 Fixed contact angle

Similarly to the analysis of the fixed contact angle model in the limit where
Ek — oo, presented in §5.2.4, we find that the fixed contact angle exhibits the lim-
iting behaviour of the Tanner model as C' — oo through the equivalency (5.2.9).
Specifically, we again find that that eigenvalues of the Tanner model converge to
eigenvalues of the fixed contact angle model like C~! for each combination of ¢,
G, a, m and Ek.

The convergence of eigenvalues of the present model, for finite Ek towards the fixed
contact angle model in the infinite Ekman limit, presented in §5.2 are similar in
nature to that of the Tanner model. Specifically, the rate of convergence of the
real and imaginary parts of each mode m = 1,2, 3, ... is negative one, and negative
two for m = 0. Each convergence rate is again independent of other parameters.
Hence, the convergence plots are very similar to figure 5.8 and therefore are not

presented.

5.3.4 Summary

In this section we presented novel solutions of the governing equations of motion
including Coriolis force terms at O(¢€), while demonstrating that in equilibrium, the
solutions are unchanged from those found by McKinley et al. [42, 43|, presented
in §3.4. Previous analysis in the literature [19, 90| neglected Coriolis force terms
by reasoning that this force is negligible in comparison to the centrifugal force
within a viscous regime. We have shown that taking the limit Ek" — oo in §3.2
is a reasonable approximation to make, by directly comparing the solutions with
and without inclusion of the Coriolis terms. Specifically, we found that even for
relatively small Ekman numbers the differences between the presented model and
the infinite Ekman models discussed in chapter 4, are negligible. Furthermore,

we have shown that the Coriolis force has no effect on equilibrium solutions and
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growth rates within the quasi-steady limit in agreement with Myers and Charpin

[77] and Myers and Lombe [78§].

5.4 Quasi-steady, axisymmetric spreading

In this section we consider axisymmetric solutions of the evolution equation (3.3.7),
within the quasi-steady limit, C' = 0, using the Tanner law to model the contact
angle. We derive an ordinary differential equation (ODE) for the contact line
position, and subsequently analyse the linear stability, relating back to the analysis
performed in §4.2 by comparing numerical solutions of the derived ODE to the

results of the linear stability analysis.

5.4.1 Model

Consider the thin film equation (3.3.7) in the quasi-steady limit, C' = 0, where

axisymmetry is imposed so that the free surface is defined as z = h(r,t),

10 B o Y 0 (10 [ Oh or?

-—— —+=-h,—|—-——=—|(r=— | — — || =0. 4.1

ror {T{B +3h} or (7“87“ <T8r> Gh + 2 )} 0 (54.1)
Nontrivial solutions of this equation satisfy the third order partial differential
equation

hew D )

0=hyr + — — — —Gh, + =12, 5.4.2
+ r r2 —1—27“ ( )

where subscript r denoted partial differentiation with respect to the radial co-
ordinate. The PDE (5.4.2) is solved, similarly to §3.4, subject to the contact
(3.2.32) (a), differentiability (3.2.35) and volume conservation (3.2.37). Note that,
the PDE (5.4.2) is independent of the slip model used. The solution depends on

whether GG is non-zero, and the solutions are

Riom +4V;G To(vVGr) — To(VGR) ¢

h(r,t) = 4nRVG  2I,(VGR) — RVGTy(VGR) - ﬁ“ - R, (5.4.3a)
b 4 ; L
—5(" — )+ g (TORT — A8V (" — I, (5.4.3b)

respectively. The solutions (5.4.3a, 5.4.3b) have same form as the equilibrium

solutions in § 3.4 but with the important difference that the free surface is a func-
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tion of time through the contact line position, R = R(t). Boettcher and Ehrhard
[44] derived (5.4.3a) as the base state for their stability analysis within the quasi-
steady limit, C' = 0. McKinley and Wilson [42] derive an equivalent expression to

(5.4.3b) under a different nondimensionalisation.

The contact angle condition (3.2.32) (b) defines the contact angle so that

 Ri¢m +4V4G 7,(VGR) %R G0 (5.4.4a)
o R 2L,(VGR) — RVGL(VGR) G " |
TORS + 96V
 TRS + 96V - 44
24 R ¢=0 AAD

where G > 0 and G = 0, respectively. The final boundary condition is the
Tanner law, where we again make the simplification that there is no contact angle

hysteresis so that
dr

dt
for all contact angles. Substitution of the contact angles (5.4.4a, 5.4.4b) into the

0(t)7 — 1, (5.4.5)

Tanner law (5.4.5) results in two ODEs for R(t), depending on whether G is zero,

Riom + 4V;G 7, (VGR)
dR ]| 47R  2,(V/GR) - RVGI,(VGR)
dt [_ ToRS + 96vf] "
247 R3 ’

q
- %R -1, (5.4.6a)

dR

(5.4.6b)

to be solved subject to an appropriate initial condition. Since the fixed contact
angle condition does not relate the contact line position to the contact angle and
contains no time derivative, similar analysis cannot be carried out in that case.
McKinley and Wilson [42] derived and solved a similar expression for general

Tanner laws, nondimensionalising the problem in an alternative way.

5.4.2 Equilibrium solutions

The system is at equilibrium and steady when 6 = 1, and the Tanner law (5.4.5)
is solved to give R(t) = Ry. This means the position of the contact line position is
constant at r = Ry, and is found by solving the contact angle condition (3.2.32) (b),

for Ry which becomes

dh

— =—1. 5.4.7
T (5.4.7)
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Therefore, the previous discussion of equilibrium solutions, performed in §3.4, is
valid in this case and the equilibrium contact line position can be determined given

a centrifugal number, ¢, and a Bond number, G.

5.4.3 Linear stability

The method of performing the linear stability analysis differs from the method
presented in chapter 4. In this case, instead of assuming the form of the per-
turbation to the free surface as done in chapter 3, we have solved the evolution
equation (5.4.1) directly and therefore know the height of the free surface as a
function of the unknown contact line position, R(t) (5.4.3a, 5.4.3b). The position
of the contact line is subsequently found by solving (5.4.6a, 5.4.6Db).

We perturb the contact line and contact angle in an axisymmetric fashion from

the equilibrium contact line position Ry according to
R(t) = Ro + eRi(t), 0(t) = b + €bi(2), (5.4.8)

where € < 1. The contact angle condition (3.2.32) (b) at O(e) determines the

perturbed contact angle

0 ([ Oh
=k / | gy,
The Tanner law (5.4.5) at O(e) is
g = R, (5.4.10)

after substituting the O(¢) contact angle (5.4.9). Hence, the solution of the ODE
(5.4.10) subject to initial condition that R;(0) = Ry, is

Ri(t) = Rie™ ™, (5.4.11)

showing that, as assumed in §4.1, the perturbation to the contact line grows or
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decays exponentially in time. In the notation of chapter 4 the growth rate oy is

_ 0 [ohn
0= "9k \ or -

which is a more general expression for the eigenvalues calculated in §4.2, both
when G > 0 (4.2.5a) and when G = 0 (4.2.5b). In §4.3 we established that the

point in the parameter space where the centrifugal number is maximum, (¢,,, Ro.),

, (5.4.12)
R(t)=Ro

is a saddle node bifurcation point for fixed Bond number. Similarly if ¢ is large
enough the maximum value of G, at the point (G,,, Ry.) is also a saddle-node
bifurcation point for fixed ¢, demonstrated by the neutral stability curve of m = 0
in figure 4.3. The form of the growth rate (5.4.12) gives interpretation to this
feature, since we see that o,, = 0 corresponds where a turning point of h,.(R(t), 1)
occurs in Ry within the parameter space, which is exactly the definition of the

point (¢, Ro.) or (G, Roc)-

5.4.4 Comparison with numerical solution

The linear stability analysis assumes a small, axisymmetric perturbation from
the equilibrium contact line position, Ry. We compare the growth rates, oy,
from the linear stability problem (5.4.12) to the numerical solutions of (5.4.5) for
sufficiently small perturbations. Recall that (5.4.12) is a more general expression
for the explicitly defined growth rates (4.2.5a, 4.2.5b), derived in §4.2. The linear,

axisymmetric perturbation grows in time from the equilibrium solutions like
R(t) — R[0] = €R; exp oot (5.4.13)

demonstrated by the solution (5.4.11).

The derived ordinary differential equation depends on whether G is positive or
zero, and is given by (5.4.6a, 5.4.6b), respectively. The appropriate initial con-
dition to compare with the linear stability analysis is the perturbed equilibrium
contact line position at t = 0, R(0) = Ry + €R; where ¢ < 1. If the system
is not perturbed from the equilibrium contact line position, then it will remain
in equilibrium for all time. Without loss of generality we can take R; = 1, so

that e defines the size of the perturbation to the contact line, rather than being a
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FIGURE 5.9: Comparison between the exponential growth with rate given by (5.4.12)
and the numerical solution of (5.4.6a) with initial condition R(0) = Ry + € where
€ = 1 x 107%. The cases where ¢ = 3.77, G = 10 are presented, (a, b) show the
unstable upper branch of solutions on normal and semi-logarithmic axis, whereas (c,
d) show the stable lower branch of solutions.

small arbitrary constant. The ODE (5.4.6a, 5.4.6b) is solved numerically using a

forward Euler scheme with a small timestep, dt,

R(to = 0) = R() + €, (5414)
Rltps1) = R(ty) +0t[0(t)" — 1], n > 0. (5.4.15)

For brevity the numerical scheme is formulated from the more general ODE (5.4.5),
where the contact angle, 0, at timestep ¢, is given by (5.4.4a, 5.4.4b), depending
on where G is non-zero. Furthermore, for solutions to be physical we require that
the height of the free surface is everywhere positive at each point timestep. The
first point on the free surface to reach z = 0 will be at » = 0, therefore we require

h(0,t,) > 0.

Figures 5.9 (a)—(d) show the comparison between numerical solutions of (5.4.4a)
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and the exponential growth of the contact line position (5.4.13), for two cases. The
specific cases presented are for G = 10, € = 107% and ¢ = (¢,u(G) + ¢.(G))/2 =
3.77. The value of ¢ is chosen to ensure two physical solutions for the contact line
position exist, one on either side of the saddle node bifurcation point, (¢,,, Ro.)-
Figures 5.9 (a, b) show the unstable case where Ry = 1.71 on both regular and
semi-logarithmic axes, whereas figures 5.9 (¢, d) show the stable case where Ry =
1.58 on equivalent axes. We see that in each case the agreement between solutions

is good. This is the case generally provided ¢ < O(1072).

5.4.5 Summary

To summarise, in the quasi-steady limit, C' = 0, where axisymmetry is imposed, we
solved the evolution equation (3.3.7) directly and subsequently derived an ODE for
the position of the contact line as a function of time from the Tanner law (3.1.10).
We derived an alternative, more general, form of the growth rate, ,,, than in
§4.2, the form of which gives interpretation to the results that the point (¢,,, Ro.)
is a saddle-node bifurcation point. Finally, we compared numerical solutions of
the derived ODE to the solutions of the linear stability problem, showing good

agreement when the size of the contact line perturbation, ¢, is sufficiently small.
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CHAPTER 6

O(1) Contact angle model;
formulation and equilibrium

solutions

In this chapter we formulate a model no longer making the assumption that the
static contact angle, 6., is small, in contrast to the previous modelling in chapters
3, 4 and 5. Therefore, we present an alternative nondimensionalisation for the
system of equations and boundary conditions including terms previously neglected

when making the lubrication approximation in §3.2.

Similarly to § 3.4, we discuss the hydrostatic, equilibrium case where the velocity
is zero within the rotating frame, and solve the resulting equations numerically,
determining the free surface shape and contact line position as before. Subse-
quently, in the small contact angle limit solutions are compared to those found in
§3.4. Due to limitations in the numerical method the contact angle is limited to

0<0.<m/2.

Finally, we develop a finite element method to solve a set of Stokes equations
on a domain defined by the previously determined numerical solutions for the
free surface shape when the contact angle is not small. We validate the method
by recovering the the equilibrium pressure, py, and velocity, wg, given a set of

predetermined boundary conditions.
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6.1 Model

We consider the same system described in chapter 3, modelling the experiments of
chapter 2; a fixed mass of fluid, on a flat plate, at constant temperature, in solid
body rotation about the vertical axis with a free surface. A schematic diagram
is shown in figure 3.1. The dimensional Navier-Stokes equations within a rotat-
ing frame of reference (3.1.1) and incompressibility condition (3.1.2) still apply.
The derivation of the equations of motion within the rotating frame is shown in

appendix A.

The dimensional boundary conditions at the free surface
S =z —h(r,o,t) =0, (6.1.1)

are the kinematic condition (3.1.4) and three continuity of stress conditions (3.1.5),
one in each direction. At the solid plate, z = 0, we again impose slip conditions
in the horizontal directions, instead of the classical no-slip conditions. We leave

the slip law general
Ou v = s(h)@
0z’ B 0z’

so that the Navier, Greenspan or another slip model can be discussed depending

u=s(h) (6.1.2)

on s(h). It is useful to write (6.1.2) in terms of a metric tensor and hence in a
single equation

u” - (L—an") + s(h)a” - g - (L—#an") =0, (6.1.3)

where the radial and azimuthal components of this equation recover each of the
conditions (6.1.2) when s = —2, respectively. At z = 0 we again apply the

no-penetration condition (3.1.6), which can be written more generally as
u- =0 (6.1.4)

At the contact line, r = R(¢p, t), there are three physical conditions; the contact
condition (3.1.8), the contact angle condition (3.1.9), and the contact line kine-
matic condition (3.1.11). As discussed in § 3.1, the contact angle condition (3.1.9)

must be coupled with a modelling assumption the contact angle itself. For this
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model we choose the fixed contact angle condition, investigated in §5.2 for small

contact angles, so that the contact angle condition (3.1.9) immediately becomes

Ooh

L

= —tan0, (6.1.5)

for fixed contact angle, .. On the axis r = 0 we impose the velocity regularity
(3.1.12), and differentiability (3.1.13) conditions. Finally, since the mass of fluid
placed on the plate is fixed we again impose the volume conservation condition

(3.1.14).

6.2 Nondimensionalisation

In contrast to the nondimensionalisation performed in §3.2, here we nondimen-
sionalise the system of equations making no assumption about the comparative

size of the radial and axial length scales. Hence, we introduce the following scales
r=Lx', u=Uu, v=Vi, w=Wuw', t=Tt, p=Pyp, (6.2.1)

where = r# 4 22 is a position vector. We take the velocity scales to be equal,
U =V = W, so that the each term in the incompressibility condition (3.1.2)
balances

V- =0. (6.2.2)

We again take the lengthscale, L, to be determined by the volume conservation

condition (3.1.14) so that L = Vfl/g, leaving

2m R (p,t")
1= / / B (1, o, t") dr'de. (6.2.3)
o Jo

The free surface kinematic condition (3.1.4) determines the timescale T' = L/U

and simplifies to
[ a_hl + u’a_h/ + U_/a_h/
o ar' ' dp

on .. Whereas, the contact line kinematic condition (3.1.11) simplifies to

(6.2.4)

w

,  OR n v OR
ot dyp

u (6.2.5)
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at the contact line, 2/ = 0,7 = R/(p,t).
N pul o, gl R
—[Plp'f +2 [T}e:’ = —[P] (p’g + {ﬁ} (V' n)). (6.2.6)

Since the experiment described in chapter 2 is characterised by smooth, laminar

flow we take a viscous pressure scale so that P = uU/L, hence

1
—pa+2-n=— (p’g + a(V’ . ﬁ))ﬁ (6.2.7)
Here we define the capillary number C' = pU /7 as the ratio between viscous and
surface tension effects, as done previously for the fixed contact angle condition
discussed in §5.2. Next, we consider the equations of motion (3.1.1), keeping a
general velocity scale, U. Since our length scales for each direction are identical

we can consider the equations in vector form so that

&

D/ P
7 } v —{—} V/p/—l—[pQQL]T’/’f'—Q[pQU]ZAXu—[pg]2+[ﬂ} V2. (6.2.8)

Dt/ L L?

Substituting the viscous pressure scale P = uU/ L, gives the nondimensional equa-

tions of motion,

Du’

R
“Dr

2 G
= -V'p + Er’f — ﬁz X U — 52 + V2%, (6.2.9)

with Reynolds, Ekman, centrifugal, Bond and capillary numbers defined as

L 028 2
Re= UL gk, L gl WU

. . (6.2.10
It pQAL? gl g g ( )

respectively. We again take the velocity scale as U = 7/pu, as in §5.2.2) so that
each term in the stress condition matches, coresponding to taking C' = 1. For
clarity we will include C' in all of our analytical calculations but set C' =1 in all

numerical calculations.

The nondimensional equations of motion are therefore identical to those in the
previous thin film model prior to taking the limit . — 0, but with the aspect
ratio . = 1 so that the vertical and horizontal lengths are scaled in the same
way. Hence, in the equations of motion we cannot discard terms arising from the

Laplacian operator previously deemed to be negligible in the thin film model. We
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make a Stokes flow approximation by taking the limits
Re — 0, Ek — oc. (6.2.11)

Dropping the dash notation leaves a set of Stokes flow equations which include

centrifugal and gravitational forces,

0=—Vp+ %T'F - gz +Vu, V-u=0. (6.2.12)

At the solid plate z = 0 the equations of motion (6.2.12) are subject to the slip
(6.1.3) and no-penetration (6.1.4) conditions,

u' - (L—-nna")+sh)p’ o (L-nn")=0, u-n=0, (6.2.13)

where the slip functions have been nondimensionalised appropriately. At the free

surface z = h the continuity of stress conditions (6.2.7) and kinematic condition

(6.2.4) apply

K oh oh voh

R 42— — Bla, 2,2t _voh 6.2.14
pretie-n <p9+0)n’ ar " Yo r oo’ ( )

where 7 is the unit outward pointing normal from the fluid into atmospheric gas,
k = V -7 is the curvature of the free surface and p, is the atmospheric pressure.
At the contact line r = R(p, t) we impose the contact (3.1.8), contact angle (3.1.9)

and the contact line kinematic conditions (6.2.5)

Oh
h(r,p,t) =0, — = —tan(f,), (6.2.15)
or
R vOR
— =u— ——— 6.2.16
a " r oo’ ( )
respectively. At r = 0 the free surface must have zero gradient so that
oh
— = 2.1
7 0, (6.2.17)

and the velocity must be regular along the axis,

lu(0, p, z,1)| < oo. (6.2.18)
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Finally, we impose the volume conservation condition

2 rR(pt)
1= / / rh(r, p,t) drde. (6.2.19)
o Jo

6.3 Equilibrium solutions

Similarly to the analysis performed in §3.4, we look for a steady, axisymmetric
solution in a hydrostatic regime, so that h = ho(r), and ug = 0. Solving the Stokes
equations (6.2.12) under these conditions determines the equilibrium pressure. In
comparison to the thin film formulation, all additional terms in this model are
dependent on the velocity, which is zero. Therefore, the equilibrium pressure is

identical to that in the thin film model (3.4.1),

G
po(r, 2) = poo + %7’2 -0 (6.3.1)

where pgg is the constant pressure at the origin. Note that both the free surface
kinematic (6.2.14) (b) and contact line kinematic condition (6.2.16) are satisfied
automatically due to uy = 0 and the equilibrium solutions being independent of
time. To find the equilibrium free surface shape, ho(r), we use the continuity of
stress condition (6.2.14) (a), where the unit normal to the free surface (6.1.1) is

defined as
V.S —ho? + 2

VAT (L +h@)?

where prime notation denotes differentiation with respect to the radial coordinate,

f = (6.3.2)

r. The stress condition (6.2.14) simplifies to
Clpo—py) =V - (6.3.3)

in both the radial and axial directions. Substituting the equilibrium pressure
(6.3.1) and the expressions for the normal and unit normal (6.3.2) into the stress

condition (6.2.7) results in,

h/3 h// h/
C(poo—pg)‘F??”Q—Gho:— 0 7o T o

: R (6.3.4)
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a nonlinear, second order, ordinary differential equation (ODE) for the equilibrium
shape, ho(r). The ODE (6.3.4) is subject to four boundary conditions; the volume
condition (6.2.19),

Ry
1= 27?/ rho(r) dr, (6.3.5)
0

the contact condition (6.2.15) (a),
ho(Rp) = 0, (6.3.6)
the contact angle condition (6.2.15) (b),
hy(Ry) = — tan .., (6.3.7)
and finally the differentiability condition (6.2.17),
1. (0) = 0. (6.3.8)

Note that the volume, contact and differentiability conditions are identical to those
used in the thin film model, whereas the contact angle condition (6.3.7) cannot
be simplified as in §3.4, since the contact angle is no longer necessarily small.
The four boundary conditions determine the four unknowns in the problem; two
constants of integration from (6.3.4), the constant pressure difference poy — py,
and the position of the contact line, Ry. Furthermore, we require that solutions
are physical, that is, the height of the free surface is everywhere non-negative.
We solve the system (6.3.4)—(6.3.8) numerically using the Chebfun package [105],
giving the solution hg(r) and the contact line position, Ry. Our numerical method
assumes that the solution, ho(r), is not multivalued, restricting the analysis of the
contact angle to 0 < 0. < w/2. At 0. = m/2 the contact angle condition (6.3.7)
is singular and so cannot be included. Figure 6.1 shows three examples of the
equilibrium solution, z = hy(r), for different values of the Bond number G, when
the contact angle, 6. = m/3, for which we see that the contact line position, Ry,

increases with G.
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FIGURE 6.1: Equilibrium free surface shape ho(r) in the region 0 < r < Ry, which
are solutions of (6.3.4)—(6.3.8), when G = 0,30, 70,100 for ¢ = 2 and 6, = 7/3.

6.3.1 Results

Similarly to the thin film solutions in § 3.4, we identify two important points in
the parameter space; the maximum value the centrifugal number, ¢, can take and
the maximum value the contact line position, Ry, can take. Recall that the former
is denoted (¢, Ro.), where Ry, is the corresponding value of Ry, while the latter

is denoted (¢., Ro;m). The same notation was used in §3.4.

Above the maximum contact line position, Ry,,, solutions are unphysical, such
that the height at the origin is negative. Therefore, given the contact angle, 6.,
and the Bond number, G, we impose the extra boundary condition hy(0) = 0 and
can determine an extra unknown. Specifically, the extra unknown is the critical
centrifugal number, ¢., at which the free surface touches down at the origin,
determining the point (., Ro,,). The minimum value of Ry always corresponds
to where no rotation occurs so that, ¢ = 0. Physically, this could be anticipated
since the centrifugal force is directed radially outwards from the centre of rotation
and moves the contact line in this direction as ¢ increases. Therefore, given a
Bond number, G > 0, and a contact angle, 0 < 0. < 7/2, we can determine the
maximum and minimum values of Ry, and subsequently construct the parameter

space within which equilibrium solutions exist.

Figures 6.2 (a)—(d) show how the contact line position varies with centrifugal num-
ber for increasing values of the contact angle, ., across each figure. In each figure
solutions are shown for G = 0,10, 30 in different colours. The point (¢., Rom) is

shown with a black cross, below which solutions are physical and shown in solid
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FIGURE 6.2: Plots showing the contact line position as a function of centrifugal
number, ¢, for various contact angles. On each sub-figure solutions for G = 0, 10, 30
are shown, where a solid line indicates a physical solution, and dashed line unphysical
solutions. The bifurcation points (¢, Roc) and (¢, Rom) are indicated with a black
circle or cross, respectively.

coloured lines and above which solutions are unphysical indicated with dashed
lines. Similarly to the results in the thin film limit, for each Bond number, G,
and contact angle, 6., increasing the centrifugal number increases Ry, which is
consistent with the physical interpretation given in § 3.4. But, beyond the critical
value, ¢. we find for a given set of parameters the solution is multivalued as the
centrifugal number is varied. Specifically, when ¢. < ¢ < ¢, a single value of
¢ gives two solutions which are physical. Conversely, the centrifugal number, ¢,
as a function of the contact line position, Ry, is one-to-one. Hence, to ensure
all solutions are found, it is instructive to calculate the maximum and minimum

values of Ry as described above, and subsequently edit the numerical scheme to

solve for ¢, given Ry which lies in this range.
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In the thin film limit previously considered, the free surface shape, ho(r), was
known analytically and subsequently the point at which ¢ is maximum (¢,,, Ro.)
was calculated by numerically solving two coupled transcendental equations. The
solutions to the full equilibrium problem including previously neglected terms de-
scribed here is purely numerically, and so the maximum is found using a golden-
section search [106]. This algorithm finds any extremum within a prescribed inter-
val, successively narrowing the range in which the extremum lies using the golden
ratio, giving the algorithm its name. The initial interval in Ry is taken as the two
solutions when ¢ = ¢,, since the maximum value of ¢ always lies in this range.
On each of the sub-figures in figure 6.2 the point (¢, Ro.) is shown with a black

circle.

In each figure 6.2 (a)—(d) we observe that as the Bond number, G, increases for
fixed centrifugal number and contact angle that the equilibrium contact line po-
sition, Ry, increases. This feature is consistent with the findings within the thin
film limit, discussed in § 3.4 where a physical interpretation was provided. Fur-
thermore, as G is increased the maximum centrifugal number at which equilibrium
solutions exist, ¢,,, decreases. Overall, the contour plots shown in figure 6.2 are
qualitatively comparable to those previously discussed within the thin film limit
in figure (3.3), in terms of the trends of varying both the centrifugal and Bond

numbers.

The two points of interest, along with the minimum value of Ry bound the space
in which solutions exist for a fixed contact angle as G is varied. Figures 6.3 (a)—(c)
show the region where solutions exist in the G — ¢ space, while figures 6.3 (d)—(f)
show the G' — Ry space, for increasing contact angle across the row. These sets of
figures are analogous to figures 3.4 (a, c), respectively and show the two points of
interest as G is varied in each figure. The point (¢,,, Ro.) is traced with a black
line while the point (¢., Roy,) is traced with a red line. We see that there is no
qualitative difference in the parameter space when the contact angle is taken to
be O(1) and when it is small in §3.4. Therefore, the analysis and interpretation
of varying both the centrifugal and Bond numbers for a fixed contact angle is as
stated in §3.4 for the thin film solutions. However, increasing the contact angle

does change the numerical parameter ranges in which equilibrium solutions exists.

Figures 6.2 (a)—(d) show that increasing the contact angle increases the maximum
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value of the centrifugal number, ¢,,, while decreasing the corresponding value of
Ry.. Physically, this means that systems with larger contact angles can sit at
equilibrium with zero velocity at greater rotation rates than those with lower con-
tact angles. This is visualised in the solution spaces in figures 6.3 (a)—(c) where
as the contact angle increases across the row the parameter space encapsulates
greater values of ¢. Moreover, for any point where G and R, are fixed increas-
ing the contact angle results in a greater value of ¢ at which the solution is in
equilibrium. Furthermore, we see in figures 6.2 (a)—(d) that increasing the contact
angle decreases Ry for the same combination of ¢ and . This is more clearly vi-
sualised across figures 6.3 (d)—(f) where the shaded region within which solutions
exist moves down as the contact angle is increased. This is demonstrated by the
¢ = 1 contour which moves down for each value of G shown. The position of the
contact line decreasing as the contact angle is increased is consistent with volume

being conserved.

Note that, the model for the contact angle presented within this chapter is the
fixed contact angle model, introduced in §5.2. When analysing equilibrium solu-
tions for the fixed contact angle condition in § 5.2 we established that equilibrium
solutions are identical to those when the Tanner law is used, under a thin film

approximation. Recall that the Tanner law is

OR

- = q _ A9
o = (00, (6.3.9)

which is coupled with contact angle condition (3.1.9), repeated as

Oh

a0 T = —tand. (6.3.10)

=R(pt)

Therefore, when in equilibrium, # = 6., so that equilibrium solutions when the
Tanner law is imposed also satisfy the contact angle condition (6.3.7). Hence,
a model subject to the Tanner law and one subject to the fixed contact angle
condition (5.2.1) give identical equilibrium solutions, as is the case for the thin

film models discussed in chapters 3, 4 and 5.
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6.3.2 Comparison to thin film solutions

In our derivation of the thin film equation (3.3.7) in §3.2-3.3, we neglected terms
of O(6?). The nondimensionalisation of the O(1) contact angle model described
in §6.2 differs from the one performed for the thin film model in § 3.2, since each
nondimensional quantity does not involve the contact angle. Instead, the contact
angle appears only in the contact angle boundary condition (6.3.7). Therefore,
there exists a transformation between the two models involving the contact angle,
where each nondimensional variable and number will be transformed so that the
models will be comparable. These transformations are derived in appendix C.
Subsequently, we can assess the quality of the previously made assumption that
the contact angle is small, and the equilibrium solutions between models. In §5.2.2
we stated that the equilibrium solutions are independent of whether the Tanner
law or fixed contact angle is imposed. Hence, although we are only considering the
fixed contact angle model in the current regime, solutions will also be comparable

to the equilibrium solutions when the Tanner law (3.1.10) is imposed instead.

The most important transformations derived in appendix C are that on the nondi-
mensional centrifugal number, ¢, the Bond number, G, the free surface, hg, and

the contact line position, Ry, which are

ou =001, Gu=0"G (6.3.11)
hou(r) = 023hot(0,1%m1),  Ron = 0, * Ry, (6.3.12)

respectively. The subscript notation is consistent with that in appendix C and

denotes (I) the thin film model and (II) the O(1) contact angle model.

Figures 6.4 (a)—(d) show the equilibrium solutions shape for both the O(1) model
and the thin film model for different contact angles. In each figure the thin film
solution when ¢; = 2, G; = 10 is shown with red dashed lines whereas the trans-
formed O(1) contact angle solutions are shown with a solid blue line. Each function
is plotted in the thin film regime, so that the thin film solution is invariant be-
tween figures. Immediately we observe that when the contact angle is small in
figure 6.4 (a), the comparison between solutions is good, in both the free surface,
ho, and the position of the contact angle, Ry. The contact angle is increased

over figures 6.4 (a)—(d) and as the contact angle gets larger the error between the
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FIGURE 6.4: Solutions of (6.3.4) when ¢; = 2 and Gt = 10 for 6. = 0.1,0.7,1, 1.3,
shown in blue. Also shown with the red dashed lines is the thin film solution obtained
in §3.4.

free surface solutions becomes apparent. The discrepancy in the apparent contact
angle increases across figures 6.4 (a)—(d) and is representative of the small angle
approximation, tan(f.) = 0., breaking down for large contact angles. Although
the contact angle is large, the thin film solution performs well in calculating the

contact line position, Ry.

Figures 6.5 (a)—(d) show how the contact line, Ry, varies with ¢ for different contact
angles for the two models. Similarly to figure 6.4, the O(1) contact angle model
solutions are shown with a solid blue line, whereas the thin film solutions are
shown with a red dashed line. The solutions for R, are plotted in the parameter
space of the thin film model when Gy = 5, so that these solutions are invariant as
the contact angle is increased across sub-figures. The points of interest are also
plotted for each solution in their respective colours, whereas in figure 6.2 (¢, Roc)
is plotted with a circle while (¢., Roy,) is plotted with a cross. The non-physical

solutions previously shown in figure 6.2 are not included in this figure.
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F1GURE 6.5: Contact line position, Ry, as a function of ¢ for various contact angles,
for both the thin film model I, and the current model II. Each plot is within the
scaling for model I, showing the case where G = 5, where transformed solutions of
model II are shown in blue, while solutions of model I are shown in red.

In figure 6.5 (a), when the contact angle is small, we see that the agreement be-
tween solutions is good. This is expected since the previously neglected terms
should have a smaller effect when included if the contact angle is small. Across
figures 6.5 (a)—(d) the contact angle increases, and we observe the agreement gets
worse. This feature is also anticipated since in the thin film scaling the previ-
ously neglected terms are O(6?), and so the effect of including them will increase
with the contact angle. Although the agreement between solutions decreases as
the contact angle increases, we note that the thin film solution performs well in

predicting the range of Ry possible, even when the contact angle is not small.

In figures 6.5 (a)—(d) as the contact angle is increased it can be observed that the
range in which solutions exists decreases, which at first glance is contrary to the

findings above, where we stated that larger contact angles can support equilibrium
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FIGURE 6.6: Convergence of percentage error between full model including O(6?)
terms and thin film model for the measures (a) ARy and (b) AA, defined in (6.3.13).

solutions at larger rotation rates. It is important to remember that in the thin
film model, the centrifugal number, ¢, defined in (3.2.22) contains the contact
angle, so that the x-axis of each figure is scaled with the contact angle. If each
figure was plotted on axes independent of the contact angle we would see that
the larger contact angles support greater rotation rates as seen in figures 6.2 (a)—
(d). However, we can say that for large rotation rates the thin film model always

overestimates the possible range of ¢; more specifically, 02¢,,; > Gprr.

To measure the error between the semi-analytical thin film solution described in
§3.4 and the full numerical solution including all terms, we consider the error
in the contact line position Ry, and the area bounded between the two curves.
The first of these measures how well the equivalency (6.3.12) (b) holds. Since
the domain of the two solutions are different, to calculate the bounded area each
solution is transformed onto a fixed domain 7 = [0, 1], and the area bounded below
each curve is calculated. Therefore, the two measures of the error are defined as
1

ARy = |Rot — 0Y*Ron|, AA=|A — Ay| = / Rothot(7) — 023 Rophou (7)d7| .
' (6.3.13)

Figure 6.4 (a) shows the comparison between the analytical thin film solutions

(3.4.9a, 3.4.9b) and the numerical solution of (6.3.4) when 6, = 0.1; the maximum

contact angle for which the error in the small angle approximation tanf,. = 6.
is less than 1%. We see the agreement between the analytical and numerical

solutions is good, with the percentage error in ARy compared to Ry; being less
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than 0.09%.

Figure 6.6 shows percentage error of both (a) ARy and (b) AA, as the contact angle
is varied for various combinations of centrifugal number, ¢, and Bond number, G.
We find that each of the percentage error decreases as the contact angle decreases
like 2. This could be anticipated since the terms neglected when deriving the thin
film equation are O(6%). When the contact angle is O(1) we see that the percentage
error in both ARy and AA can be O(1). Hence, the lubrication approximation
produces equilibrium solutions with surprisingly good agreement with the full
numerical equilibrium solutions when the contact angle is sufficiently small, while
if the contact angle is O(1) the neglected terms have a more noticeable effect on

the equilibrium solutions.

6.4 Finite element verification of equilibrium solu-

tions

In this section we develop a numerical method of solving a set of Stokes equations
on a domain defined by the numerical solution for hy(r) found in §6.3. Specifi-
cally, we use a finite element method, solving for the equilibrium pressure, py and

velocity, ug, given boundary conditions described in §6.2.

6.4.1 Equations of motion

The equations of motion (6.2.12) written in component form and assuming ax-
isymmetry to reflect axisymmetric solutions found in § 6.3, so that p = po(r, 2, t)

and u = uo(r, 2,t) are

_ Opo o) 2 Ug
O—W—FET’—FV UO—T—z, (641)
0=V — % (6.4.2)
0= % - gz + V2w, (6.4.3)
10 8100
= —-—— —_— 4.4
0 r@r(ruo) + 0z’ (64.4)
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where the subscript 0 denotes equilibrium quantities. The solution we expect to

recover is that found in §6.3,

_ ¢ 2 G _
Po=Poo + 557" = 5% U0 = 0. (6.4.5)

We begin with the equilibrium free surface shape, ho(r), and therefore the con-
tact (6.2.15) (a), contact angle (6.2.15) (b), differentiability (6.2.17) and volume
(6.2.19) conditions are automatically satisfied. The equations of motion for the

leading order system (6.4.1)—(6.4.3) can be written in the form
0=V-g,+fo, V-u=0, (6.4.6)
where fo = (¢r7 — G2)/C, and the stress tensor is defined as

g, =—poL + 2, = —pol + Vg + (Vo). (6.4.7)

6.4.2 Variational formulation

To implement the finite element method we must formulate the equations of mo-
tion (6.4.6) in weak form. To do so, we first define the inner product appropriate

to the geometry,
(u,v) = / u - vrdrdedz. (6.4.8)
Q

The domain, €2, is defined as the region bounded by the curves z = 0, r = 0, and

z = ho(r), and is shown in figure 6.7.

The weak formulation is derived by taking the inner product (6.4.8) of a vector

test function, ¢, and the equations of motion (6.4.6) (a), giving

0 = /(V-go+fo)-tda: (6.4.9)

S l(eu)olt + (o)t da (6.4.10)

UO ij no t ds — /( p0(52] + 2(60)2]) i.j (fo)t da (6412)
Q

/

_ / ai (00)isti] — (00)istis + (fo)its da (6.4.11)
K
[,

no -tdS — / —poV -t+2e Vit fo- )dsc (6.4.13)

138



CHAPTER 6: O(1) CONTACT ANGLE MODEL; FORMULATION AND
EQUILIBRIUM SOLUTIONS

0Q;

0Q,

oQ,

FIGURE 6.7: A mesh defined by the free surface z = ho(r) for ¢ =2, G = 50 and
0. = 7/3. The mesh is more refined at the free surface so that the element size is
smaller along this curve.

where g is the unit normal to the surface 9€2. We then take the inner product
(6.4.8) of the incompressibility condition (6.4.6) (b) with a scalar test function, g,

and sum the result with (6.4.13) leaving the general weak formulation

o:/ <—p0V-t—|—2§0:Vt+qV-uo+fo-t> da:—/ <g0-ﬁ0> -£dS,
Q N on N

(6.4.14)
which is yet to have any boundary conditions applied.

6.4.3 Boundary conditions

The equilibrium problem is axisymmetric and therefore we have three boundaries

to consider, the r-axis, the z-axis and the free surface which we label
891 LR = 0, (9(22 r = 0 893 Z = ho( ) (6415)

respectively, as shown in figure 6.7. Hence, the boundary term in (6.4.14) is

rewritten as the sum of each individual boundary term

/m< Atg) tdS Z / o, o) - dS; (6.4.16)

If we first consider the solid boundary 0€2;, we need to incorporate both the slip
and no-penetration conditions (6.2.13) in our weak formulation. John [107] gives
a method of implementing both the slip and no-penetration conditions weakly.

First, we rewrite the test function, ¢, in terms of its normal and tangential parts,

t = (t-fg)frg + (L — Ry )L, (6.4.17)
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so that the boundary integral term on 0€); can be rewritten as

/ (¢, 70) tas = | (Al g, 7)o -tas
891 891

+ /8 ) (7 - g,) - [(L = PoRg ) - t] dS. (6.4.18)

The no-penetration boundary condition (6.2.13) (b) is reformulated by instead

imposing the boundary condition

ug - frg + R -0, - g =0, (6.4.19)

0
where the penetration parameter ¢ < 1. Note that taking & = 0 recovers
(6.2.13) (b) exactly, whereas choosing & — oo prescribes free penetration con-
ditions. Therefore, in our numerical scheme we choose ¢ = 1072 to ensure the
no-penetration condition is satisfied. Hence, following substitution of the slip
(6.2.13) (a) and no-penetration conditions (6.4.19) the boundary integral term on

0€2; becomes

/ (Qo ' ﬁ0> tdS = - £ (ug - o) (t - o) S
o0

- o

—/ s(ho)Muy - (L — fgRyg) -t dS). (6.4.20)
o

Next we consider the boundary 0€),, the axis r = 0. Here we impose a stress free

boundary condition so that the boundary term is

o -fg)-tdS =0, (6.4.21)
[, (o)

and the velocity regularity conditions are satisfied, since any stress singularity at
r = 0 is avoided. Finally, on 023 we impose the continuity of stress boundary
condition (6.2.7). This boundary condition can be rewritten in terms of the stress

tensor,

N Ko\
go Ny = — (Pg + E)no, (6422)

and then directly substituted into the boundary term, giving

/ <go-ﬁ0> tdS, = —/ (Pg+ %)ﬁo-tdsg. (6.4.23)
893 (9Q3
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An alternative method to impose the stress condition is to use a Dirichlet boundary
condition, imposing that the pressure along the free surface is exactly given by
ko + py (6.3.3). The results of this yield smaller L*-norms between the numerical
and exact velocity and pressure solutions for the same number of elements, and
hence computational cost. The problem with this method is that within (6.3.3)
the assumption that ug = 0 is implicit. Therefore, it is more natural to impose
the stress condition in full, with no knowledge of the velocity solution, as has been

presented.

Substituting the three boundary terms (6.4.20, 6.4.21, 6.4.23) into (6.4.16) gives
the boundary integral term from (6.4.14),

/ <go.ﬁ0>.td5:— §1(u0~ﬁ0)(t-ﬁ0)d51—/ (Pg+%)ﬁo-tds3
[2)9] o0 003
_ / s(ho)"ul - (I — Aonl) - £dS). (6.4.24)
o0 -

Hence, the weak formulation of the equations of motion (6.4.6), subject to the

no-penetration, slip, free surface stress and regularity conditions is

Oz/(—pOV-t—l—2go:Vt+qV-'u,o+f0-t) da
Q

+/ (Pg + %) g - £dS; + & (uo - M) (t - g) ASy
003 o

+/ s(ho)tul - (I —ngnl)-tdS,. (6.4.25)
o -

The remaining boundary conditions are the free surface kinematic (6.2.14) (b) and

contact line kinematic conditions (6.2.16), which are
wo(r, ho(r)) — uo(r, ho(r))hg(r) =0,  ue(Ro,0) =0, (6.4.26)

respectively.

6.4.4 Solution method

First, we must determine the numerical solution for hy(r), using the method de-

scribed in §6.3 given each set of parameters under consideration. Following this,
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FIGURE 6.8: Velocity e and pressure o nodes for a triangular Taylor—Hood finite
element, reproduced from [109].

we use the GMSH finite element mesh generator [108| to produce a mesh defined
by ho(r), to a given maximum element size, .. GMSH provides the ability to
refine the mesh about specified curves or points to maximise the efficiency of our
code, that is, achieving a more accurate answer for the same numerical cost. If
refinement is used, the minimum element size is denoted by d_. Since we are
considering an axisymmetric problem, our mesh is two-dimensional meaning our
elements are triangles; an example of a mesh for ¢ = 2,G = 50 and 0. = 7/3 is

shown in figure 6.7, where the mesh is refined about the free surface, 0¢23.

In order to apply the stress conditions we require the curvature of the free surface,

Ko, which is calculated from the numerical solution for hg(r),

B he + rhy + R
r(1+ h@)3?

Ko = (6.4.27)

As described in § 6.3, we use the Chebfun numerical computing package to obtain
the function ho(r). Using the package we can accurately compute the numerical
derivatives required to calculate the curvature, including at the endpoints of the
domain. The curvature is calculated on a finer grid than the minimum element
size, 0_, and then interpolated at the free surface nodes produced from the mesh.
An alternative method of calculating the curvature is for each point to fit a circle
through itself and a point either side, and adding the inverse of this radius to a
correction term due to the coordinate system. We found that this method breaks
down at the end points, » = 0 and r = Ry, since there isn’t a point either side,
hence the curvature cannot be calculated accurately, increasing the error in the

final velocity and pressure solutions.
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We use the FEniCS package [110] to implement the finite element method to solve
the weak formulation (6.4.25). The benefit of using a package such as FEniCS
is the use of unified form language (UFL) during the implementation, meaning
we can easily choose finite element spaces and define expressions for weak forms
in familiar mathematical notation [111]. The specific finite element we use is the
Taylor-Hood element [112, 113, since it approximates both velocity and pressure
well, is not too numerically costly, and satisfies the discrete inf-sup condition
[109]. The Taylor-Hood element consists of a continuous piecewise quadratic
approximation of each velocity component combined with a continuous piecewise
linear approximation of the pressure. Hence, the velocity space and pressure spaces
are

Vi = {v € [CYD)]: v|g € [PA(K)]}, (6.4.28)
Qn=1{veC’ ) v|x € PK)}, (6.4.29)

respectively, for a finite element K, and spatial dimension d. In (6.4.28,6.4.29),
C°(£2) denotes the set of continuous functions on €2, while P denotes nth order
polynomials. Figure 6.8 shows the positions of the velocity and pressure nodes for

a triangular Taylor-Hood element.

The mesh is converted into the correct format and imported, meaning we can
define the function space, and hence the trial and test functions. Next, using UFL
notation we define the weak form (6.4.25) ensuring that the correct inner product
for the geometry (6.4.8) is used by multiplying each term by rdz. Finally, we call
the solve function, which assembles and inverts the linear problem, returning the

velocity and pressure solutions.

6.4.5 Results

Figure 6.9 shows representative velocity and pressure solutions for the case that
¢ =2, G =50 and 0. = 7/3. The mesh used to produce these figures had
23711 elements, with the element sizes being uniform, that is, no refinement is
used. A simulation of this resolution takes approximately 8.8 seconds to run on
a desktop computer. The velocities in the radial, ug(r, z), and axial, wy(r, 2),
directions are shown in figures 6.9 (a, b), respectively. The azimuthal velocity,

vo(r, 2), is not shown but is exactly zero everywhere. Conversely, the radial and
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FIGURE 6.9: Numerical solutions of the axisymmetric equations of motion (6.4.6)
when ¢ = 2, G = 10, 6. = w/3. The radial and axial velocities, and the pressure are
shown.

axial velocity components are small but non-zero. For the case presented the
maximum radial and axial velocities are O(107%). We see that in both cases the
largest velocity magnitude appears where the curvature is greatest, due to the
piece-wise element approximation of the free surface being poorer in this region.
Furthermore, the axial velocity along the z = 0 axis is O(107'!) and constant,
satisfying the no-penetration condition (6.1.4) closely. Therefore, we observe the
solution for the velocity is close to hydrostatic, uy ~ 0, satisfying the kinematic

conditions (6.4.26).

The numerical pressure solution, po(r, z), is shown in figure 6.9 (¢) and matches
the expected pressure distribution (6.3.1) very well. We see that contours of con-
stant pressure are parabolic, which again is expected given the exact equilibrium
pressure (6.3.1). Figure 6.10 (a) shows the difference between the pressure solution
along the z = 0 axis and the reference pressure at the origin plotted on logarithmic
axes. Also shown is the exact pressure solution (6.3.1). The numerical solution
aligns well with the expected solution in that the pressure is quadratic along lines
of constant height, with a linear function with slope 2. Along any axis z = k
with k less than the maximum height of the free surface, the numerical results are
the same. Figure 6.10 (b) is similar but shows the difference in pressure solution

along the r = 0 axis along with the expected solution. We again observe that
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FIGURE 6.10: Pressure difference along (a) z = 0, and (b) » = 0, demonstrating
that the solution (6.4.5) (b) is recovered. (c) Pressure jump across the free surface in
comparison to the curvature, kg, showing the the stress condition (6.4.22) is satisfied.

the numerical and exact solutions align well with the pressure rising linearly as z
increases. The same numerical results are produced along any axis » = k, where

k?<R0.

Figure 6.10 (¢c) shows the numerical jump in pressure at the free surface z =
ho(r) in comparison to the curvature of the free surface, k9. The pressure jump
and curvature are the left and right hand side of the stress condition (6.3.3),
respectively, and are shown to agree well. It is consistent that the agreement
between these quantities is good, provided that (6.2.7) is implemented correctly.
Therefore, figure 6.10 (¢) demonstrates that the stress condition (6.2.7) is being
applied properly at the free surface.

Solutions for the velocity and pressure converge to their respective analytical so-

lutions (6.4.5) as the maximum element size §, decreases, so that the resolution of
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FiGURE 6.11: Convergence of L2-norm of the pressure and velocity solution of
(6.4.25), subject to stress, regularity, slip and no-penetration conditions for ¢ = 2,
G = 50. The constant slip function used is s(h) = 8 =1 x 1073. Solutions on refined
meshes are also plotted for reference.

the mesh increases. This should be expected since increasing the resolution results
in a greater number of nodes on the free surface, hence a better approximation of
the free surface, ho(r), and its curvature, ko. Figure 6.11 shows the convergence
of the L?-norm of velocity and pressure solution to the exact solution given by
(6.4.5) for a specific ¢ and G. We find that on a uniform sized mesh where §, = §_
the velocity and pressure solution both converge like n=!, where n is the number

of elements.

The meshing software GMSH allows for refinement of the mesh about a curve or
point, as mentioned in §6.4.4. We can refine about the free surface, so that on
0€)3, the element size is §_, rising to . after a given distance. Therefore, when
the mesh is refined in this way, the curvature (6.4.27) of the free surface is better
approximated on an overall coarser mesh and the stress boundary conditions are
applied more accurately. This results in the same level of accuracy of the solution
for fewer elements, meaning lower computational expense. Figure 6.11 also shows
the L?-norm of pressure and velocity solutions on meshes where the target size of
elements on the free surface is five times smaller than the maximum element size,

so that §_ = d, /5. We see that for the same number of elements that the error in
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both the pressure and velocity is lower, and converges at the same rate.

6.5 Summary

In this chapter we formulated a model no longer assuming that the contact angle
is small, 6., in contrast to the previous modelling in chapter 3 and much of the
literature detailed in chapter 1. The existing literature focuses on thin film so-
lutions of the governing equations, where equilibrium solutions were determined
by McKinley et al. |42, 43|. Consequently, the analysis presented in this chapter
concerning equilibrium solutions when the contact angle is no longer small, and
subsequent comparison to the thin film equilibrium solutions of McKinley et al.

[42, 43|, reproduced in § 3.4, are novel contributions to the literature.

We nondimensionalised the system of equations and boundary conditions in an
alternative way, with the contact angle functioning as an arbitrary boundary con-
dition, rather than within the nondimensional quantities as before. The resultant
equations of motion and boundary conditions contain all terms previously ne-

glected when taking the lubrication approximation in §3.2.

We found steady, axisymmetric, equilibrium solutions for the free surface, ho(r),
and the constant equilibrium contact line position, Ry. The analysis in this chapter
differs from that in § 3.4 since we now include terms previously neglected under the
lubrication approximation of (3.2). Therefore, we use a purely numerical scheme
to solve the derived ODE (6.3.4), for both hy(r) and R, simultaneously.

We established that for fixed Bond number, GG, the results as ¢ is varied is qualita-
tively the same as the analysis in § 3.4 and to the results of McKinley [42, 43]|; for
a given Bond number, there exists a maximum nondimensional rotation rate, ¢,,,
beyond which equilibrium solutions do not exist. Furthermore, we determined the
effect of varying the contact angle, finding that larger contact angles can support
equilibrium solutions at greater rotation rates. Subsequently, we assembled a pa-
rameter space in which physical, equilibrium solutions exist which are qualitatively

similar to those presented in § 3.4.

Next, we compared the numerical solutions of the full model to the semi-analytical

solutions determined by McKinley et al. |42, 43] and detailed in § 3.4, finding that
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the lubrication approximation compares well to the full model including previously
neglected terms for contact angles less than 0. = 7/2. However, the thin film
solutions detailed within § 3.4 have the advantage of providing an analytical form
rather than the purely numerical solutions found within this chapter. We found
that, as may be anticipated, when transformed appropriately solutions converge

like #%; the magnitude of neglected terms in the thin film analysis.

We developed a numerical method of solving a set of Stokes equations on a domain
defined by the numerical solution for hg(r) found in §6.3. Specifically, we used a
finite element method and solving for the equilibrium pressure, py and velocity, u,
given the curvature of the free surface, kg, calculated from the free surface, ho(r).
We used the FEniCS package to implement the finite element method, and show
that the expected equilibrium solutions for velocity and pressure are recovered.
Finally, we show that the L?>-norm of the velocity and pressure converge to the

exact solution at a rate of n~!

, where n is the number of elements in the finite
element mesh. The implementation of this method gives a good foundation for
solving the subsequent perturbation equations to assess the linear stability of

equilibrium solutions.
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O(1) Contact angle model; linear
stability analysis

In this chapter we discuss a method of assessing the linear stability of the equi-
librium solutions described in §6.3. Similarly to chapter 4 we first derive the
equations of motion and boundary conditions at O(e), given a normal mode per-
turbation, defined by a wavenumber, m. We then present a method of solving the
perturbation equations using a finite element method, subsequently discussing the

solutions and results.

7.1 Linear stability formulation

In this section we formulate a model to assess the linear stability of the equilibrium
solutions discussed in §6.3, including the terms previously neglected in the thin
film model of chapters 4 and 5. We make a normal mode assumption and describe
a method to solve the perturbed equations of motion for the O(e) velocity and
pressure, using a finite element method similar to that described above in §6.4

but with the added complexity of an unknown free surface perturbation, hy(r).

7.1.1 Equations of motion

We consider a small perturbation to the initial condition (6.4.5) of the form u =

eui(z,t)+0O(€?) for the velocity and p = py(r, z)+ep1(x, t)+O(€?) for the pressure,
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where € < 1. The free surface and contact line deform as h = ho(r) +€hy(r, ¢, t) +
O(e?), and R = Ry + eRy(p,t) + O(€?), respectively. Since we are considering a
model where the contact angle is fixed, no perturbation is applied to the contact
angle. During this analysis all perturbation quantities have the subscript 1 and
satisty

0=—-Vp +Vuy, V-u =0, (7.1.1)

which are the incompressible Stokes flow equations. Note that, the centrifugal
and gravitational forces are conservative and appear in the hydrostatic pressure
(6.3.1), rather than in the perturbation equations (7.1.1). We make a normal

mode assumption, so that the velocity and pressure perturbations are given by

imp+omt
3

wy(r, 0, 2,t) = Gq(r, 2)e pi(r, @, z,t) = py(r, 2)e™etomt, (7.1.2)

while the perturbed free surface and contact line deform like
hi(r, 0, t) = hy(r)em™etomt Ry (p,t) = Rye™metomt (7.1.3)

for wavenumber, m € N, and comlex growth rate, o,, € C. Substitution of (7.1.2)
into the equations of motion (7.1.1) yields a linear system, written component-wise

and dropping the hats

apl 2 m2U1 Qimvl U1
0= — \V4 — — e 7.1.4
or TV r2 r2 72’ ( )
. 2 2-
0= L a2 o 71
r r r r
om ) m2w,
0=—7"7—"+4+V — 7.1.6
0z + ! r? ( )
10 imv;,  Ow;
= — =0 7.1.7
ror (run) + r * 0z ’ ( )
for velocity components as w; = (uy,v;,w;). Furthermore, since the velocity

components, u; = (uy, vy, w;), are functions of r and z only, the Laplacian operator
V2(-), only involves radial and axial derivatives. The domain in which we solve
equations (7.1.4)—(7.1.7), €, is defined by the equilibrium free surface solution,
z = ho(r). Therefore, Q is the domain bounded by r = 0, z = 0, and z = ho(r),

as was defined in §6.4.2, an example of which is shown in figure 6.7.
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7.1.2 Boundary conditions

Next, we apply the perturbations (7.1.3) to the boundary conditions, giving their
O(e) forms. Firstly, the free surface (6.1.1) following perturbation is

S =z — [ho(r) + €hy(r)e™?Tom] = 0, (7.1.8)

on which the kinematic boundary condition (6.2.14) (b) is

dh
w1 (7", ho) = O'mhl (7”) + Ul(T’, ho)d—ro (719)

at O(e). Under the assumptions made by perturbing and taking normal mode
form (7.1.2, 7.1.3) the rate-of-strain tensor, e = 3(Vu+ (Vu)”), the outward unit

normal, fo, and the curvature, k, each deform like
e=e¢e + egle’m””mt, A =Ry + e Kk = ko + er T (7.1.10)

where, due to the hydrostatic equilibrium velocity solution, e 0= 0. Subsequently,

the stress condition (6.2.14) (a) gives (6.3.3) at leading order in € and

[—pl(r, ho) + 2¢,(r, ho) + Gy | - g = —%ﬁo (7.1.11)

at O(e), where the O(1) stress condition (6.3.3) has been used to simplify (7.1.11).

The O(e) curvature k1 in terms of ho(r), hi(r) is,

1+ hZPm2hy — r{r[1 + h@h} + [1 + hE — 3rhghylh)}
r2[1 + hg]5/? ’
(7.1.12)
and only varies with the radial coordinate, r, with dashes denoting derivatives

with respect to this coordinate. Note that, both the kinematic (7.1.9) and the

ki(r) =V -n, =

stress condition (7.1.11) are evaluated at the equilibrium free surface, z = hy(r).

At the solid plate z = 0, the slip and no-penetration boundary conditions (6.2.13)

are imposed, which at O(e) are

o
0z’

V= S(ho)%, u - ’flo = 0, (7113)

uy = S(ho) 82

respectively.

151



CHAPTER 7: O(1) CONTACT ANGLE MODEL; LINEAR STABILITY ANALYSIS

At the contact line, 7 = Ry + eR;e™#Tom! we impose the contact (6.2.15) (a) and
contact angle (6.2.15) (b) conditions, which at O(e) are

respectively. Recalling the contact angle condition at leading order in € (6.3.7),
we can eliminate R; between the contact and contact angle conditions (7.1.14)

leading to a combined boundary condition and an expression for Ry,
hll (RO) + COt(QC)hl (Ro)hS(Ro) = 0, (7115)

Rl = hl (Ro) COt(ec), (7116)

respectively, under the assumption that R; # 0. The combined condition (7.1.15)
is analogous to (5.2.5) in the thin film theory. We also impose the contact line

kinematic condition (6.2.16) at O(e),
O'le = ul((), Ro) (7117)

Similarly to the boundary conditions at the free surface, we note that each of the
boundary conditions at the contact line are evaluated at the equilibrium solution,

’T’:RQ.

On the axis r = 0, the O(e) differentiability condition (6.2.17) is
1,(0) = 0. (7.1.18)

In §4.1.3 we discussed how the m = 1 perturbation corresponds to a translation
of the centre of mass away from the axis of rotation at » = 0. Therefore, the
differentiability condition (7.1.18) only applies to perturbations m # 1, where the
centre of mass lies on r = 0. We impose the velocity regularity condition (6.2.18)
at r =0

lu1(0, 2)| < oo, (7.1.19)

stating that the magnitude of the O(e) velocity is finite on the axis of rotation,
r = 0. Finally, as argued in §4.1.3, due to the form of the perturbation the volume

condition (6.2.19) is satisfied automatically for m = 1,2, 3, ..., whereas if m = 0,
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corresponding to purely axisymmetric spreading, we require

/RO rhy(r)dr = 0. (7.1.20)

7.1.3 Weak formulation

In §6.4, for the equilibrium solutions, corresponding to solutions at leading order
in €, we derived a weak formulation (6.4.14) from the equations of motion in
vector form (6.4.6). We cannot employ a similar method for the perturbation
equations (7.1.4)—(7.1.7), due to the normal mode assumption and must instead
derive the weak formulation directly from the equations. Therefore, we take the
inner product (6.4.8) of each component of the perturbation equations (7.1.4)—
(7.1.6), and each component of the vector test function, t = (¢,,%,,%.), and sum

the results giving

O:/ {[—%—i—VQul B m2u, _ 2imu; ﬂ} :
0

or r2 r2 r2

. 2 .
im mav 2imu v
4 [_ P1 4 V2vl _ 1 1 1 1] .

r r2 r2 g2
L[ gy, e L g, (7.1.21)
0z ! r2 ? R

The numbered subscripts indicate whether the quantity is O(1) or O(e), whereas
the coordinate subscript denote the component in that coordinate respectively, not
to be confused with partial derivatives. Since the weak formulation is defined on
2, the outward pointing unit normal, subsequently referred to as n = (n,,0,n,),
is a quantity at leading order in € which only has components in the radial and
axial directions; on the free surface 9§23 n = ny as defined in (7.1.10). The second
order velocity derivatives and the pressure derivatives in (7.1.21) are integrated

by parts, and summed with the inner product of the incompressibility condition
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(3.2.28) and scalar test function, ¢, to give

- .
O:/{m{V”ﬁ—”nﬂ—w{V“u?ﬁmml—meV%r
Q T T

m2u;  2imu; ul} ,
IS

—vavn—vavm+k— - —

2
m2v; 2imuy U1 m2w,
+ | — 2 -+ - —= t@ — —2t2 dw
T T r

+ / [(=p1in, + Viur -0t + (Vi - n')t,
o0

The starred quantities in (7.1.22) denote those in the (r, z) plane, so that V*(-) =
(0/or[-],0/0z[-]), n* = (n,,n,) and t* = (t,,t.).

The boundary conditions to be applied to the weak formulation (7.1.22) are
the stress (7.1.11), slip (7.1.13) (a, b), no-penetration (7.1.13) (b) and regular-
ity (7.1.19) conditions. The boundary integral of the weak formulation (7.1.22),
denoted B, is a sum over the contributing boundaries, B; where i = 1,2, 3, as in
(6.4.16). On the solid boundary at z = 0, the outward unit normal is n* = (0, —1)

so that the boundary integral contribution, By is

_ duy vy ow,
b= /89 {_Et” T on et (pl - E) tz} ds;. (7.1.23)

The no-penetration condition (7.1.13) (c) is formulated as in §6.4 according to

John [107], so that

9
0= -n+ent. <_p1£+ 221> n=w + € (—pl v 2%) (7.1.24)

at z = 0. Substituting the no-penetration condition (7.1.24) and the two slip
conditions (7.1.13) (a, b) into the expression for By (7.1.23) gives the boundary

integral

Uy (] wy;  Ow;
B, = — t, — to+ | —+ —= )¢, p d5;. 7.1.25
: /{ Sho) " (ko) * (s az) } ! (7.1.25)

At the free surface, z = ho(r), we apply the O(e) continuity of stress con-

dition (7.1.11). Under the normal mode assumption, the O(e) strain tensor,
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€. = %(Vul + (Vul)T), is

2% % u imuy ou;  Ow
or or r r 0z or
221 _ % o N imu, 5 imu; n uy % N imw; | (7.1.26)
or r r r r 0z r
Oouq n Oow Oovy  1mwy 28101
0z or 0z r 0z

Substituting into the O(€) continuity of stress condition (7.1.11), with the unit

normal to the free surface n = (n,.,0,n,), gives the three stress components

K ou ou ow
_Elnr = —pn, + 28—7}7% (8—; + 8_7“1) n. + Ghin,,  (7.1.27)
B dvy vy imuy ovy  imwy
0 = [87“ _?+ r ]nr—i_l@z * r }nz, (7.1.28)
K ou ow ow

where the O(e) curvature, k1, is defined in (7.1.12). The normal vector is left in
more general form since each component varies with r along the free surface. Rear-
ranging and substituting into the boundary integral term from (6.4.14) determines

the contribution from 0€)3,

B K1 ouq ow,
5= [ Al (G ome GGl

+ [—%nr — (ﬂ + Ghy + %> n} tz} dSs. (7.1.30)
z

C 0z

Finally, on the axis r = 0, we again apply a stress free boundary condition so that
By = 0. Substituting each of the boundary integrals, B;_3, into the weak formula-
tion (7.1.22) determines the full weak formulation of equations of motion (7.1.4)—

(7.1.7) subject to continuity of stress (7.1.11), slip (7.1.13) (a, b), no-penetration
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(7.1.13) (c) and regularity (7.1.19) conditions

- .
0:/{191 {v*-t*—lm “0} —q{v*.u;#m”l} — V-V,
Q T T

m2u;  2imu; ul} ,
IS

— Vv Vi, — Vi - Vi, l— - —

r2 r2

N _m2v1 N 2imu; vy . m2w da +/ L S
2 2 2| e r2 - s(ho) " s(ho) ?

ow, duy dw,

— d h - —
() }51+893H ( Gt 2 Jne = e

+{(ﬂ_1mu1>m_lmw1 ] [ < —i—Ghl—i-%) nz] tz}d53.
r r 0z

(7.1.31)

Note that, derivatives with respect to ¢ have introduced complex parts due to
the form of the perturbations (7.1.2). Omne option to solve the complex weak
formulation (7.1.31) is to separate each variable into real and imaginary parts,
and subsequently solve the real and imaginary parts of (7.1.31) simultaneously. A

more efficient option is to notice that the transformation
v =1iv], t,=—it], (7.1.32)

where UI, tfp are real functions, removes the imaginary contributions from the prob-

lem resulting in the real weak formulation

AN A VA AR VAR TIMR VA

9 T
f miw W U
v tz}d“/ml{ o) " 5(ho)
*(?@)“}dsﬁfmﬂ‘ (3 +oms G ) ool
T

ouq Owy
ot - (G + om G2 ) n] fass

(7.1.33)

* * 1
VARRTA
1 T

mt!
V*~t*——¢] —q
T

2, T
mvl+2mu1_ﬂ

+

r2 72 r2

The transformation on vy (7.1.32) could have been made from the perturbation
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equation (7.1.5), where the transformation of the test function t, accounts for
division by ¢ through this transformed equation. Incidentally, if the complex
weak formulation (7.1.31) was solved by simultaneously solving for the real and
imaginary parts we would find that the real part of v; and imaginary parts of uy,

wy, and p; are zero.

In summary, we have derived the weak formulation of the O(e) perturbation equa-
tions (7.1.4)—(7.1.7) subject to stress (7.1.11), slip (7.1.13) (a, b), no-penetration
(7.1.13) (c¢) and regularity (7.1.19).

7.1.4 Solution method

The method of solution is somewhat similar to that in §6.4.4, in which we first
determine the numerical solution for hy(r), and then use GMSH [108] to produce

our finite element mesh.

In order to apply the stress conditions we require the O(e) curvature (7.1.12),
which in turn requires the perturbed free surface, hy(r). The function hs(r) is
required to satisfy the remaining boundary conditions; the combined contact angle
condition (7.1.15), the differentiability condition (7.1.18) and the normalisation
condition on R; (7.1.16). Furthermore, although we take a stress free boundary
condition on )y, the regularity condition (7.1.19) must also be satisfied along the
free surface, 023, as r — 0. Specifically, the curvature of the free surface must

tend to a finite limit, that is

m2

1
. . " !/

11013(1) ki(r) = 11}5(1) <h1 + ;h1 - T—th.) < 00, (7.1.34)
where the differentiability condition at leading order in €, h{(0) = 0, has been
used to simplify (7.1.34). Specifically, when m = 2,3, ... we require that the limit
(7.1.34) is equal to zero to ensure differentiability of the perturbed free surface, so

that
hy(r) ~ Ar™ (7.1.35)

as v — 0, where A is an unknown constant. Therefore, for m = 2, 3,... the
behaviour near the origin satisfies the differentiability condition (7.1.18). When
m = 1 the differentiability need not be applied, as argued in §4.1.3, since m = 1
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represents a translation of the centre of mass. The behaviour (7.1.35) is consistent
with that found for the perturbed free surface within the thin film limit, detailed
in §5.2.

To satisfy the combined contact angle condition (7.1.15) while retaining the be-
haviour close to r = 0, we construct the function h(r) using a Fourier—Bessel
series, known as a Dini series [114]. The perturbed free surface, hi(r), is expressed

as

hi(r) = Bo(r) + ganjm <7"RL0> : (7.1.36)

where J,, is the mth order Bessel function of the first kind, and ~,, are the solutions
of
z T (x) + Rocot(b.)hg(Ro)Tm(z) = 0. (7.1.37)

The function By(r) is defined as

(

0 m + Ry COt(ec)hg(Ro) > 0,

,
Bo(r) =< @y <70R—) m + Ry cot(0.)hg(Ry) < 0, (7.1.38)
0

ao | — m + Ry cot(6,)h!(Ro) = 0,
\ RO
where Z,,, is the mth order modified Bessel function of the first kind, and ~y is the

solution of
xZ, (x) + Ro cot(0.)hi(Ro)Zm(z) = 0. (7.1.39)

Therefore, each term in the series (7.1.36) satisfies the regularity condition (7.1.35)
and the combined contact angle condition (7.1.15) by construction. Notice that, if
the Tanner law (4.1.14) was used, as in chapter 4, then the right hand side of the
resultant combined Tanner law, analogous to (4.1.15), would be non-zero. Hence,
in this case we could not construct a similar Fourier—Bessel series satisfying the

boundary conditions.

Finally, to reflect the contact condition (7.1.16) we normalise each function in the
series so that its value at the contact line is tan(f.). This amounts to defining new

coeflicients k,, such that

k}o = Qo COt(@C)Zm(’Y()), k’n = apn COt(‘gc)jm(’}/o), (7140)
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for all n = 1,2,3,.... Overall, we have a set of normalised functions, f(,, ), for

each Fourier mode, m, and Bessel mode, n,

Im(%) 7

TIn(Vngs)

AR (7.1.41)

fimo)(r) = tan(6,) fimm) (1) = tan(6,)

which each satisfy the combined contact angle (7.1.15) and velocity regularity

conditions (7.1.35). The functions sum to assemble hy(r), such that

for each wavenumber, m, provided m + Ry cot(0.)hi(Ry) < 0. If this quantity is
greater than zero so that m + Ry cot(6.)hg(Ro) > 0 then f(,, 0y = 0. Note that
defining R; = 1 so that € is the size of the contact line perturbation the O(e)

contact condition results in the coefficients summing to one,
o0
Ri=1=) k. (7.1.43)
n=0

Figures 7.1(a)—(d) each show the normalised functions, fi, ), for Bessel modes
n =0,1,2,3, with each figure showing a different wavenumber m = 1, 2, 3,4 when
¢ =2,G =10and 0. = 7/3. In each figure m+ Ry cot(6.)hj(Ry) < 0 so that there
exists a real root to (7.1.39) and n = 0 returns a non-zero function. In all figures
each function is normalised such that h;(Rg) = tan(f,.) = v/3, where each function
has the same gradient at » = Ry due to satisfying the combined contact angle
condition (7.1.15). Furthermore, the behaviour near r = 0 is demonstrated, where
each function is of the form ™ close to the origin. This is particularly visible in
the Bessel modes when m = 1, where each function approaches the origin linearly.
When m+Rg cot(6.)hj(Ry) < 0 we observe that the Bessel mode, n, corresponds to
the number of extremum within [0, Ro], so that f(, ) is a monotonically increasing
function. The function f,, ) initially increases close the r = 0 if n is even, whereas
decreases if n is odd. If m + Ry cot(6.)hg(Ry) > 0 then there are n — 1 turning
points within [0, Ro] for the nth Bessel mode, and functions with odd n initially

increase and those with even n decrease close to r = 0.

When m = 0, a further boundary condition is required to conserve volume (7.1.20).

Using this method we cannot also satisfy (7.1.20), and therefore restrict our anal-
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FIGURE 7.1: The first four normalised Bessel functions (7.1.41) n = 0,1,2,3 for
m = 1,2,3,4. The presented case is for ¢ = 2, G = 10 and 0. = 7/3, so that
Ry = 1.293.

ysis to the non-axisymmetric cases, m = 1,2,3, ..., where volume is conserved

automatically.

We are now in a position to calculate the O(e) velocity and pressure using a
similar method to that described in §6.4.4, but instead solving the derived weak
formulation (7.1.31). The variational form (7.1.31) requires the O(¢) curvature for

each wavenumber, m, and Bessel mode, n,

[+ g2 fmmy — r{r[L + g1 £}y + [L+ B — 3rhohg] £, 0}
r2[1 + hZ]5/? ’
(7.1.44)

where f(mn)(r) is each normalised function (7.1.41). The curvature is calculated

ﬁl(mvn) (r) -

on a finer grid than the minimum element size, _ and then interpolated at the

free surface nodes produced from the finite element mesh.

We again use the FEniCS package to implement the finite element method, solving
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the weak formulation (7.1.33) on the mesh defined by the equilibrium solution, for
the O(e) velocity, u;, and pressure, p;. More specifically, we are solving for the
real parts of the radial and axial components of the velocity and the imaginary
part of the azimuthal velocity, due to the transformation (7.1.32). Once again,

Taylor-Hood elements are used as our finite elements (see figure 6.8).

Once the O(e) velocity has been determined, the growth rate o,,,, associated with
a wavenumber m and a mode n is given by the contact line kinematic condition
(7.1.17),

Tmpn = Ut(mm)(Ro,0). (7.1.45)

)

Since the system of equations is linear, if the coefficients for the Fourier—Bessel

series are known the growth rate for a given wavenumber can be assembled by
Om = Z knOm.n- (7.1.46)
n=0

The coefficients are unknown, in which case we can determine the linear stability
of a perturbation given by wavenumber m and Bessel mode, n, by considering sign

and magnitude of the radial velocity at the contact line.

7.2 Verification by comparison with thin film so-

lutions

Prior to describing the linear stability results of systems with O(1) contact angles,
we first verify the numerical method used. To do this we use known numerical
solutions found using the thin film approximation also subject to the fixed contact
angle condition, previously described in §5.2, and test our numerical implementa-

tion when the contact angle is small.

7.2.1 Thin film solution

Recall from §4.1 that the linear stability problem is formulated by making a nor-
mal mode assumption, reducing the equations of motion and boundary conditions

to an eigenvalue problem. In this chapter we studied the system subject to a fixed
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contact angle condition, and to reflect this we discuss its thin film equivalent here,
studied previously in §5.2. In the thin film limit, the eigenvalue problem (5.2.6)
is subject to the regularity, differentiability, contact, contact angle and contact
line kinematic conditions which is solved to give the eigenvalue, o,,;, and a cor-
responding eigenfunction, hi1(r). The subscript I denotes the thin film solutions,

while the subscript m in o,,; denotes the wavenumber as before.

The O(e) pressure and velocity components are defined in terms of the linear

operator, L1, acting on the eigenfunction, hq(r),

pi(r) = —Li[hal, (7.2.1)
22 a1 /
un(r,z) = — 5~ horz — 3 1], (7.2.2)
: 2
vi(r, 2) = —? (% — otz — %) L1[hu], (7.2.3)
2 h h, /
wi(r, ) = 2 <% - OTIZ - %) (£2(h) + GLalhad]) = “222Li[hut], (7.2.4)

respectively. The linear operator, L1, is defined as in (4.1.5) and is repeated here
for clarity
& 1d 2
L[®] = {—+———m——G] o,

dr2  rdr 12 (7.2.5)

Notice that the eigenvalue problem (5.2.6), pressure and velocity components
(7.2.1)—(7.2.4) are all independent of the capillary number C' due to the chosen

velocity scale in the fixed contact angle model.

In the thin film limit, the velocity and pressure along the free surface are con-
structed from the eigenfunction, hi(r), where the derivatives with respect to r
are calculated numerically using a finite difference approximation. In §4.1.3 we
discussed the form of the velocity components given that the eigenfunction is of

the form hy(r) = k,,r™ close to r = 0, giving

2
ur(r, 2) = km (% — hoz — %) mGr™ (7.2.6)
2
v1(r, 2) =k (% — hoz — %) imGrm™1, (7.2.7)
2
wy(r, z) = kmEmGrm, (7.2.8)
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FIGURE 7.2: (a) Velocity and (b) pressure perturbations of the thin film problem
(I) for m = 2, ¢1 = 2,G; = 10 and a = 1 x 1073, The velocity and pressure are
constructed using the eigenfunction, A, which is a solution of the eigenvalue problem
(5.2.6). Figure (a) also shows the corresponding eigenvalue of (5.2.6).

where the axial equation has been simplified using h{(r) ~ r when r < 1. There-
fore, for each non-axisymmetric mode the axial velocity at the origin is zero, and
for each mode m = 2, 3,4, ... all three velocity components are zero at the origin.

The corresponding pressure close to the origin is

pi(r,2) = knGr™. (7.2.9)

Figure 7.2 (a) shows the thin film velocity components when ¢; = 2, G; = 10,
ar = 1 x 107 and m = 2, constructed from the eigenfunction, hy, using (7.2.2)—
(7.2.4). The real part of the radial and axial velocities and the imaginary part of
the azimuthal velocity are shown, with the corresponding other parts being zero.

First we observe that the velocity at the origin is zero, as expected for solutions
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with m = 2,3, 4, ..., satisfying the velocity regularity condition (3.1.12).

The axial velocity at the contact line, w1( Ry, 0), is zero satisfying the no-penetration
condition (3.1.6). Furthermore, the effect of the slip is demonstrated since both
the radial and azimuthal velocities are non-zero at the contact line. The eigen-
value, 0,1, is also shown in figure (7.2) with a black dashed line and meets u; at
the contact line, demonstrating that the contact line kinematic condition (4.1.16)
is satisfied. We see that close to the origin both the radial and azimuthal velocities
are approximately linear, consistent with the r™~! behaviour predicted by (7.2.6,
7.2.7). Although not clearly visible on the figure 7.2 (a) the axial velocity compo-
nent also performs as predicted by (7.2.8). Figure 7.2 (b) shows the O(¢) pressure,
pu(r), for the same case, constructed using (7.2.1). The pressure close to the
origin is quadratic, in agreement with (7.2.9). Note that, in each of these figures
the axes are nondimensionalised using the contact angle as a small lubrication

parameter.

7.2.2 Verification of implementation

In §6.3.2 we described how the O(1) contact angle model is nondimensionalised
differently to the previously discussed thin film models and therefore transforma-
tions are required between quantities in each nondimensional space. The trans-
formations for each variable are derived in appendix C, where each variable of the
thin film model is denoted with subscript I, while those of the O(1) contact angle

model are denoted with subscript II.

The weak form (7.1.33) of the perturbation equations of motion (7.1.4)—(7.1.7)
subject to appropriate boundary conditions was derived in §7.1.3. Subsequently,
we described how the method used to find the growth rate, o,,11, relies on knowl-
edge of the perturbed free surface, hyp(r). In the thin film limit, when the contact
angle, 6. < 1, we have solutions for each velocity component (7.2.2)-(7.2.4), and
the pressure (7.2.1). The thin film velocity components and pressure are functions
of the perturbed free surface, hy1(r), which we previously the solved an eigenvalue
problem (5.2.6) to find. Therefore, to verify the finite element implementation
described in § 7.1 we consider systems where the contact angle is small, comparing
the numerical velocity and pressure to the analytical thin film solutions for each

test functions (7.1.41) following appropriate transformation.
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Specifically, given a set of nondimensional parameters, ¢, Gy, and o we choose
a small contact angle, . < 1, and calculate the corresponding parameters ¢y,
Gy using (C.0.2). We use these parameters and the small contact angle to solve
for the equilibrium free surface shape, hgr, producing a mesh from the solution.
Next, using the method described in §7.1.4 we assemble a set of Bessel functions,
calculating the curvature (7.1.44) of each one and subsequently solving the problem
described by the weak formulation (7.1.33). To ensure solutions are comparable
to those in the thin film limit we again use the Greenspan slip function [31], so
that

s(horr) = ——. (7.2.10)

Comparable thin film solutions are found by transforming each test function so
that fomu = 0 2/3 fmmy, and analytically calculating the velocity components
and pressure (7.2.1)—(7.2.4) for each (m,n) combination using each transformed

solution in place of hy.

Figure 7.3 shows the transformed real part of the radial and axial velocities and
the imaginary part of the azimuthal velocity on the equilibrium free surface, z =
ho(r) using transformation in appendix C. These solutions are found using the
finite element method described above and each component is plotted with a solid
coloured line. We apply the transformations (C.0.10) to the radial and azimuthal
velocity components, (C.0.11) for the axial velocity component and (C.0.5) for the
radial coordinate, 71, so that solutions reside in the same nondimensional space
as the thin film solutions. We present solutions within this space since it allows
each velocity solution to be presented on the same figure; we know from the axial
velocity transformation that wy will be an order of magnitude smaller than the
radial and azimuthal velocities and therefore would not be discernible within the

nondimensional space of model II.

Each column in figure 7.3 corresponds to the first four non-axisymmetric wavenum-
bers, m = 1,2, 3,4 while each row is given by the Bessel modes, n = 0,1,2. The
thin film velocity, u; given by (7.2.2)—(7.2.4), for transformed free surface per-
turbation, funnr = 0 2/3 f(mm1, is also shown in each figure in various dashed
black lines. The parameters used to produce 7.3 where ¢; = 2, G7 = 10, with
contact angle 0. = 0.04, which corresponds to ¢;; = 3.2 x 1072, Gy = 1.17. The

finite element mesh has uniform element size, meaning no refinement was used,
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and had N = 9254 elements. Due to the contact angle being small, the maximum
height of the free surface is horp = 0.029, and the resultant the maximum velocity
magnitude on the free surface is |uy| = O(107%) when n = 0. Nevertheless, figure
7.3 shows that the agreement between the agreement between the transformed

numerical velocity solutions and thin film velocity (7.2.2)—(7.2.4) is good.

The functions f,, ) were constructed from Bessel functions to satisfy both the
velocity regularity condition (7.1.19) and the combined contact angle condition
(7.1.15). When m = 1, in the first column of figures, we observe that the radial
and azimuthal velocity components, u; and vy, at the origin are non-zero for
each Bessel mode, while the axial velocity, wy, at r = 0 is zero with the non-
zero slope. Conversely, when m = 2,3,4, ... each velocity component is zero at
the origin and furthermore w, = 0 in each of these cases. Specifically, we see the
behaviour predicted by the asymptotic solutions (7.2.6)—(7.2.8) whereby the radial
and azimuthal velocities look like r™~! close to the origin, while the axial velocity
behaves like 7 for each Bessel mode, n. Therefore, in each case the velocity is

regular at the origin.

The above observations are physically consistent and could be anticipated by con-
sidering the shape of each perturbation visualised in figure 4.1. The centre of mass
of perturbations m = 2, 3,4, ... lies exactly on the axis of rotation, » = 0. There-
fore the radial and azimuthal velocities must be zero at the origin. Furthermore,
in these cases the axial velocity must have zero slope to ensure w; is differentiable
at the origin. Conversely, an m = 1 perturbation is a translation of the centre of
mass away from centre of rotation meaning radial and azimuthal velocities can be
induced at r = 0. Furthermore, for the same reason the axial velocity need not

have zero slope at the origin in this case.

In each case within figure 7.9, the axial velocity at the contact line r = Ry, is zero,
satisfying the no-penetration condition (6.1.4). The radial and azimuthal velocities
at the contact line are non-zero due to the slip conditions (6.1.2), most visible in
the first row of figures where n = 0. We see that for the chosen parameters a
positive radial velocity at the contact line is induced when n = 0 and m = 1,2,
meaning these are the only two unstable configurations. Each other figure shows
that the radial contact line velocity is negative and therefore the configuration is

stable. The neutral stability curves shown in Figure 4.3 show that m = 1 and
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Contact angle o N
0.010 0.00406 10003
0.022 0.00437 9933
0.048 0.00501 9999
0.105 0.00562 10016
0.229 0.00630 10044
0.500 0.00715 10027

TABLE 7.1: Contact angle, 0., target element size, § and resultant number of ele-
ments, N, used to produce figure 7.5.

m = 2 are indeed the only two unstable configurations within the thin film limit.

Figure 7.4 shows the comparison between thin film pressure solutions (7.2.1), and
the transformed numerical solution along the free surface, ho(r), for wavenumbers
m = 1,2,3,4 and the Bessel modes, n = 0,1,2. Each figure corresponds to
the velocity plot on the same row and column in figure 7.3. Again we observe
good agreement between the small contact angle limit and the full model with a
small contact angle. Furthermore, note that the asymptotic behaviour (7.2.9) that
p1 x r™ when r < 1 is demonstrated for each Bessel mode with wavenumber m.
This can be best seen in the column where m = 1, where the pressure demonstrates

linear behaviour when r is small.

We stated above that the two cases which have positive radial contact line velocity,
and are therefore unstable, are when n = 0, m = 1,2. Note that, in these cases
the free surface pressure is qualitatively different, such that a negative pressure is
induced at the contact line. In other cases, when n = 0, m = 3,4, ... the pressure
at the contact line is positive. The opposing signs of the pressure and radial
velocity at the contact line is demonstrated by the solution within the thin film
limit, where we see from (7.2.1, 7.2.2) that

uni(Ro, 0) = — 1Pl (7.2.11)

3 dr |,_g,

Therefore, positive contact line velocities induce negative pressure gradients at the

contact line.

The thin film model (I) is derived under the assumption that the fixed contact
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FIGURE 7.5: Mean average error of the first six non-axisymmetric wavenumbers
m =1,2,...,6 against the contact angle, 6.. The case presented is for ¢; = 2, G = 10.

angle is small and so we expect that the error between solutions will decrease as
the contact angle decreases. The mean absolute error (MAE) over the first seven

Bessel modes is defined as

6

MAE = ;RZ:O |1y — 02 2 0110mm) |+ (7.2.12)
for each wavenumber, m. The growth rates, (), are defined as the radial
contact line velocity (7.1.45) of their respective solution, whether it be from (I)
thin film model (7.2.2) or (II) the full numerical solution. The growth rate, o, n)i
has been transformed using the radial velocity scaling (C.0.10). It is important to
remember that oy, ) comes from substituting the normalised functions (7.1.41)
into the expression for the thin film radial velocity (7.2.3) and are not solutions

of the eigenvalue problem (5.2.6).

Figure 7.5 shows the MAE as the contact angle is varied for each wavenumber,
m = 1,2,...,6. The parameters used in each plot are ¢; = 2, G; = 10, which
are transformed according to (C.0.2) and a mesh produced at each contact angle.

The resolution of each mesh, ¢, is constant so that no refinement is used, and is
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optimised so that the number of elements is as close to N = 1 x 10* as possible.
Table 7.1 shows the resolution and subsequent number of elements, N, for each
contact angle used to produce figure 7.5. We see that, as anticipated, the MAE
reduces with contact angle for each wavenumber. The convergence is linear on
logarithmic axes in the range 6, € [1072,107!], with exponent n = 1.4. Therefore,
in this region MAE o< 61 for each wavenumber. Note that this rate of convergence
is lower than that of the equilibrium solutions, where in § 6.3.2 we determined that
solutions converge like 62. The convergence rate of numerical solutions may be

limited by the convergence of the finite element solutions themselves.

Overall, we have shown that the numerical method described in §7.1 recovers
the analytical thin film solutions (7.2.1)—(7.2.4), when given the same function,
J(mmn), in replacement of h;, showing good agreement for sufficiently small contact
angles. Therefore, we have demonstrated that numerical solution of the system

the equations and boundary conditions has been correctly implemented.

7.2.3 Comparison of eigensolutions

In the thin film limit we found numerical solutions to the eigenvalue equation
(5.2.6), returning the eigenfunction hy., and the eigenvalue o.. The subscript ‘e’

denotes solutions of the eigenvalue equation (5.2.6).

The functions fi,,,) (7.1.41) are constructed to satisfy the boundary conditions
imposed on the free surface perturbation A, and sum to give hy (7.1.42) . However,
the coefficient of each term in the series k() is unknown in general. We saw
in figure 7.1 that the first non-zero function in the sum (7.1.42) is monotonic.
Specifically, if m+ Ry cot(6.)hy(Ry) < 0 then the only monotonic function is given
by n = 0, whereas if m + Ry cot(6.)hy(Ro) > 0 the only monotonic functions is
given by n = 1. In §4.4 we discussed the shape of the eigenfunction, hq., shown
in figure 4.4, which are also monotonic. Although figure 4.4 is for the solutions
to a similar problem where the contact angle is modelled with the Tanner law,
the eigenfunctions when the fixed contact angle is imposed compare qualitatively.
Therefore, when the contact angle is small we can compare the first non-zero
function in the sum (7.1.42) to the eigenfunction, hy, of the eigenvalue equation

(5.2.6), following transformation using the contact angle.
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FIGURE 7.6: (a) Comparison of the first non-zero function in the sum (7.1.42) and
the transformed solution of the eigenvalue problem (5.2.6). The remaining figures
show the comparison between the (b) first derivatives, (c¢) second derivatives and (d)
curvature (7.1.12) of the same functions. Each figure is for the case where ¢; = 2,
G1 =10, m = 3 and 6. = 0.048.

Figure 7.6 (a) shows the comparison between the first nonzero term in the sum
(7.1.42) and the transformed eigenfunction when ¢; = 2, G; = 10, m = 3 and
0. = 0.048. When the first nonzero function is transformed according to (C.0.7),
the agreement between the numerical solution, Ay, and the function constructed
purely from the boundary conditions, f(30), is good. Figures 7.6 (b, c) show the
comparison of the first and second derivatives of the same functions. The deriva-
tives of hi. are calculated numerically using a finite difference scheme, whereas
the derivatives of the function, f(3), are performed analytically. We also observe
good agreement between the first derivatives, shown in figure 7.6 (b). It is ex-
pected that the functions and their first derivatives will agree well at the contact
line due to the Robin boundary condition (7.1.15) being satisfied in each case.

Also, qualitative agreement at the origin is expected by construction, however the
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FIGURE 7.7: Comparison of thin film eigenvalue 0, (blue) to transformed numerical
growth rate for Bessel mode n = 0 (yellow), where ¢; = 2, G = 10, ay = 1 x 1073
and 6. = 0.048, for the first six non-axisymmetric wavenumbers, m. Also shown is
the transformed growth rate, having used the transformed eigenfunction, 03/ 3h16, in
place of f(, ) (red).

overall level of agreement in figures 7.6 (a, b) is surprising. The second derivatives
agree well when r; < 3.5 but diverge from one another close to the contact line
at rp = Ro = 3.65. Near the origin the behaviour of each function is linear, con-
sistent with the second derivative of r™ when m = 3. Figure 7.6 (d) compares the
curvature (7.1.44) of f(30) to the O(e) curvature within the thin film limit, given
by kie = L1(h1e), where £y is given by (7.2.5). There is also error within the
O(e) curvature of the free surface close to the contact line, caused by differences
between the second derivatives of each function, which in turn will lead to error

within the velocity at the contact line and therefore the growth rate.

Next, we can compare the resultant growth rates and assessing how the difference
in O(e) curvature indicated in figure 7.6 (d) manifests in the velocity at the contact
line. Figure 7.7 shows the eigenvalues of (5.2.6) against wavenumber for the same
case where ¢r = 2, G = 10, shown in blue. Also shown are the numerical growth

rates corresponding to the first non-zero function f,, ,) has been used as the free
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surface perturbation, shown in yellow. For the case considered the contact angle
is 0. = 0.048 so that Rycot(f.)h{(Ry) = —4.58. Therefore, for m = 1,2,3,4 the
n = 0 mode is used to calculate the velocity and subsequently the growth rate.
Whereas, for m = 5,6, ... we used n = 1, since there are no real roots to (7.1.39) in
this case. Given these functions, the numerical growth rates, oy, are transformed
using (C.0.17) so that solutions in the same nondimensional space as the thin film
growth rates, 0., and therefore comparable. We see that solutions using the first
terms of the Fourier—Bessel sum compare well to the thin film numerical solutions
both qualitatively and quantitatively. The error in the solution is due to the
difference in O(e) curvature, which in turn is due to the difference in the second

derivatives between hi. and fy, ), demonstrated in figures 7.6 (c, d).

We construct Bessel functions which satisfy the boundary conditions since the
perturbed free surface shape, hq, is unknown. Within the thin film limit, the
eigenfunction, hi., is known and so we can test our implementation in a different
way, by transforming this function according to (C.0.7), and using it to solve the
full equations in our finite element implementation. The eigenfunction, hi., is
itself an approximation since it is derived neglecting O(6?) terms, however we
mitigate this error by considering a case where the contact angle is small. Figure
7.7 also shows the numerical growth rates where the transformed eigenfunction
93/ ®h1. has been used to solve for the velocity and pressure, shown with a dashed
red line. We observe that the agreement is good, verifying that the finite element
implementation can recover the correct growth rates when given the correct free
surface perturbation, hi.. In the case presented, the sum of the percentage error

over the first six wavenumbers is 0.24%.

Overall, to further verify our numerical method when the contact angle is not
necessarily small, we compared the growth rates to results from the thin film model
previously studied. We found that when the contact angle is small the first non-
zero function in the constructed sum (7.1.42) compares well to the eigenfunction,
hie, which arises from solving the eigenvalue equation (5.2.6) within the thin
film limit. Furthermore, we showed that constructed monotonic function, f( ),
produces growth rates which agree well with the eigenvalues, o., of (5.2.6) when
the contact angle is small following appropriate transformations. Finally, using
the transformed eigenfunction we showed that the finite element method produces

growth rates comparable to the eigenvalues with a small percentage error.
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7.3 Linear stability results

We now consider results of the linear stability of non-axisymmetric perturbations
to the equilibrium solutions defined in § 6.3, where the contact angle is O(1). In
this section we solely consider quantities in the nondimensional space of the O(1)

contact angle model (IT) and so drop the subscripts hereafter.

In §7.2.3 we discussed how the first non-zero function, f(, ), in the Fourier—Bessel
series (7.1.42) is monotonic and occurs for n = 0 or n = 1, depending on the sign
of m + Ry cot(0.)hg(Ry). We saw that this monotonic function compares well to
the eigensolutions when the contact angle is small, subsequently returning growth
rates which also compare well (see figure 7.7). Therefore, in this section we will
only consider the monotonic function in the Fourier—Bessel series, assuming that

it compares well to the eigenfunction when the contact angle is not small.

Figure 7.8 shows the numerical solution for the three velocity components and the
pressure, on the mesh defined by the equilibrium solution for ¢ = 3.14, G = 10,
and 0. = 7/3. The specific case presented is for m = 3 and n = 0, so that
the free surface is perturbed by f(30). We take the slip function to be constant,
s(ho) = B, since the previously used Greenspan slip law is generally used where
the film height is small. However, the results are qualitatively the same, whether
the Navier or Greenspan slip laws are used. We have defined the instability of
the system as whether the contact line advances or recedes in time, quantified by
the radial contact line velocity, u;(Rp,0). In figure 7.8 the radial velocity at the
contact line is negative, indicated in blue, which in our definition means that the
system is stable. However, there is a region of positive velocity above indicated
in red, which may indicate that the method of instability is a rolling over the
contact line, rather than the contact line itself moving. The azimuthal velocity,
vl (r, z), shown in figure 7.8 (b) is always positive, with maximum velocity on the
free surface in the region hy(r) changes sign. The axial velocity, w;(r, 2), is shown
in figure 7.8 (¢). Immediately, we see that the no-penetration condition is satisfied,
with zero velocity along z = 0. Similarly to the radial velocity there are regions
of positive and negative axial velocity. Figure 7.8 (d) shows the pressure, which

similarly to the radial velocity changes sign close to the contact line.

Next, we consider the behaviour of the solutions close to the axis of rotation, r = 0.
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FIGURE 7.8: Solution for the velocity components and pressure on a mesh defined
by the equilibrium solution when ¢ = 3.14, G = 10, and 0. = 7/3. The specific case
presented is for m = 3, n = 0, so that the free surface is perturbed by f(30), while
slip length is § = 0.01.

Figure 7.9 shows the three velocity components and the pressure along the free
surface, hy(r), for the same equilibrium solution as in figure 7.8, where ¢ = 3.14,
G =10, 6. = 7/3. Figures 7.9 (a)—(d) show the solutions for wavenumbers m =
1,2,...,6, plotted on logarithmic axes, demonstrating the behaviour close to the
origin, r = 0. In this case Ry cot(6,)hj(Ry) = —24.3, so that the n = 0 Bessel mode
is the first non-zero function for each wavenumber shown. Figure 7.9 (a) shows
the radial velocity, u;(r, z), and demonstrates the behaviour along the free surface
near the origin. For each wavenumber, the radial velocity is linear on logarithmic
axis with gradient of m — 1, demonstrated by the black dashed lines, meaning
that the radial velocity behaves like ™! along the free surface, ho(r), close to
the origin. Similarly, the azimuthal velocity, v!(r, z) = ivy(r, z), shows the same

behaviour in figure 7.9 (b) for each wavenumber. The axial velocity and pressure
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FIGURE 7.9: Behaviour of (a)—(c) velocity components and (d) pressure near the
origin for the same nondimensional parameters used to produce figure 7.8, for each
wavenumber m = 1,2, ..., 6.

solutions shown in figures 7.9 (c, d) indicate that these quantities behave like r™
along the free surface and close to the origin. Therefore, the velocity is regular at
the origin for each wavenumber, so that (7.1.19) is satisfied. Furthermore, we find
that the behaviours for the velocity and pressure found within the thin film limit,

given by (7.2.6)—(7.2.9) are retained when the contact angle is large.

In §6.3 we discussed how for each contact angle, 6., and Bond number, GG, there
exists a range of nondimensional rotation rates, ¢, for which equilibrium solu-
tions exist. The minimum value is always ¢ = 0, corresponding to no rotation,
whereas the maximum ¢,, is determined numerically using a golden search algo-
rithm. However, we determined that similarly to in the thin film limit, there is a
range ¢, < ¢ < ¢, for which multiple solutions for R, exist, indicated in figure
6.2. Therefore, the full range of solutions is given between the maximum value of

Ry, which exists where hy(0) = 0, and the minimum value of Ry, corresponding to
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FIGURE 7.10: Solutions of (7.1.33) with Bond number, G = 10, contact angle,
0. = m/3, Navier slip length § = 0.01, and Bessel mode n = 0 for the first six
non-axisymmetric wavenumbers. (a ,b) Show the radial contact line velocity as (a)
the centrifugal number, ¢, and (b) the resultant contact line position, Ry are varied.
Figures (¢, d) show the maximum radial velocity as (c) ¢, and (d) Ry are varied.

where ¢ = 0. Given a Bond number and a contact angle we can produce meshes
between these maximum and minimum values, and for each one construct the
first non-zero Bessel function in the series (7.1.42) given a wavenumber, m, and

assessing the trend in the solutions.

Figure 7.10 (a, b) show the contact line velocity, u(Rp,0), plotted against (a) ¢
and (b) Ry for the first six non-axisymmetric wavenumbers when n = 0. In this
case a contact angle, . = 7/3, and a Bond number G = 0 were used. For each
centrifugal number, ¢, the mesh is produced, optimising the number of elements
to be approximately N ~ 2000 by using a target element size at § ~ 0.02. We
impose Navier slip so that the slip function is constant s(hg) = f = 0.01. In each
figure 7.10 (a, b) we observe for each system the contact line velocity is negative,

with greater wavenumbers having more negative velocities. In figure 7.10 (b),
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where the contact line velocity is plotted as a function of Ry, each function is
decreasing within the range of possible solutions. Therefore, under our definition
of contact line instability, whereby the radial contact line must be positive, each
solution is stable. Physically, larger values of ¢ correspond to greater rotation
rates and therefore we would expect greater radial velocities as ¢ increases. The
results shown in figure 7.10 (a, b) appear to contradict this. However, there is
evidence to suggest that the method of instability is in fact a rolling of the ridge
over the contact line. We can see this in figure 7.8 (a), which shows a region of
positive velocity at the ridge. Rolling motion at the contact line is common when
the contact angle is large in flows down an inclined plane [52]. Rolling of the
contact line has also been observed experimentally in spin coating in both glycerol

solutions [66] and silicon oils [61, 64| of various volumes.

To characterise how a rolling instability may occur we consider the maximum
radial velocity induced by the monotonic function f,, ), where n = 0 or n = 1.
Figures 7.10 (¢, d) show the maximum radial velocity as a function of (c) the
centrifugal number, ¢, and (d) the mean radius, Ry, for the same case as figures
7.10 (a, b). In figure 7.10 (c) we see that the maximum radial velocity increases
with ¢ in the region 0 < ¢ < ¢, for each wavenumber, with greater velocities
induced for m = 1. In the region where ¢. < ¢ < ¢, there exists multiple
solutions, where the upper branch has larger Ry, and the resultant maximum
radial velocities are greater. When the maximum radial velocity is plotted against
Ry in figure 7.10 (d), it increases for each wavenumber with the induced velocity
decreasing as the wavenumber increases. The results are physically consistent
when the maximum radial velocity is considered; larger rotation rates induce larger

radial velocities.

We observe similar results when the Bond number, G, is varied. Figure 7.11 (a)
shows the radial velocity at the contact line as a function of the Bond number,
G, for contact angle, 8. = m/3, centrifugal number, ¢ = 2.4, Bessel mode, n = 0,
and wavenumbers m = 1,2,...,6. We again use a Navier slip law where s(hg) =
B, where 8 = 0.01 and each mesh has approximately N = 1 x 10* elements.
Larger Bond numbers, corresponding to larger volumes, have more negative radial
contact line velocities and are therefore more stable. The results are contrary to
physical interpretation and dynamics observed experimentally in chapter 2, which

suggest that larger volumes are have greater growth rates at the same rotation
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FIGURE 7.11: Solutions (7.1.33) with centrifugal number, ¢ = 2.4, contact angle,
0. = m/3, Navier slip length § = 0.01, and Bessel mode n = 0 for the first six
non-axisymmetric wavenumbers. (a) Shows the radial contact line velocity while (b)
shows the maximum velocity within the domain as G is varied.

rate. However, the maximum radial velocity, shown in figure 7.11 (b), aligns with
the physical interpretation of varying the Bond number, where we observe larger
radial velocities as G is increased. In this case we observe at each G the greatest
radial velocity is induced by an m = 1 perturbation, contrary to experimental
observations. The maximum radial velocity of each mode decreases sequentially

as the wavenumber is increased for fixed G.

When the contact angle is small, we observed the radial contact line velocity can
be positive (see figure 7.3), with the interpretation that since the contact line can
move radially outwards, it is linearly unstable. However, for large contact angles
we observe that the radial velocity at the contact line is negative, as shown in
figures 7.10 (a, b). Therefore, there must be a critical contact angle for which the
sign of the radial velocity at the linearised contact line, ui(Rg,0), changes sign.
We consider solutions at the same point in nondimensional parameter space, where
given the Bond number and contact angle the centrifugal number is maximum,
®m- In the thin film limit, we saw that at this point in parameter space there are

always unstable wavenumbers for any Bond number, shown in figures 5.3 (d)—(f).

Figure 7.12 shows scaled radial contact line velocity as a function of the contact
angle for the first four non-axisymmetric wavenumbers, m = 1,2, 3,4, which are
unstable when the contact angle is small. The Bond number and Bessel mode used

are G = 10, n = 0, respectively, and each mesh has approximately N = 1 x 10?
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FIGURE 7.12: Scaled radial velocity as the contact angle is varied, for G = 10, and
Greenspan slip length of & = 1 x 1073. Each data point was produced by finding the
maximum ¢ given the contact angle, solving the weak formulation (7.1.33) on a mesh
with approximately N = 1 x 10* elements, when n = 0.

elements. It is important to note that in each case the Greenspan slip law has
been used, so that s(hg) = «a/(3hy), where @ = 1 x 1073, For large contact
angles the results are qualitatively similar to when the Navier slip law is used, but
for small contact angles only the Greenspan slip law allows non-zero contact line
velocities, discussed in §5.1.2. The velocities are scaled with 8.3 so that the radial
velocity is the same order of magnitude for each contact angle. We see that there
is a change in sign for each mode at approximately 6. = 0.15, with all velocities
beyond the crossing point being negative. The threshold is marginally different
for each wavenumber, with m = 1 changing sign at the greatest contact angle,
while m = 4 changing sign for the smallest contact angle. Therefore, a qualitative
change in solutions occurs for contact angles larger than 0.15, where as discussed
above the method of instability may transition to rolling over the contact line,

rather than the contact line having positive radial velocity. When the contact
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angle is larger than this threshold, the observations made of figure 7.10 are typical

of any valid combination of ¢ and G.

Overall, our preliminary solutions indicate that the previous definition of the
growth rate may be insufficient to capture what occurs when the contact an-
gle is large. We determined it may be more appropriate to define the growth rate
of the system as a function of the maximum radial velocity, due to the velocity
solutions indicating rolling at the contact line. Further work is recommended to
understand this. One method to do such could be to advect the mesh using the
velocity flow, assessing how an initial perturbation grows in time. It is important
to remember that the solutions presented in this chapter rely on the knowledge
of the perturbation of the free surface before solving for the velocity and pressure
fields. To circumvent this problem, we constructed a set of Bessel functions which
satisfy the derived boundary conditions at O(¢). To avoid this, it may be more
appropriate to assemble the system of equations and boundary conditions into an
eigenvalue problem for the free surface shape, hq, and growth rate, o,,, for a given

wavenumber.

7.4 Summary

In this chapter we have discussed the linear stability of equilibrium solutions pre-
sented in § 6.3, subject to non-axisymmetric perturbations. The existing literature
surrounding the fingering instability of rotating droplets, discussed in chapter 1,
focuses on thin film solutions of the governing equations. Therefore, the linear
stability analysis for large contact angles performed within this chapter is a novel

contribution to the literature.

The equilibrium solutions, determined in § 6.3, were perturbed making a normal
mode assumption, deriving the O(¢e) equations of motion and boundary condi-
tions, where € < 1. The finite element analysis of the problem at leading order
in €, described in §6.4, provided a basis from which the numerical method de-
scribed in this chapter was developed for the O(€) equations and boundary con-
ditions. We used a novel method of determining the linear stability, constructing
the free surface perturbation, hy(r), to satisfy the O(e) boundary conditions using

a Fourier-Bessel series, and solve the resultant weak formulation for the pressure
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and velocity fields.

First, we considered configurations with small contact angles and compared the
resultant velocity and pressure fields to the analytic solutions derived in the thin
film limit. We saw that when the contact angle is small, and given the same
function f, ), the agreement between the numerical and analytic solutions is
good. To further verify our numerical method, we compare the growth rates from
the first non-zero function in the Fourier—Bessel series (7.1.42) to results from
the thin film model previously studied. Since the models are nondimensionalised
differently, transformations exist between the cases, described in appendix C. The
growth rates are calculated using the finite element method described above, and
scaled with the contact angle, showing good agreement to the eigenvalues of (5.2.6)

when the contact angle is small.

We discussed solutions where the contact angle is O(1), finding that the instability
is characterised by rolling over the contact line, rather than outward movement
of the contact line itself. To assess the size of the instability we consider the
maximum radial velocity, showing this increases as the mean radius of the contact
line, Ry, increases. Finally, we varied the contact angle to assess where the radial
velocity at the contact line changes sign. This indicates the transition between an
instability where the contact line moves radially outwards when the contact angle

is small, and a rolling instability for larger contact angles.

Further work is recommended on this topic, suggested routes being advection of
the boundary in time according to the velocity field, or solving the full eigenvalue
problem rather than constructing the free surface perturbation, h;, from Bessel

functions.
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CHAPTER 8

Comparison with experimental

results and discussion

In §2.1.2 we described the method of using Fourier analysis to extract information
from video sequences data characterising the front instability of spun up drops of
viscous fluid with different volumes at varying rotation rates. Specifically, we
extracted the amplitude of each Fourier mode and assessed how each mode grows
in a short time following spin-up, using a linear fitting to calculate the dimensional

growth rates from the data.

Subsequently, we developed two models; the thin film model presented in chapters
3, 4 and 5, herein referred to as model I, and the O(1) contact angle model
presented in chapters 6, 7, and referred to as model II. Both models assume that
viscosity dominates, and therefore inertial terms are neglected due to the Reynolds

number, Re, being sufficiently small.

In this chapter we compare aspects of each model to the experimental results

presented in §2.3.

8.1 Equilibrium solutions

In §2.1.2 for a given image extracted from the recorded video file, we explained
how to use Fourier analysis to find the mean radius of the contact line, ag. We
presented the results in §2.3, considering both the stationary radii prior to the

detection of any motion, and the spin-up radii when the disc reached the target
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rotation rate.

Recall that for model I the equilibrium solutions are defined in terms of two nondi-
mensional parameters, the nondimensional rotation rate, ¢, named the centrifugal
number, and the nondimensional measure of gravity to surface tension, Gy, the

Bond number, repeated here

pQ*V pgV?/?
p— I pr—

(bl ) .
T W

(8.1.1)

In model II, we no longer assume that the contact angle is small and as a result

nondimensionalised the system of equations in an alternative way, described in

§6.2. The resultant nondimensional parameters, analogous to those in (8.1.1) are
pQ*V pgV??

¢ = , Gr= : (8.1.2)
gl v

Notice that in this latter case the contact angle, 6., does not appear in either
nondimensional quantity, instead appearing in the boundary conditions. In each
model the length is nondimensionalised by the volume of fluid, V. Typical ex-
perimental values of each physical quantity are listed in table 2.1. Subsequently,
for each model we determined the nondimensional hydrostatic equilibrium solu-
tion shape, ho(r), and resultant nondimensional mean radius, Ry, and building
a parameter space as each nondimensional parameter is varied, shown in figures
3.4 and 6.9. Recall that, to derive these equilibrium solutions, we assumed the
system was at rest within the rotating frame of reference. The main result from
the equilibrium analysis of each model is that for each Bond number there is a
corresponding maximum centrifugal number, beyond which equilibrium solutions,

that is those with zero velocity at leading order in €, do not exist.

8.1.1 Stationary solution

Recall from §2.3.2 that we determined the mean radius, ag, of each experiment in
the frames prior to spin-up, so that the initial condition of the experiments can be
assessed. Specifically, we discussed how the size of the initial radius of the contact
line varies for the same target volume. The results are presented in figure 2.8 (a),

and reproduced in figures 8.1 (a, b), where we see that larger volume droplets have
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Fi1GURE 8.1: Comparison of mean fluid radius to both the thin film model I, and
O(1) contact angle model II, when ¢ = 0, where (a) the contact angle and (b) both
the contact angle and surface tension coefficient are used as fitting parameters.

Model  Fitting parameters 6. (rad) v (kgs™2)  SS residuals (mm?)

I 1 (6.) 1342 0.0630 0.099
11 1 (6,) 1.318  0.0630 0.298
I 2 (6.,7) 1.247  0.0797 0.083
11 2 (6.,7) 1.213  0.0801 0.177

TABLE 8.1: Summary of parameters used to produce figure 8.1, and the resultant
sum of squared (SS) residuals between the model predictions and the experimental
data.

larger initial radii.

Since we are considering the radius of the fluid before any rotation has occurred,
the rotation rate is €2 = 0, and hence ¢ = 0 in each model. We fit each model
to the data using a nonlinear curve fitting method, using the contact angle, 6.,
as an adjustable parameter, whereas the value other physical quantities are taken
from table 2.1. Figure 8.1 (a) shows the dimensional comparison between the
experimental data and each model, where the model I is shown with a blue solid
line, and model II shown with a red dashed line. We see good agreement for each
model, and the resultant contact angle and corresponding sum of squared (SS)
residuals are listed in the first two rows of table 8.1. We see that in both cases the
contact angle is large with 6, ~ 1.3. It is therefore perhaps surprising how well

the thin film model performs, since it is derived under the assumption of a small
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contact angle.

The value for the surface tension, 7, reported in table 2.1 is for a pure glycerol
solution, whereas the fluid used for the experiments is prepared using a small
amount of dye, the surface tension of which is larger than glycerol. Therefore, it
is likely that the overall surface tension is larger than the reported value, and ~
is subsequently used as an extra fitting parameter to the data. The results are
listed in the final two rows of table 8.1, where there are two fitting parameters
and the comparison is plotted in figure 8.1 (b). We see that, as anticipated, in
each case the fitted value of v ~ 0.080 is larger than the previous table value of
v = 0.063, with a lower sum of squared residuals than the case where only the
contact angle is fitted for each model, indicating better agreement. When both
the surface tension coefficient and contact angle are fitted, we see in table 8.1 that
the contact angle is approximately 0.1rad =~ 6 ° lower than when only the contact

angle is fitted.

In the modelling, we assumed the system is in equilibrium in order to find the
base state. Before any rotation occurs this is a good assumption, and we see that
the modelling reflects that, showing good agreement between both models and the

experimental data.

8.1.2 Non-zero rotation

Recall that in each experiment, the time ¢ = 0 is defined from the frame where
the target rotation rate, €2, is first achieved. The method for calculating where
the target rotation rate is reached was detailed in §2.3.2. The amplitude of the
m = 0 Fourier mode at t = 0 is denoted Ry. Figure 2.8 (b) shows how R, varies

with rotation rate and volume.

The data from the stationary comparison indicates that the surface tension is
greater than the value reported as an estimated lower bound in table 2.1 for pure
glycerol. Therefore, when fitting the models to the spin-up radius data the surface
tension coefficient, v, and the contact angle, 6., are used as fitting parameters,
where again we use a nonlinear curve fitting algorithm. To account for variations
in the preparation of fluid and atmospheric conditions between experimental sets,

we determine the fitting parameters for each volume individually, as well as all
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FI1GURE 8.2: Comparison between the experimental spin-up radius and the predic-
tion of the both models I and II, where (a) each experimental set is fitted individually,
and (b) the data is fitted all together.

together.

Figure 8.2 (a) shows prediction of both models against the data where each ex-
perimental set has been fitted individually. The prediction of models I and II
are shown in solid and dashed lines, respectively, with colour corresponding to
the appropriate volume. Figure 8.2 (b) shows the model predictions for a single
contact angle and surface tension coefficient over all data sets. Immediately, we
see in each figure that for each volume that both models are limited to a smaller
range of rotation rates than the experimental data. This feature is expected, since
we found in § 3.4 that for each Bond number, GG, there is a maximum centrifugal
number, ¢, for which equilibrium solutions exist, corresponding to a maximum
rotation rate. The values of the contact angle and the surface tension coefficient
are reported in table 8.2, for each experimental set and model, along with the sum
of squared residuals. The final row of the table shows the results when the data
is fitted using all data points together, for each model corresponding the figure
8.2 (b). The residuals are calculated between the model and the data points which
are lower than the maximum rotation rate the model predicts, and data points

which are beyond this threshold are ignored.

The values of the contact angle for model I lie within a range of 0.11 rad, which is
approximately 6 °, whereas for model II the resultant contact angles vary between
1.187 and 1.479, a difference of approximately 16 °. The surface tension coefficient

varies more substantially in both cases, a suprising result given the fluid was
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Volume (ml) Model 6. (rad) v (kgs™)  SS residuals (mm?)

I 1.500 0.0635 0.403
0.15

11 1.334 0.0805 0.610

I 1.396 0.0795 0.877
0.35

1T 1.290 0.0932 1.787

I 1.453 0.0674 1.103
0.57

11 1.187 0.1105 1.113

I 1.449 0.0719 9.753
0.73

11 1.328 0.0849 9.623
L0 I 1.497 0.0925 0.993

' II 1.276 0.1250 1.427
- I 1.501 0.0682 2.682
' 11 1.479 0.0843 2.771

I 1.501 0.0673 20.095
Overall

11 1.501 0.0677 28.371

TABLE 8.2: Summary of the parameters used to produce figures 8.2 (a, b), and the
resultant sum of squared (SS) residuals between the model and experimental data.

prepared in the same way for each experiment. Furthermore, the fitted contact

angles are similar to those from the stationary comparison, shown in figure 8.1.

Considering figure 8.2 (a), we see that the agreement is good within the range
where the model is valid. Moreover, we see that each model predicts the spin-up
radius better for lower rotation rates, with the model over-predicting the spin-up
radius for larger rotation rates. The worst corresponding SS residuals value for
both models is where V' = 0.73ml, shown in purple on figure 8.2 (a), for which
the data is most skewed. For each experimental set the contact angle predictions
for model I are greater those of model II, while the reverse is true for the surface
tension coefficient. Furthermore, for each set other than V' = 0.73ml, the SS
residuals is greater for model II than for model I indicating that the agreement
between model I and the data is marginally better. These results are unexpected,

since model II includes terms which are neglected in model 1.

The agreement when the data is fitted overall, shown in figure 8.2 is also good

for both models. Again, model I performs better than model II with a smaller
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SS residuals value, although the contact angle and surface tension are similar.
The sum of the SS residuals when the data is fitted individually for model I is
15.81 mm?, which is lower than the overall value of 20.10 mm?, indicating a better
fit. Similarly, for model IT the sum of SS residuals when individually fitted is

17.33 mm? whereas the overall value is 28.371 mm?.

Experimentally, the acceleration (2.1.2) was chosen to limit contact line spread-
ing within the spin-up phase of the experiment. However, during this phase it is
likely that velocities were induced within the fluid relative to the rotating base. A
key modelling assumption in each model was that the velocity within the rotating
frame of reference is zero, and therefore the system is in equilibrium. Hence, al-
though experimentally we attempted to limit magnitude of induced velocity, the
modelling assumptions do not align perfectly with those observed in the experi-
ment, and therefore are a potential source of error. In §8.1.1 we saw that prior
to any movement of the disc, when the system is at rest, both models predict the

location of the contact line well.

When fitting the equilibrium models to the experimental data at spin-up we have
assumed that the equilibrium contact angle is independent of the rotation rate.
However, there are indications that for more viscous fluids the contact angle in-
creases with rotation [64]. Therefore, it may not be appropriate to fit each data set
with a single contact angle, and the resultant larger values of the surface tension

coefficient act to counteract this effect.

In summary, we see that both the thin film model I and the O(1) contact angle
model II perform well at predicting the location of the linearised contact line, Ry,
and although the assumption that the contact angle is small is not met, model I
performs marginally better in comparison to the data. However, both models are
limited due to the assumption that the system is in equilibrium, whereas in the
experiment it is likely that velocities are induced during the spin-up phase of the

experiment.
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8.2 Axisymmetric spreading

In §2.3.3 we found that from the spin-up radius the axisymmetric Fourier mode
spreads like
ap(t) = Ry + kV"Q%, (8.2.1)

where the values of the coefficient, k£, and exponent, n, are presented in table 2.3.
Overall, we found that k£ = 11.73, n = 1.57 fits the data well.

The linear stability analysis assumes an initial condition which has zero velocity
within the rotating frame of reference. We have seen in §8.1.2 that this may not
be realised, due to the error between the mean radius at spin up, and the dimen-
sional equilibrium contact line position. The mathematical analysis concerning
the neutral stability of the axisymmetric mode in the thin film limit, performed in
§§8 4.3, 5.4, indicated that solutions are mostly stable to axisymmetric perturba-
tions, with stable solutions only appearing for radii greater than Ry., the radius
at the maximum value of . We do not see this behaviour within the experiments,
and see that the amplitude of the axisymmetric Fourier mode always grows in

time from the spin-up radius, Ry.

The qualitative disagreement in axisymmetric spreading further indicates that the
initial condition of the experiment was not in equilibrium, although the spin-up
radius, Ry, is relatively well approximated by models making this assumption,

demonstrated in §8.1.2.

8.3 Non-axisymmetric spreading

In this section we compare the numerical growth rates from the experimental data,
presented in § 2.3, to the eigenvalues calculated from the linear stability problem
within the thin film limit described in chapter 4 for non-axisymmetric perturba-
tions. In this section we will only consider solutions to thin film model I, since
we found in §7.3 that model II does not produce results which are qualitatively

comparable to the experiments for large contact angles.

In §2.3.4 we presented the linear growth rates and dominant Fourier modes for

each experiment as both the volume and rotation rate were varied. The main
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qualitative result from the non-axisymmetric analysis was that as the rotation
rate increased, the dominant mode also increased sequentially from m = 1 for
each volume considered. Furthermore, the threshold rotation rate for a mode to
become dominant decreases as the droplet volume was increased. As anticipated,
the growth rate of a given mode increased for greater rotation rates. However, the
rate at which this growth occurs decreased, indicating there may exist an upper
limit on the growth rate of each mode which is dependent on the volume and

physical properties of the fluid.

Throughout chapters 4 and 5 when considering thin film model I we developed
multiple sub-models to describe the linear stability of a rotating droplet about the
equilibrium position derived in §3.4. We initially considered a model within the
quasi-steady limit C' = 0 in §4.2, concluding that the unconditionally dominant
mode is m = 1, corresponding to a translation of the centre of mass away from the
axis of rotation. Hence, the qualitative behaviour of the experiments cannot be
captured by this model, since experimentally we see the dominant mode increasing

with the rotation rate.

The models we discussed that are capable of capturing the qualitative behaviour
of the experiments are the models with non-zero capillary number; the ‘general
Tanner model” described in § 4.4, the ‘fixed contact angle model’ described in § 5.2,
and the more general model form of the latter models which includes Coriolis
forces, presented in §5.3. In each case we showed that the linear stability problem
reduces to a fourth order eigenvalue problem for the growth rate, o,,, given a

wavenumber, m, amongst other physical parameters.

Next, we will discuss which model is most appropriate by considering the values of
the resultant nondimensional parameters, and subsequently assess how the models

perform against the experimental data.

8.3.1 Physical properties

To perform a comparison between the experimental data and thin film models
there are a number of physical parameters to be set. Namely, the contact angle,
0., the surface tension coefficient, ~, the contact line speed, x, the Greenspan slip

length, «, and the Tanner exponent, g. The contact angle, 6., and the surface
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tension coefficient, 7, are taken as the values from table 8.2 for the overall fit of
the data so that the sum of squared residuals between the experimental and model

equilibrium contact line positions is minimised.

The capillary number is defined in table 8.3, when the Tanner boundary condition
(3.1.10) is used and involves measure of contact line speed, k. The speed, k, is
not a material constant [3] and is therefore determined experimentally. Through
our experimental analysis of axisymmetric solutions, we determined a power law
(8.2.1) of how the axisymmetric mode grows in time so that the measure of contact
line speed used in the model is k = k.07 = kV"Q* 9, where n and k are reported
above in § 8.2. The Tanner exponent ¢ is commonly taken as ¢ = 1 or ¢ = 3 [32, 31|,
and as discussed in §4.2, changing ¢ does not affect the stability and instead acts
as a multiplier to the eigenvalues. De Gennes [1| concludes that ¢ = 3 £ 0.5 using
experimental data of Hoffman [45], while Hocking [33] and Ehrhard and Davies
[32] suggest that ¢ = 3 is most appropriate to model the contact line dynamics.

Therefore, we take ¢ = 3 for our comparison.

Recall in §5.1 we established that for the Tanner model with non-zero capillary
number, referred to as the ‘general Tanner model” and discussed in § 4.4, that the
slip parameter, «, has no effect on the stability of eigenvalues but increasing «
increases the absolute value of o,,. Therefore, the Greenspan slip coefficient, «, is

used as a fitting parameter to the data, in a nonlinear least squares sense.

8.3.2 Nondimensional parameters

The modelling identifies several nondimensional groups, the form of which are re-
ported in table 8.3 along with the corresponding balance of forces. Before compar-
ing the thin film model I to the experimental data we must consider the magnitude
of each of these nondimensional quantities, assessing the validity of each model
within the thin film limit from throughout chapters 4 and 5 given the assumptions

made during the derivation.

The centrifugal and Ekman numbers are functions of the rotation rate, €2, while
the Reynolds and capillary numbers are dependent on rotation rate through the
chosen velocity scale, U, via the contact line speed, k, which is taken from the

axisymmetric spreading data (8.2.1). Therefore, for each experimental set at fixed
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Parameter Form Name Balance
v\ /3
L (0—) Length scale N/A
U k64 Velocity scale N/A
pQ2L3 . . .
0] 7 Centrifugal number Rotation to surface tension
Ye
pgL? . .
G Bond number Gravity to surface tension
Y
UL
Re it Reynolds number Inertia to viscosity
1
Ek % Ekman number Viscosity to rotation
P
i . .
C v Capillary number Viscous drag to surface ten-
e

sion

TABLE 8.3: Summary of relevant dimensional and nondimensional parameters
used in the thin film modelling (I), indicating the form, name and force balance.

volume the centrifugal, Reynolds, Ekman, and capillary numbers all vary with
rotation rate, while the Bond number remains fixed. Table 8.4 reports the resultant
nondimensional parameters for each volume, where the physical properties of the
fluid other than the surface tension coefficient are taken from table 2.1. The
maximum and minimum values of the nondimensional centrifugal, capillary and
Reynolds numbers are reported, within the range in which model I is valid. The
Ekman number varies inversely with rotation rate, and so the maximum and
minimum values of the inverse of the Ekman number are reported meaning that
each maximum column corresponds to the maximum rotation rate within the

parameter space.

The maximum value of capillary number, C| is small for each experimental set,
with C' < 0.05 in each case. In §5.2 we discussed a thin film model, where the
contact angle remains fixed, rather than being related to the contact line speed
using the previously used Tanner law. We concluded that eigenvalues for the same

parameters align for capillary numbers of O(1) and above, that is, sufficiently
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Volume (ml) G o} C Re Ek~!
min max min max min max min max

0.15 4.0182 | 0.2552 | 3.9181 | 1.743 x 10=* | 0.0411 | 2.338 x 10=* | 0.0551 | 0.3646 | 1.4285
0.35 6.9172 | 0.0198 | 3.5702 | 7.306 x 10=7 | 0.0238 | 1.286 x 107¢ | 0.0420 | 0.1162 | 1.5620
0.57 9.6543 | 0.3172 | 3.5793 | 1.510 x 10=* | 0.0192 | 3.141 x 10~* | 0.0400 | 0.5061 | 1.6999
0.73 11.3956 | 0.0418 | 3.2071 | 2.350 x 1075 | 0.0138 | 5.308 x 107¢ | 0.0313 | 0.1915 | 1.6772
1.20 15.8412] 0.3315 | 3.0565 | 1.190 x 10~* | 0.0101 | 3.169 x 10=* | 0.0269 | 0.5855 | 1.7779
1.55 18.8221 | 0.3270 | 2.9844 | 1.033 x 10™* | 0.0086 | 2.999 x 10~* | 0.0250 | 0.6072 | 1.8341

TABLE 8.4: Summary of the resultant nondimensional parameters for model I, defined in table 8.3, for each experimental set. Where
parameters vary with rotation rate, the maximum and minimum values are presented. Pure glycerol was used and the densities and
viscosities were calculated using formulas within [98].
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fast contact line speeds, x. Since capillary numbers for the experimental data
are orders of magnitude smaller than the transitional value, the fixed contact
angle model is not valid within this regime for the thin film model 1. In §4.2
we considered the quasi-steady limit C' = 0, recovering results of McKinley and
Wilson [43], when G = 0, and finding equivalent results to McKinley and Wilson
[42] for G > 0 subject to a change in nondimensional variables. We found that the
m = 1 mode, corresponding to a translation of the centre of mass of the fluid, is
always the most unstable mode, independent of all physical parameters. In figure
2.10 we saw that for each experimental run, the most unstable Fourier mode
increased with the rotation rate. Therefore, the quasi-steady model presented in
§4.2 is insufficient to describe the qualitative nature of the experimental data,
especially for greater rotation rates when the capillary number is O(1072). We
showed in § 4.4.1 that when C' < O(1073) the quasi-steady Tanner model compares
well to the general Tanner model. Hence, for smaller contact line speeds, and
therefore smaller rotation rates, the quasi-steady model will compare well to the
general Tanner model, whereas for larger rotation rates the quasi-steady model

will overestimate the growth rates.

When nondimensionalising model 1 in §3.2, we initially made the Stokes flow
approximation by assuming that the Reynolds number was sufficiently small, while

the Ekman number sufficiently large,

2

0
0?Re — 0, ﬂ — 0. (8.3.1)

The experimental values presented in table 8.4 show that for each set that the
Reynolds number is small for values within the range of validity of the model.
The maximum value of §*Re = 0.12 appears for V = 0.11ml and Q = 55.4rads™*
due to larger rotation rates being considered for this smaller volume. The small
values of the Reynolds number verify that in this configuration viscosity dominates
inertia. Therefore, although the contact angle, 6., itself is not small, with the
accepted value being 6. = 1.5, we see that the experimental Reynolds numbers

shown in table 8.4 are sufficiently small enough for (8.3.1) (a) to hold true.

The Ekman number describes the balance between viscous and Coriolis forces.
In §5.3 we detailed a model including the previously neglected terms involving

the Ekman number. We found that as anticipated the inclusion of the Coriolis
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effect resulted in complex eigenvalues, where the imaginary part corresponded to
precession of modes within the rotating frame. The conclusions of this section
were that if Ek/6? > 0.1, then the imaginary part of the eigenvalue is negligible,
while the real part is well approximated by solutions within the limit (8.3.1) (b).
Using the values in table 8.4 we see that the minimum value is Ek/6? = 0.24,
when V = 1.55ml and = 15.2rads™!. Furthermore, in the numerical analysis
of the experimental data no precession of modes was observed. Therefore, it is
well founded to neglect the Coriolis effect, as was done in the model presented in

§4.4, as the Ekman number is sufficiently large enough to be approximated using
(8.3.1) (b).

Overall, we have established that the general Tanner model, presented in §4.4 is
the most appropriate to fit to the data considering the magnitude of the nondi-
mensional quantities reported in table 8.4. In this model, the contact angle is
modelled with the Tanner law, resulting in a small but finite capillary number,

while and both limits (8.3.1) are taken and justified.

8.3.3 Comparison to experimental data

Equilibrium solutions exist in limited region of parameter space compared to the
set of rotation rates investigated experimentally. This was discussed in §8.1.2,
and is demonstrated in figure 8.2. Therefore, the linear stability analysis is also
limited to a subset of rotation rates, since for greater rotation rates there is no
physical base solution from which to perturb. Figure 8.3 shows the dimensional
growth rates against rotation rate for the first four Fourier modes within the range
of physical equilibrium solutions. The experimental results were first presented
in figure 2.11 where the independent variable in each plot was, ¢* = Q?V. The
general Tanner model prediction is also shown for the first four wavenumbers using

solid lines with colour corresponding to the same Fourier mode.

Recall that, modes with amplitude less than the noise level a short time after spin-
up are not shown on figure 8.3, since they are not required to resolve the boundary
at this time. However, the Tanner model can predict negative eigenvalues, so that
perturbations decay in time. This may be due to the boundary conditions, since
our modelling neglects contact line hysteresis. As discussed in §1.2.1, contact

angle hysteresis is the phenomenon where the contact angle is not unique and
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FIGURE 8.3: Dimensional comparison of the predictions of the general Tanner model
and the experimental data for each volume considered. The slip coefficients used for
each figure are reported in table 8.5 whereas the contact angle and surface tension

coefficients are taken from table 8.2.
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must be greater than a critical value, known as the advancing contact angle, in
order for the contact line to move. If the contact angle is below this threshold
the contact line will be stationary. Therefore, by neglecting this feature, the
contact line can otherwise recede at a rate given by the negative eigenvalue, o,,.
Subsequently, negative eigenvalues are not shown on figures 8.3 (a)—(f) and we only
discuss positive eigenvalues, corresponding to those which rise above the noise level

of the data following spin-up.

The values of the fitting parameter, «, for each experimental set are presented in
table 8.5. We see that for each experiment the fit to the data is optimum when the
nondimensional slip length o =~ 0.01. The corresponding dimensional slip length
is also presented in table 8.5, which are orders of magnitude smaller than the
mean radius of the droplet for each experimental set. The magnitude of the slip
length is consistent with the findings of Wilson et al. [85] when comparing to the
experimental data of Fraysse and Homsy [58] and Spaid and Homsy [60] in the

context of purely axisymmetric spreading.

The sum of squared residuals between the model I and data where m = 1 is also
presented in table 8.5, with each value being small, indicating a good fit. This
is demonstrated in each of the figures 8.3 (a)—(f), where we see that the Tanner
model agrees well with the data for the m = 1 mode. Furthermore, for the
m = 1 mode in particular the modelling captures the experimental observation
of an upper limit on the growth rate, with a maximum value depending on the
experimental parameters. For greater wavenumbers, m = 2,3,4,..., there are
inconsistencies in the prediction and the experimental data. Although the model
captures the qualitative nature of the experiments, that the most unstable mode
increases with rotation rate, it fails to predict the growth rates of higher modes
accurately. Consequently, the threshold for a mode to become dominant is also not
predicted well in general. This may be due to inaccuracies in the initial condition
of the experiment, discussed in § 8.1.2, which subsequently introduce error into the
results of the linear stability analysis. We saw in figure 8.2 that the error between
the model I prediction and experimental data is greatest for larger rotation rates,
within the range of physical solutions. Since this is also the region in which higher
mode instabilities occur this is a likely cause for the discrepancy for higher mode

instabilities.
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Volume (ml)  « (nondim) a (mm?) SS residuals, m = 1 (s72)
0.15 0.0109 0.535 0.0625
0.35 0.0099 0.835 0.0967
0.57 0.0113 1.333 0.0207
0.73 0.0099 1.381 0.0575
1.20 0.0100 1.939 0.0027
1.55 0.0098 2.258 0.0036

TABLE 8.5: Nondimensional and dimensional Greenspan slip coefficients used to
produce figure 8.3 for each experimental set. The slip coefficient is nondimensionalised
using the length scale given in table 8.3. Also shown in the sum of squared (SS)
residuals between the experimental data and the thin film model for the m = 1 mode.

Figure 8.4 shows two specific cases where the amplitude of the unstable Fourier
modes in a short time following spin-up are plotted against time. Also shown
on each figure is the model prediction of how the amplitude of the Fourier modes
grow in time, from the general Tanner model, using the parameters detailed above.
Therefore, a direct comparison between the amplitude of the Fourier modes and
the model prediction can be observed, eliminating error in numerically calculating

growth rates from the data as is done to produce figure 8.3.

Figure 8.4 (a) shows the experiment where V' = 0.15ml and Q = 55.4rads™!.
In this case the first three non-axisymmetric Fourier modes are shown, since in
a short time after spin up no other modes exceed the noise level, indicated in
black. The amplitude of the Fourier modes are shown on a semi-logarithmic axes,
so that an exponential perturbation will appear linear in time, with initial slope
equal to the growth rate of a given Fourier mode. We see that the agreement
is good between the model and prediction for m = 1 and m = 3, whereas the
agreement for m = 2 is not as good. However, the modelling does correctly
predict that the m = 2 mode is the most unstable, having the greatest slope.
The absolute error between the predicted and experimental values of the spin-up
radius, Ry, is ARy = 0.443 mm, showing good agreement. Figure 8.4 (b) is similar
and shows the case where V = 0.57ml and Q = 27.4rads~! where the first four
non-axisymmetric Fourier modes are shown. Note that, in figure 8.3 (¢) for this
specific case the m = 4 is not accepted due to the amplitude rising greater than

the noise level after the prescribed time §t; however, we present it on this figure
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FIGURE 8.4: Plot of the unstable Fourier modes in a short time following spin-up,
also shown is the prediction of the thin film general Tanner model, shown in dashed
lines for each wavenumber m =1, 2, 3.

for completeness. In this case we see that the agreement is good for m = 1 and
m = 2, but not as good for m = 3 and m = 4. In the latter two cases although
the numerical agreement of the growth rate is off, the model correctly predicts the
stability of these modes, with both being unstable and growing in time. In this
case the absolute error in the equilibrium solution between experiment and model

is ARy = 0.525 mm, again showing good agreement.

Overall, we see that for the presented two cases where the spin-up radius is well
approximated by the model, that the agreement between the amplitudes of Fourier
modes and the model prediction is good. Specifically, when the contact line speed
is taken from the axisymmetric spreading data, the contact angle and surface
tension coefficient are taken to reflect the equilibrium data, and Greenspan slip

coefficient is taken from a nonlinear least squares fit to the non-axisymmetric data.

8.3.4 Contact angle varying with rotation

We have discussed the equilibrium and linear stability results above under the
assumption that the contact angle, 6., does not vary with rotation. Furthermore,
from the two cases considered in figure 8.4 we saw that the growth rates from
the experiment and thin film model compare well when the error in the equilib-
rium solution is small. Therefore, instead of assuming a constant contact angle,

we choose the contact angle so that the experimental equilibrium radius, Ry, is
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FI1GURE 8.5: Dimensional comparison of the general Tanner model and the exper-
imental data for each experiment when the contact angle is taken from the solution
of (8.3.2).
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exactly reproduced by the model. To do this, we numerically solve the transcen-

V\Y? P2V pgV3/3
Ry — (_> Ry [ 2LV P9V 8.3.2
0 0, 01( V02 7 4923 ( )

for each experiment. The solution Ry is found by solving the contact angle con-

dental equation

dition at leading order in e (3.4.10a), given the nondimensional parameters, ¢
and G which depend on the contact angle as shown. The coefficient of Ry is the

lengthscale, L, which also depends on the contact angle.

Subsequently, the linear stability problem can be solved where the surface tension
coefficient is taken from the table 2.1 rather than fitted to the data as before. The
contact line speed is once again taken from the axisymmetric spreading data, while
the remaining physical quantities are taken from table 2.1. The Greenspan slip
coefficient used a fitting parameter to the data, where again we find the optimum
fit in each case when o = 0.01. The results are presented in figure 8.5, where we
see that again for each volume there exists a maximum rotation rate the model
can exist for. In comparison to the results presented in figure 8.3, the range in
which solutions exist is extended since we do not constrain the contact angle to be
below 7 /2. In this case the restriction comes where there is no value of 6, that can
solve (8.3.2), given the physical parameters. The lack of solution of (8.3.2) causes
the gap in the prediction in figure 8.5 (b). We observe that when the contact angle
is taken to exactly match the equilibrium solution, the model better fits the data
for higher wavenumbers, while the agreement in the m = 1 mode is again good.
Along with better quantitative agreement for higher wavenumbers, we also see
that the threshold for a wavenumber to become dominant is also better predicted
in comparison to the results presented in figure 8.3. This can especially be seen
in figure 8.5 (f) where V' = 1.55ml where we see that both the threshold for the
dominant mode between the m = 1,2 and m = 2, 3 is well predicted by the model

in this case.

For larger rotation rates the solutions to (8.3.2) are greater than the allowed range
of 0 < 0. < 7/2, for which solutions are not multi-valued close to the contact line.
The solutions to (8.3.2) are shown in figure 8.6, for each volume, where we see that
the contact angle, 6., increases with rotation rate, rising above 7/2, which is also
shown in black. Larger contact angles being required may be due to the initial

condition of the experiment, where as discussed in §8.1.2, the system appears to
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FIGURE 8.6: Solutions of (8.3.2) for the contact angle, ., against the rotation rate,
for each volume. The threshold of 6. = w/2 is also shown in a black dashed line.

not be at rest at the start of the experiment. However, the modelling assumes
that at ¢ = 0 the system is in a state of rest within the rotating frame of reference.
Therefore, the fitting of artificially large contact angles appears to rectify this
discrepancy, allowing the equilibrium contact line position to be greater so that

the modelling of equilibrium solutions agrees with the experiment.

8.4 Summary

In this chapter we have simultaneously compared the experimental data for initial
drop radii and subsequent numerical nonaxisymmetric growth rates, first presented
in §2.3, to the equilibrium solutions presented in § 3.4 and respective eigenvalues
calculated from the linear stability problem of the general Tanner model of §4.4.
None of the previous studies detailed in chapter 1 have compared both the equi-
librium and growth rates simultaneously. Furthermore, the early modelling of
fingering instabilities by Troin et al. [59] has been shown to compare well with
several experimental studies [58, 53, 68|, however prior to this thesis no model has

been shown to sufficiently model both equilibrium and linear stability favorably.
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CHAPTER 8: COMPARISON WITH EXPERIMENTAL RESULTS AND DISCUSSION

When comparing the equilibrium solutions we saw that both the thin film model
[ and the O(1) contact angle model II perform well at predicting the equilibrium
contact line position, Ry. However, we demonstrated that both models have limi-
tations due to the non-physical assumption that the system is in equilibrium, since

in reality velocities are induced during the spin-up phase of the experiment.

We discussed the free parameters in the model, taking the contact line speed
directly from the axisymmetric spreading data, and both the contact angle and
surface tension coefficient from the nonlinear least squares fit between the equilib-
rium solutions and the experimental spin-up radii. Following this, we discussed the
size of the nondimensional parameters justifying why the general Tanner model
is most appropriate to fit to the data over models within different areas of the

parameter space discussed in this thesis.

We found that within the range of solutions allowed due to the size of the contact
angle, the qualitative agreement between the experiment and thin film general
Tanner model was good, with good quantitative agreement for the m = 1 mode,
where the nondimensional Greenspan slip coefficient, o, was similar for each ex-

perimental set.

Finally, we took the contact angle such that for each experiment the equilib-
rium contact line position from the model is equal to the spin-up radius from
the experiment. Under this approximation we saw the quantitative agreement for
m = 1,2,3 is good, with the model better predicting the thresholds where the
dominant wavenumber changes. However, we found that for the equilibrium ra-
dius to be taken from the experiment the contact angles are unphysical for greater
rotation rates. We posited that the contact angle is greater to offset the discrep-
ancy between the initial condition of the experiment, which is unsteady, and the
equilibrium solutions of the model, which are steady. Furthermore, it is impor-
tant to remember that in the thin film model the contact angle is assumed small,
whereas the experimental data indicates that the contact angle is large. There-
fore, although the agreement is found to be good there is likely to be some error

introduced by the modelling approximation made.
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CHAPTER 9

Conclusions and closing remarks

9.1 Thesis summary

The aim of this thesis was to understand the contact line instability of a viscous
fluid under rotation. We performed both experimental and mathematical analysis
as both the volume of droplet and rotation rate of the plate were varied. We
considered different regions of the parameter space to previous experimental and
mathematical studies, which generally consider small volumes and contact angles.
In doing so we attempted to understand the limitations of the commonly used thin
film model, as well as considering the qualitative differences when the contact angle

is large.

In chapter 2 we set out the experimental methodology to investigate the contact
line instability when a viscous fluid of a prescribed macroscopic volume is spun
at a chosen rotation rate. Fourier analysis was used to find the amplitude Fourier
modes which contribute to the shape of the contact line. First, we considered
the spin-up radius, observing that the spin-up radius increases with both rotation
and volume. We assessed the axisymmetric spreading from the spin-up frame,
finding a power-law for growth which showed good agreement with the data. The
spreading rate was found to be different from the results of Holloway et al. [62]
who considered microscopic volumes of silicon oils. The experiments performed
showed a distinct difference in the onset of instability, such that the onset of
instability was almost instantaneous in contrast to experiments on small volumes

who observe a long axisymmetric phase before onset of instability.
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CHAPTER 9: CONCLUSIONS AND CLOSING REMARKS

The magnitude of the non-axisymmetric instability was quantified by taking the
logarithm of the amplitudes of non-axisymmetric modes m = 1,2, 3, ... over time,
obtaining the growth rates of each relevant mode. Subsequently, the dominant
growth mode was determined and presented as functions of both the rotation rate
and volume. The main result from the non-axisymmetric analysis being that the
threshold rotation rate for a mode to become dominant decreases as the volume
increases. Specifically, this meant that the dominant wavenumber increased with
rotation rate for fixed volume, in contrast to previous results by Melo et al. [26] and
Fraysse and Homsy [58] who reported the dominant wavenumber as independent
of rotation rate and volume, while considering smaller volumes, O(10~2) ml, of Sil-
icon oils. We determined that the dominant wavenumber is also a function of drop
volume in the studied configuration. The fluid in much of the previous experimen-
tal studies discussed in chapter 1 are non-Newtonian silicon oils, using microscopic
droplets |26, 58, 60, 62] or macroscopic droplets [61, 64, 67, 63]. Veretennikov et al.
[66] performed similar experiments to those presented in chapter 2, using macro-
scopic volumes of glycerol, however the rotation rates investigated were too low to
observe the higher mode instabilities observed in our experiments. Therefore, the
experiments we performed were within an unexplored region of parameter space
and produced novel qualitative differences in the onset of instability and quanti-
tative differences in the spreading rate and fingering instability as a function of

rotation rate and drop volume.

In order to make comparisons with the experimental data, in chapter 3 we derived
a model for the evolution of the free surface, h(r,p,t), and contact line, R(¢p,1),
of a fixed volume of viscous fluid in solid body rotation on a solid plate. In this
chapter we made a lubrication approximation, assuming that the radial length
scale is significantly larger than the axial length scale and identifying the contact
angle as an appropriate lubrication parameter. The contact line dynamics were
modelled using a macroscopic slip law whereas the contact angle was related to
the contact line speed using the Tanner law, where contact line hysteresis was
neglected. We identified three key parameters, the centrifugal, Bond and capillary
numbers; nondimensional measures of the rotation rate, volume, and viscous con-
tact line speed against surface tension, respectively. We discussed the equilibrium
solutions determined by McKinley et al. [42, 43|, where the fluid is in solid body

rotation, presenting the results as a parameter space in which physical, hydrostatic
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solutions exist. The key result from this equilibrium analysis is that each Bond
number has a corresponding maximum value of the centrifugal number. In terms
of physical parameters, each volume has a maximum rotation rate beyond which

no equilibrium solution is possible for which the contact angle is small.

Chapters 4 and 5 concerned the linear stability analysis of the equilibrium solutions
of McKinley et al. |42, 43|, detailed in §3.4. We used a Greenspan slip condition
[31] in replacement of a more commonly used Navier slip condition to avoid the
contact line speed being zero, leading to purely stable eigenvalues. Within the
quasi-steady limit we presented analytic solutions for the free surface perturbation
and the growth rate for different wavenumbers, m, recovering the solutions of
McKinley et al. [42] when m = 0 and McKinley and Wilson [43| for Bond number
G = 0, while presenting novel solutions for G > 0. Within the quasi-steady limit
we found that the m = 1 mode is unconditionally unstable and dominant over the
entire parameter space provided any rotation occurs. Each larger wavenumber
can be both linearly stable and unstable within the parameter space depending
on the rotation rate and volume, indicated by neutral stability curves presented
in §4.3. The neutral stability curves were found to be independent of capillary
number, slip length and Tanner exponent. When the capillary number is positive
the derived eigenvalue equation was solved numerically using a finite difference
scheme, detailed in appendix B. The case where G = 0 had previously been studied
by McKinley and Wilson [43], whereas the analysis presented in §4.4 discussed
novel solutions when G > 0. We found that the inclusion of capillary effects allows
the dominant mode to rise from m = 1 as both the centrifugal and Bond numbers

are increased, in line with experimental observations detailed in chapter 2.

The linear stability model was extended in chapter 5, where we first showed how
the Greenspan slip law allows non-zero radial velocities at the contact line, con-
trary to the widely used Navier slip condition which leads to a qualitative change
in the boundary conditions and purely stable eigenvalues. In §5.2 we discussed
novel solutions where the contact angle remains fixed, replacing the previously
used Tanner law. We determined that the equilibrium solutions, as well as the
neutral stability curves within the parameter space, are unchanged from the Tan-
ner model. Furthermore, we verified that the results of fixed contact angle model
are equivalent to the Tanner model in the large capillary limit; when the capillary

number is O(1) and above, consistent with non-rotating analysis of Ehrhard and
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Davis [32] and Myers et al. |77, 78]. Next, we considered a model retaining previ-
ously neglected terms corresponding to the Coriolis force, defining a threshold in
terms of the nondimensional Ekman number above which the effect of including
the Coriolis force is negligible. Previous studies assume the Coriolis force terms
are negligible [19, 90|, however we have demonstrated through direct comparison
of solutions that taking the limit Ek" — oo in § 3.2 is a reasonable approximation
to make. The final extension we considered was the quasi-steady limit where an
ODE for the evolution of the contact line was derived for axisymmetric pertur-
bations. We compared numerical solutions of the derived ODE to the solutions
of the linear stability problem, showing that for sufficiently small perturbations
to the contact line the growth or decay of perturbations is accurately predicted
by the previously determined exponential growth rate. Furthermore, we demon-
strated why the axisymmetric mode is neutrally stable at the maximum rotation

rate within the previously defined parameter space.

Having completed our analysis within the thin film limit, we proceeded to discuss
solutions where the contact angle is no longer assumed to be small. Existing liter-
ature, detailed in chapter 1, focuses on thin film solutions of the governing equa-
tions. In chapter 6 we nondimensionalised the system of equations and boundary
conditions in an alternative way to chapter 3, with the contact angle functioning
as an arbitrary boundary condition, rather than within the nondimensional quan-
tities as in chapter 3. Following the same procedure as McKinley et al. [42, 43|
and § 3.4, we determined novel solutions for the steady, axisymmetric, equilibrium
free surface and the constant equilibrium contact line position. The resultant pa-
rameter space of solutions and the trends as each of the nondimensional quantities
were varied were found to be qualitatively comparable results to those in the thin
film limit. Specifically, for fixed volume and contact angle there exists a maximum
rotation rate, above which equilibrium solutions cannot exist. We determined that
larger contact angles can support equilibrium solutions at greater rotation rates,
while also finding that the thin film model performs well for contact angles less
than 6, = 7/2. Therefore, in terms of prediction of equilibrium solutions, the thin
film solutions determined by McKinley et al. [42, 43| and detailed within §3.4
are found to be a good approximation of the full system, and have the advantage
of providing an analytical form rather than the purely numerical solutions when

the contact angle is arbitrary. At the end of chapter 6, we developed a numerical
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finite element method to solve a set of Stokes equations on a mesh defined by
an equilibrium solution. By doing so, we recovered the expected leading order
velocity and pressure solutions, while providing a foundation method for solving

the perturbation equations in chapter 7.

In chapter 7 we discussed the linear stability of the novel equilibrium solutions
presented in §6.3, subject to non-axisymmetric perturbations. We constructed
the perturbation to the free surface using Bessel functions, satisfying the O(e)
boundary conditions, and solve the resultant weak formulation for the pressure
and velocity fields within a mesh defined by the equilibrium solution. We used
the solutions within the thin film limit to verify the numerical method before
discussing results with O(1) contact angles. When the contact angle is sufficiently
large, the evidence suggests that the instability transitions from slip at the contact
line to a rolling of the contact line, with negative radial velocity at the contact line
for all values of the centrifugal and Bond numbers for which equilibrium solutions
exist. The results are in qualitative agreement with previous experiments where
rolling of the contact line has been observed experimentally using both glycerol
[66] and silicon oils [61, 64] of various volumes and rotation rates. The linear
stability analysis for large contact angles identified the limitation of the thin film
models discussed in chapters 4 and 5, such that the rolling motion at the contact
line is not captured. However, the thin film models provides advantages in terms
of tractability and relative simplicity, with analytic equilibrium solutions and a

simplified eigenvalue equation solved using a finite difference method.

Chapter 8 concerned the comparison between the mathematical models and the
experimental data. Previous studies detailed in chapter 1 have not compared both
the equilibrium and growth rates simultaneously as has been done in this work.
Furthermore, verification of a thin film linear stability analysis of the closed form
equilibrium solutions derived by McKinley et al. [42, 43| has not been performed
prior to this thesis. In chapter 8 we first considered the fluid radii before any
movement is detected, when no rotation is present. We found that the both the
thin film and large contact angle models discussed in chapters 3 and 6 show good
agreement to the data for each volume considered. The contact angle was found
to be large, however despite this the thin film model performs well indicating that
neglecting of O(6?) terms was well founded in this case. Next, we considered the

spin-up radius see that again both models perform well at predicting the location
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of the linearised contact line, Ry, as a function of the rotation rate within the
range of possible solutions. Specifically, the thin film model is found to perform
marginally better than the large contact angle solutions, indicating the strength
of the approximation made rather than identifying any underlying weaknesses.
Finally, we compared the growth rates of non-axisymmetric modes between the
experimental data and the mathematical models. Taking the contact line speed
directly from the axisymmetric spreading data and the contact angle from the
leading order fit, we discussed the size of the nondimensional parameters and
determined that the general Tanner model (see § 4.4) is the most appropriate model
to reflect the data. The large contact angle model could not provide a sufficient
qualitative comparison to the experimental data due to the solutions being limited
to where the contact angle is fixed. We found good qualitative agreement between
the thin film general Tanner model and the data, with good quantitative agreement
for the m = 1 mode within the range of possible solutions, even though the contact
angle is not small. When the contact angle is taken so that the leading order radius
is exactly the experimental spin-up radius, the quantitative agreement is good for
the first three wavenumbers and the dominant mode as a function of rotation rate
is well predicted for each volume. However, in this case the resultant contact angles
can be unphysical for greater rotation rates. A possible explanation of this is that
the contact angle acts to offset the discrepancy between the assumed steady initial
condition of the model, and the unsteady experimental initial condition. This
analysis demonstrated that the strength of the thin film model is in its relative
simplicity, and although in some regimes it may be insufficient it was capable of

qualitative and quantitative match to the experimental data we collected.

9.2 Closing remarks and future work

There are many possible avenues for further development of the mathematical
models in this thesis. In chapter 8 we discussed that the discrepancy between
leading order solutions and the experimental spin-up radius is likely caused due
to velocities being induced during the acceleration phase of the experiment. The
mathematical modelling in this thesis assumes that the rotation rate is achieved
instantaneously, and therefore it may be interesting to investigate the acceleration

phase with the aim of understanding how the contact line instability is affected.
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The industrial process which is a foundation for this investigation generally in-
cludes an evaporative phase [17]. Therefore, a possible extension to the presented
models is to couple the equations of motion with a diffusion equation for fluid
concentration, modelling the effect of evaporation in similar fashion to previous

studies by Meyerhofer [18|, Jenekhe and Schuldt [21] and Riesfeld et al. [23, 24].

In each comparison of the leading order models to the experimental data we de-
termined that the contact angle is large. However, the model presented in chapter
7, which described the linear stability of the system when the contact angle is
O(1), proved insufficient to describe the experimental data for a number of rea-
sons. First, the free surface perturbation was constructed to satisfy the boundary
conditions, which proved successful when the contact angle is small, but produced
inconsistent results for larger contact angles. Therefore, it is instructive to as-
semble and solve the full eigenvalue problem for the free surface perturbation and
growth rate, using the framework provided in this thesis. Second, we found that
due to the capillary number being small, the fixed contact angle model was in-
sufficient to reproduce the experimental data, since it is valid where the capillary
number is large. Therefore, similarly to the thin film case it would be natural to
consider a Tanner boundary condition to model the contact angle, when solving

the full eigenvalue problem for O(1) contact angles.
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APPENDIX A

Derivation of Governing Equations

Considering the rotating system described in §3.1 and shown in figure 3.1, the
rotation rate is constant about the vertical axis, so that the rotation vector is
Q = Q2. We define the rotation angle, 1(t) = Qt, and introduce unit vectors 2

and j in the rotating frame defined as

i(t) = cos(¢(t))& + sin(v(t))y, (A.0.1)
J(t) = —sin(y(t))& + cos(v(t))y, (A.0.2)

expressed in terms of stationary frame unit vectors & and . Figure A.1 shows a

diagram of this rotating coordinate system. Differentiating the above unit vectors

with respect to time gives

%EW = Q(=sin(e(1)& + cos((1)§) = 25, (A.0.3)
%5@) = —Q(cos(¥() + sin(v(t))g) = — . (A.0.4)

This can be generalised such that

dp
— =QXxp A.0.

where p is either rotation unit vector, (A.0.1) or (A.0.2). If we define a function

within the rotating frame using i, j, and k = z,

F(t) = fi()i+ f(0)F + )k, (A.0.6)
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FIGURE A.1l: Top view of coordinate system rotating about the vertical axis with
constant rotation rate €2. Here solid lines are at time ¢ = 0 while the dashed line at
some time ¢t > 0, so that we have rotation angle 1) = Qt.

and examine the derivative with respect to time, using the product rule and (A.0.6)

aF _ dhy s, sy
dt dt dt dt
dfis  dfes  dfs

= S S25 0 S0 [k (hi+ 07 + HOE)] (408

_ K%); Qx] £00). (A.0.9)

where terms in the rotating frame are denoted subscript R. Therefore, if we have

di N dj . dk
— = - A.0.
+f1dt+ J+f2dt+ k+f3dt (A.0.7)

a direction vector r defined in the rotating coordinate system, the velocity vector

in a stationary frame, denoted subscript i, is given by

dr dr
R (el A.0.1
v = <dt)R+QXT’ (A.0.10)

and hence, the rotating frame velocity is

vp=v; — QA X7 (A.0.11)

214



APPENDIX A: DERIVATION OF GOVERNING EQUATIONS

We can find the acceleration by differentiating (A.0.10) again, recalling that the

rotation is constant,

dv; d
o dvi_fd Q Q A.0.12
@i dt Kdt)R+ Xl (O + § ) (8.0.12)
d'vR
= 42X vr+ Q2 x (2 x7). (A.0.13)

For a fluid particle, we look in a Lagrangian frame of reference moving with the

fluid flow, hence

Du Du
— | = = 2Q2 x Qx (Qxr). A.0.14
(B7) = (BF) +22xomrax@xn (A0.14)
Performing Newton’s second law on a fluid parcel in a stationary frame under
gravity and substituting (A.0.14), for the acceleration in the stationary frame

gives

D
p <D—1;> =—Vp—pQ x (2 xx)—20Q X u— pgz+ uVu. (A.0.15)
R

The left hand side is analogous to mass multiplied by acceleration in the rotating
frame, and is equal to the sum of static pressure, centrifugal force, Coriolis force,

gravitational force and viscous forces.
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APPENDIX B
Discretisation of eigenvalue problem

In this appendix we detail the discretisation of the eigenvalue problem (4.1.4) both
for axisymmetric and non-axisymmetric perturbations. In §4.1.3 we described the
boundary conditions depending on the wavenumber, m. In the axisymmetric
case where m = 0, the eigenvalue equation (4.1.4) is coupled with an integral
condition for the conservation of volume (4.1.27), while when m > 1, the boundary

conditions are more simple to discretise.
For clarity, the eigenvalue problem (4.1.4) is repeated here
Lo[L1(M)] = Comha, (B.0.1)
where the linear operators £, and L, are defined as,
d2

L4[D] = {— LLld ot G} D, (B.0.2)

dr2  rdr 2

1 o 2 1 1 a "4 m? (1 a

(B.0.3)

respectively.

B.1 Non-axisymmetric perturbations

We start with the simpler case where perturbations are non-axisymmetric, for

wavenumbers m = 1,2, 3, .... The boundary conditions to the eigenvalue equation
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(B.0.1), first stated in §4.1.3, are the velocity regularity conditions which depend

on m,

m = 1: h(0)=0, K/(0)=0, h/(0)=0, (B.1.1)
m o= 2: h(0)=0, K,0) =0, R"0)=0, (B.1.2)
mo> 30 W(0)=0, K(0)=0, M(0)=0, (B.13)
and the combined Tanner condition (4.1.15),
omhi(Ro) = —q {hg(Ro)hi(Ro) + hy(Ro)} . (B.1.4)

The fixed domain [0, Ry| defined by the leading order solution is represented by N
points, denoted r;, with a finite difference of dr = Ry/(N —1) between points. The
corresponding value of hy(r;) is denoted h;. The boundary conditions at r = 0 are
discretised to second order accuracy using forward finite differences. Therefore,

the first three derivatives of hy at r = 0 are approximated as

(i =0) = hy, (B.1.5)
W =0) = —om +2‘;};2 —1hs (B.1.6)
K'(ry =0) = 2h 5hfi:f2 Ahs — h4, (B.1.7)
P e ji?g +14hy — 3h; B.Ls)

where depending on the wavenumber, three of the above four expressions are
set equal to zero. At the other end of the domain, there is a single boundary
condition (B.1.4), which is discretised about the point ry = Ry using a second

order backward finite difference approximation,

th*Q Qthfl " 3
hy = — —oln S g B.1.
TmlN adr | ar { o(fo) + 54, (B.1.9)

The eigenvalue equation (B.0.1) is of the form

d4h1 d3hy d2h1 dh,

Comhy = fa(r) g5 + Js(r) 5 + falr) g5 + ()3 =+ fo(r)ha, - (B.1.10)

where the subscript of the coefficient functions, f;, represents the order of the

corresponding derivative. Each derivative is discretised using a five point central
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Ficure B.1: Schematic diagram of the structure of the discretisation of the eigen-
value problem (B.0.1), for non-axisymmetric perturbations m = 1,2, 3, ....

difference interpolant, surrounding r;, while the coefficient function is evaluated at
r;. When a central difference approximation cannot be used at ry_1, a five point
backward difference approximation is used. The eigenvalue problem and boundary
conditions are assembled into a generalised eigenvalue matrix problem, Ah = o Bh,
where A and B are N x N matrices, and h is a row vector. The first three rows
in the hand matrices correspond to the boundary conditions at » = 0, while the
final row represents to the combined Tanner condition (B.1.9). The remaining
N — 4 rows are given by the finite difference approximation of the eigenvalue
equation (B.0.1), where rows 4 to N — 2 in A represent the approximation of the
linear operator using central differences, while row N — 1 uses a backward finite
difference scheme. Each of the boundary conditions which could be applied at
r = 0 do not contain the eigenvalue, o,,, and therefore the first three rows in
the right hand matrix, B, contain only zeros. However, the Tanner boundary
condition (B.1.9) does contain o,,, and so the entry on row N column N of B is
one. The remaining entries in rows 4 to N —1 in the right hand matrix B are given
by C' down the leading diagonal. Figure B.1 shows a diagram of the structure of

each of the matrices A and B as described above.

B.2 Axisymmetric perturbations

The four boundary conditions for the eigenvalue equation (B.0.1) when considering
axisymmetric perturbations are two regularity conditions at r = 0 (4.1.29) (a, b),

an integral condition (4.1.29) (c), and the combined Tanner condition (4.1.15).

218



APPENDIX B: DISCRETISATION OF EIGENVALUE PROBLEM

A T B
R L LT TP 2N
1i[w [ ] 1o : i
2| n” H 2 0 H
'
H . : c. :
; . . Lo[L1] ' N : 2
N -2 : N-2 c :
N-1 ' 1 ' N-1 0
N Tanner hn N 14
Naqfrmmmmmmmmmmmmm- e mmmmmmsssssmmenn] pememeesl g feeeeeee s ————— qmmmmesmssssse———-
N1y O i N1 '
N+2f RN ' N+2 '
' [ - [ N [
H
'
AR : N . 0 ' 0
AN AN : So—rh S = : -
s‘ -~ L} “ L}
2N —1 . N . . ! 2N —1
2N L S . S Y | Inv 2N L -

F1GURE B.2: Schematic diagram of the structure of the discretisation of the eigen-
value problem (B.0.1), for axisymmetric perturbations m = 0.

To impose the integral condition we define the variable I, which represents the

indefinite integral

I / rhy (r) dr, (B.2.1)

which, by differentiating and enforcing appropriate boundary conditions, results
in a differential equation and boundary condition which represents the integral
boundary condition (4.1.29) (c),

g =0, 1(0)=0,1(1) = 0. (B.2.2)

The integral ODE (B.2.2) is coupled with the eigenvalue equation (4.1.4) and the

remaining boundary conditions.

When discretising the ODE for I (B.2.2) it is important to avoid a checkerboarding
problem, which occurs where the values of I at odd numbered nodes are indepen-
dent of those at the even numbered nodes. Hence, we discretise (B.2.2) at the

midpoints between grid points

I =0, (B.2.3)

Li+ 1 hi—1 il .
o il [ 2 + —] =0, i=2,..,N (B.2.4)
Iy =0, (B.2.5)

giving a total of V + 1 equations. The differentiability and symmetry conditions

(4.1.29) (a, b) are discretised using forward finite differences while the combined
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Tanner law is discretised using backward finite differences, giving another 3 equa-
tions. The remaining N — 4 equations come from eigenvalue equation which is
discretised centrally using a five point interpolant for each derivative, while the
coefficient of each derivative is evaluated at the point, r;. This gives a total of 2N
equations, formed into a generalised eigenvalue problem of the form Ax = oBux,
where the first NV entries in the eigenfunction z give hy(r), while the second N
entries give /. The right hand matrix, B, is largely zeros other than on the leading
diagonal on rows ¢ = 3, ..., N — 2, where it is C', due to the right hand side of the
eigenvalue equation (B.0.1), and i = N where the entry is 1 to reflect the combined
Tanner condition (4.1.15). Figure B.2 shows the structure of each of the matrices

A and B along with the eigenfunction z, as described above.

Note that, in both the axisymmetric and non-axisymmetric cases the difference
in the implementation between the combined Tanner boundary condition (4.1.15)
and the combined fixed contact angle condition (5.2.5) amounts to changing a sin-
gle value in the matrix B and taking C' = 1. Specifically, in both the axisymmetric
and non-axisymmetric case the entry on row N column N is changed from a one

to a zero when the fixed contact angle condition is imposed.
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Transformations for comparison of

models

Since the thin film model I and model with O(1) contact angle II are nondimen-
sionalised in different ways, we must first establish the transformations between

cases. Considering the nondimensional parameters ¢ and G in the thin film case

_ PV o — pgV;”

o1 ez C1F PR (C.0.1)
and in the O(1) contact angle case
o=V g, Y (C.02)
Y
Therefore, we find that
on = 0%¢, G = 0*3G. (C.0.3)
In both cases, the lengthscale is determined using the volume,
VP =00 =Ly = Lu=0L (C.0.4)
Next, the dimensional radial length scales like
r= Liyrp = Lyr; = 06_1/3[417"1 =  rq= 06_1/37’1. (C.0.5)
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Whereas, the vertical length scale
z = h(r,¢,t) = Luhn(rm, ¢, t) = 0.Lihi(r1, ¢, t) = 023 Luhi (11, 0, 1) (C.0.6)

therefore
hi(rm, o, t) = 022 he(07 3y, 0, 1), (C.0.7)

C

The scalings for each of the derivatives of h are calculated using the chain rule

giving the nth derivative as

o hit ”T" o hr

o =0, o (C.0.8)
The velocity scales are
Ui = 7337 Un=_1 = Uy=0730, (C.0.9)
hence, the horizontal velocity scales like
u(r, z) = Upuy = Unpuyy = 0, °Uruny - = upp = Bug, (C.0.10)
while the vertical velocity scales like
w(r, z) = 0.Uyw; = Unqwy = 00_3U1wn =  wyg= Gﬁwl. (C.0.11)
The pressure scale in each case is given by
P = Z_ZIZ’ = ML(ﬁI - Lf;[i]é/?’ = Py =06;'3P, (C.0.12)
using the relationships (C.0.4, C.0.9). Therefore,
p = Pip1 = Pupn = 9;4/3P1pn = pu= Qﬁ/?’pl. (C.0.13)

If we consider the dimensional slip conditions used in the thin film model I

o Ou o Ov
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APPENDIX C: TRANSFORMATIONS FOR COMPARISON OF MODELS

Since u, v scale in the same way we need only consider one of the slip laws in both

transformations
0 0 0 0
u= e SM_ G Gu o, O Jun_ G Jun (C.0.15)
3LI Gghl 821 3h1 821 BLHhH 8211 3hH 8zH
hence
o = O./IL%QS = OéHL%I = o = 93/3041. (0016)

Within each model the growth rate is given by the velocity at the contact line,
and therefore
o1 = 930’1. (0017)

Overall, we have identified appropriate transformations so that approximate so-
lutions within the thin film limit can be compared to the full numerical solution

within nondimensional space, thereby verifying the numerical method.
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