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ABSTRACT

NUMERICAL STUDY ON THE DISPERSION AND
DEPOSITION OF PARTICLES IN EVAPORATING
SESSILE DROPLETS

Ali Kerem Erdem
M.S. in Mechanical Engineering
Advisor: Luca Biancofiore
September 2022

Evaporating sessile droplets including dispersed particles are utilized in the
coating, printing, and biomedical applications. Modeling this problem is a chal-
lenging process, therefore different assumptions are used in the literature. It
is important to have a model which covers both pinned and moving contact line
regimes for the droplet, thus whole evaporation process and deposition profile can
be understood. Therefore, in this work, a numerical and mathematical model is
derived to simulate two-dimensional symmetric thin evaporating sessile droplets
whose contact line is firstly pinned and then moving. This model is derived by
combining different models in literature with the help of lubrication theory and
rapid vertical diffusion assumption. This model includes a temporal change in
the droplet’s surface height, contact line dynamics, particle dispersion, and de-
position. The finite difference method is used in the numerical solution. Cases
including pinned and moving contact lines in the literature are solved separately
by different numerical algorithms developed in this work and these algorithms
were combined. This new algorithm first solves a mathematical model in the
pinned contact line regime. When the contact angle goes below the defined limit,
the second part of the algorithm solves the mathematical model in the moving
contact line regime until 95 percent of the total particle mass is deposited. A para-
metric study has been done with the developed algorithm. A set of parameters
is defined and chosen parameters are changed to see their effects. It is observed
that increasing the Marangoni number and Capillary number, increased particle
accumulation near the center. Decreasing evaporation number and increasing

Damkohler number result in more uniform particle deposition.

Keywords: evaporation, sessile droplets, dispersion, deposition, numerical model.
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OZET

BUHARLASAN SAPSIZ DAMLACIKLARDA
PARCACIKLARIN DAGILMASI VE BIRIKMESI
UZERINE SAYISAL GALISMA

Ali Kerem Erdem
Makine Miihendisligi, Yiiksek Lisans

Tez Danigmani: Luca Biancofiore
Eyliil 2022

Dagilmig parcaciklar iceren buharlagan sapsiz damlaciklar kaplama, baski ve
biyomedikal uygulamalarda kullanilir. Bu problemin modellenmesi zorlu bir
siirectir, bu nedenle literatiirde farkli varsayimlar kullanilmaktadir. Damlacik
icin hem sabitlenmis hem de hareketli temas hatt1 rejimlerini kapsayan bir mod-
ele sahip olmak onemlidir, bdylece tiim buharlagma siireci ve birikme profili
anlagilabilir. Bu nedenle, bu ¢alismada, temas hatti once sabitlenmis ve sonra
hareket eden iki boyutlu simetrik ince buharlasan sapsiz damlaciklari simiile et-
mek icin sayisal ve matematiksel bir model tiretildi. Bu model, literatiirdeki
farkli modellerin yaglama teorisi ve hizli dikey difiizyon varsayimi yardimiyla
birlestirilmesiyle elde edildi. Bu model, damlacik yiizey yiiksekliginin zamanla
degigimini, temas hatti dinamiklerini, parcacik dagilimini ve birikimini igerir.
Sayisal coztimde sonlu farklar yontemi kullanildi. Literatiirde yer alan sabitlenmis
ve hareketli temas hatlari igeren vakalar bu ¢aligmada gelistirilen farkl sayisal al-
goritmalar ile ayr1 ayr1 ¢oziildii ve bu algoritmalar birlegtirildi. Bu yeni algoritma,
once sabitlenmis temas hatt1 rejiminde bir matematiksel modeli ¢ozer. Temas
acisl tanimlanan smirin altina digtiigiinde, algoritmanin ikinci kismi, toplam
parcacik kiitlesinin yilizde 95’1 birikene kadar hareketli temas hatti rejimindeki
matematiksel modeli ¢ozer. Geligtirilen algoritma ile parametrik bir calisma
yapildi. Bir dizi parametre tanimlandi ve etkilerini gormek igin secilen parame-
treler degistirildi. Marangoni sayis1 ve Kapiler sayisinin artmasinin merkeze yakin
parcacik birikimini arttirdigi gozlemlendi. Azalan buharlasma sayisi ve artan
Damkohler sayisi, daha diizgiin parcacik birikimi ile sonuclandi.

Anahtar sozciikler: buharlagma, sapsiz damlacik, dagilma, birikme, sayisal model.
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Chapter 1

Introduction

Droplets can be seen in different aspects of a daily life and have many applica-
tion areas in industry and science. The shape of the droplet and its interaction
with the environment causes different physical phenomenons and mechanisms.
Droplets can sit on solid surfaces which can have different properties. Because
of environmental effects, the droplet will evaporate and when it totally dries out,
dispersed particle will be deposited on the surface. This mechanism can be use-
ful in different application areas. Therefore, many researchers studied on inner

physical mechanisms of the droplets and deposition of solute particles.

One of the famous example of this phenomenon can be called as coffee-ring
effect which is emphasized by Deegan et al. [2]. When a droplet of coffee or
tea is spilled to some surface, remaining stain’s shape is like a ring, because of
the inner flow explained by Deegan et al. [2]. Another example will be related
to printing technology. In ink-jet printing, ink with solute particles is ejected
to the surface and evaporation of ink droplet deposits solute particles on it [3].
Evaporating droplets are also used in biomedical application. In DNA mapping,
DNA molecules are deposited into coated solid surface in order to do gene analysis,
with the help of evaporation in droplet [4]. The last example will be related to
academic research field. In Niet al. [5], modified version of the capillarity-assisted

particle assembly method also uses particle deposition mechanism inside colloidal



droplets.

Mentioned application areas shows that it is important to understand the
mechanism inside droplet. Mathematically modeling and numerically simulating
evaporating droplets can give important insight about this process. This is a
challenging work, because many different physical phenomena must be modeled,
and geometry of droplet creates issues at some points. Droplet has contact line
which is outer boundary where solid surface, liquid droplet and vapor or gas
meets. Modeling this part of the droplet which can also move is quite challenging.
In addition, modeling free interface surface where liquid droplet and gas meet is

also challenging, because there is a phase change in this part.

There are several mechanisms which control flow inside droplet, contact line
movement and deposition of solute particles to surface. Therefore, in the upcom-

ing sections, related important phenomenons will be mentioned briefly.

1.1 Evaporation

Evaporation has important impact on dynamics inside droplet. This physical
mechanism affects inner flow and deposition pattern of solute particles. Therefore,
different models, assumptions and simplifications related to evaporation will be

presented.

In the modeling of evaporation, thermodynamic situation of liquid-gas interface
is important. Murisic and Kondic [6] mentions that two assumptions can be
made and these are equilibrium and nonequilibrium. These assumptions will
affect modeling of relation between pressure and temperature [6]. Property of
gas above the liquid droplet is also another important parameter in the modeling
of evaporation [6]. The gas above the liquid can be only vapor of the droplet or

some gas mixture which includes also vapor [6].

Modeling and solving all phases of problem is hard and challenging, therefore,



different simplification can be made [6]. First one can be ignoring convection of
vapor and limiting its movement with diffusion [6]. If there is also dominance
of liquid properties to vapor’s one, instead of modeling both phases, only liquid
phase and diffusion of vapor can be modeled [6]. With some further simplification,
diffusion of vapor can be considered as steady-state [6]. If contact line of droplet
is pinned, mass flux of evaporation will have certain form [6]. Murisic and Kondic
[6] mentions form in Deegan et al. [7] which is interpreted as J ~ 1/h¥. Where,

J is mass flux of evaporation, and h is interface height of the droplet.

When contribution of gas phase is almost neglected and only liquid droplet
phase is focused this model is named as one-sided model by Burelbach et al.
[8]. In this model, nonequilibrium state of interface is used and J will be in the
form of 1/(h + B), where B is some constant [6]. This model assumes rapid
vapor diffusion when there is vapor and some gas mixture, or vapor above the
droplet interface does not affect or limit J [6]. This model can be used when
some material contaminates liquid-gas interface of droplet or there is only vapor

of the droplet above mentioned interface [6].

As a result, both mentioned model indicates that evaporation rate is increas-
ing from center of droplet to contact line for given cases which can be faced in
daily life. This behavior will be important for understanding other mechanism in

droplet.

1.2 Capillary and Thermo-Capillary Flow

Understanding flow inside the droplet is crucial, because it affects the shape of
droplet and the deposition profile of solute particles. For thin droplets, viscous
effects, surface tension and evaporation are quite important because, these phe-
nomenon affect the flow inside droplet. Sometimes, competition between different
flows affects the deposition pattern of the dispersed particles. Therefore in this

part, two major flow regime related to case of this thesis will be explained.



In the previous part, nonuniform evaporation in the droplet was explained. In
some cases contact line of droplet is pinned because of some surface irregularities
or properties [2]. Deegan et al. [2] showed that higher evaporation rate near the
contact line causes more fluid loss in this region which must be replenished to
ensure contact line as pinned. In this case, fluid will move from center to contact
line [2]. This situation causes some kind of capillary flow and deposits particle

to region near contact line [2].

Surface tension in the liquid-gas interface of droplet gives its circular shape.
This phenomenon is caused by unbalanced forces in the mentioned interface [9].
Surface tension can depend on temperature, therefore, changes of it in this in-
terface will cause surface tension change or gradient which will cause the inner
mechanism called as thermocapillary or Marangoni flow [1, 9, 10]. In the droplet,
Marangoni flow will start from from high temperature area, going to low tem-
perature area and again return to high temperature area in a circulatory manner
[1]. Temperature difference in the liquid-gas interface of droplet can be caused by
nonuniform evaporation along surface, because this situation can create nonuni-

form cooling along the interface [10].

1.3 Wetting Behaviors and Contact Line Dy-

namics

Interaction of droplet with surface below it and gas above it affects its geomet-
rical properties. How droplet’s contact line will spread is also related to this
interaction. Spreading of droplet depend on interfacial tensions between liquid-
gas, liquid-solid and solid-gas [11]. In the book of De Gennes et al. [11], this

relation is stated as following:

S =754 — (ysz +vr4) (1.1)

Where S is spreading parameter, and vsa, Ysr, and 74 are interfacial tensions

4



between solid-air, solid-liquid and liquid-air [11]. If S is bigger than 0, droplets
spreads and wets surface totally in order to decrease its surface energy [11]. On
the other hand, if S is smaller than 0, liquid droplet will partially spreads on the
surface and create some equilibrium shape with non-zero contact angle which can
be defined as angle between liquid-gas interface of droplet and solid surface at

point, where all phases meet [11].

Value of contact angle is a good indicator of surface property about spreading
of droplet. The surface will be hydrophilic, when contact angle of droplet is
smaller than 90°, otherwise it will be hydrophobic [12]. Wetting of surface will

depend on its roughness and chemical composition [12].

With experiments, it is indicated that there is a relation between contact
line speed and contact angle [13]. By looking at the contact angle vs contact line
speed profile, advancing and receding contact angles can be found [13]. Advancing
contact angle is limit, and above it, droplet spreads or advance [13]. Receding
contact angle is another limit, and below it, droplet recedes [13]. However, these
two contact angle limit will not always be same. If there is a difference between
them, this situation is called contact angle hysteresis and in this interval contact

line is not moving [13].

By fitting experimental data, some models are used to describe movement of

contact line. One of the model used by Ehrhard and Davis [14] is as following:

da

o = K0 = 02" (1.2)

Where left hand side is velocity of contact line or temporal derivative of radius
of droplet, k is some constant, m is mobility exponent, # and 64 are current

contact angle and advancing contact angles [14].



1.4 Particle Deposition

When droplet is evaporating, solute particle inside of it will move with convec-
tive and diffusive effects. In addition some of the solute particles can attach to
solid surface during this process. Spielman and Friedlander [15] mentions that
the effects of London-van der Waals attraction and repulsion of electrical double
layer can be used to define interaction between deposition surface and deposited
particles. If mentioned interactions are restricted to close enough region of de-
position surface, deposition flux (J4,) can be modeled with first order reaction
and this can be simply expressed as particle concentration multiplied (¢) by some

constant related to rate of reaction (k') [15]:

Jdep = /{ZIC (13)

1.5 Literature Review For Different Numerical

Studies

In previous sections, some brief information about the different mechanisms and
the related models in the literature were presented. In this section, numerical

and experimental studies about evaporating droplet will be mentioned.

Spreading of volatile and nonvolatile pure droplet is studied by different re-
searchers. Dussan [13, 16] worked on slip boundary condition and relation be-
tween contact angle and speed of contact line for pure liquids. Ehrhard and
Davis [14] studied spreading of droplet which is nonvolatile, thin and Newtonian.
Their model includes, gravity, capillarity and thermocapillarity. To describe con-
tact line motion, they used a constitutive relation derived from experimental
results between contact angle and droplet radius speed [14]. Governing equations
are simplified with the help of lubrication approximation [14]. They worked on
isothermal and non-isothermal cases. They realized that thermocapillarity affects

the spreading of droplet in a non-isothermal case [14].



Anderson and Davis [1] studied the steady-state and transient change of droplet
interface height profile with the help of lubrication approximation. They looked
at the competition between viscous spreading and evaporation [1]. They also
proposed a new model related to change of droplet radius [1]. In their article
[1], effect of vapor recoil and thermocapillarity is also included. They looked at
different cases in terms of capillary number and evaporation constant [1]. They

also worked on contact line hysteresis [1].

Ajaev [17] worked on thin evaporating droplet which spreads or recedes on
plate heated uniformly. In his mathematical model, there are disjoining pressure,
evaporation, thermocapillarity, capillarity and gravity [17]. He run simulation for
fully and partially wetting droplets. In the modeling of contact line movement,

he used precursor thin film, thus he eliminated many problem about this topic
[17].

Nguyen et al. [18] studied theoretically and experimentally the evaporating
sessile droplet of water on different surfaces which are made hydrophobic. They
got results for droplets with wide and narrow contact angles [18]. They showed the
effects of surface properties and contact angle hysteresis to evolution of contact
angle, droplet radius, volume of droplet and evaporation [18]. Their experimental
and theoretical results [18] are matching with the observation that droplet contact
line is pinned initially and after some contact angle value, it is moving. They
observed that for the sessile droplet with small contact angle, change of droplet
volume can be considered as constant [18]. On the other hand, this situation is

not the case when contact angle is large [18].

Amini and Homsy [19] studied moving and pinned contact line for thin evap-
orating droplet. In their study [19], there are two configuration which are fixed
contact line with changing contact angle and moving contact line with fixed con-
tact angle. For moving contact line, they developed algorithm which modifies

droplet interface height profile according to changing contact line [19].

Evaporation on droplets and its effects to inner flow field is another interesting

research field. Hu and Larson [20, 21] worked on this field. In one of their



article [21], they conducted an experiment and found that water droplet on a
glass surface is pinned until 2° to 4° . By referring to this experimental finding,
they expressed evaporation of pinned droplet in two regimes [20]. Firstly, pinned
droplet is evaporating and contact angle decreases [20]. After reaching some
contact angle value, its contact line starts to recede [20]. In this kind of droplets,
they studied analytical solution of velocity field inside the droplet with help of
Lubrication theory [20]. They assumed that droplet is axisymmetric, pinned and
they used small Capillary and Reynolds number [20]. Evaporation is modeled
with Laplace equation [20]. In the formulation, they assumed that shear stress is
zero at droplet interface, thus, they eliminated Marangoni effect in the flow [20].
They also compared their analytical velocity field results with Finite Element
Method (FEM) results [20].

Murisic and Kondic [6] worked on numerical and experimental investigation
of evaporation process on sessile droplet. Solid plate under the sessile droplet
is smooth enough, therefore contact line of the droplet is not pinned for their
case [6]. They got results with two different evaporation models which can be
shortly described as equilibrium and non-equilibrium models which are used in
research field frequently and compared them with the help of experimental results
[6]. They found that suitability of these models is related to used material and
how this material is evaporating [6]. They showed that in their experimental
setup, non-equilibrium model is more suitable for water droplet, on the other
hand, equilibrium model is more suitable for isopropanol droplet which is more
volatile [6]. They also evaluated effect of Marangoni [6]. They demonstrated that

thermal effects are also important for their case [6].

Some researchers studied about particle concentration, its effects on contact
line and different particle deposition patterns. Deegan [7] worked on particle
deposition pattern of evaporating pinned droplet. Experiments were done to
show pinning process in the evaporating droplet [7]. He also showed that pinning
can affect the particle deposition pattern [7]. In other article, Deegan et al.
[22] studied accumulation of particle near the contact line experimentally and
numerically. They observed that evaporation in pinned droplet causes outward

flow to contact line and this situation results in occurrence of ring-like particle

8



deposition in contact line [22]. They also showed that to keep droplet as pinned,
loss of fluid near the contact line region must be compensated, therefore, fluid
must be transferred from center to contact line and as a result of this, outward
flow is occurring [22]. They observed that this outward flow is moving particles

to contact line of droplet and causes accumulation of particle in this region [22].

Fischer [23] studied fluid flow inside axisymmetric droplet with pinned contact
line for different evaporation models and effect of evaporation on particle con-
centration distribution. In his article [23], thermocapillarity and vapor recoil is
ignored. In the solution of particle concentration, effect of diffusion is ignored
[23]. For different evaporation models, various results emerged. He observed that,
deposition place of particles are related to evaporation model because evaporation

affects direction of flow inside the droplet [23].

Popov [24] studied evaporating sessile droplet and deposition pattern of par-
ticles. They stated that volume of the particles, which is ignored in some other
previous work, should also be concerned and this can affect the particle movement
[24]. Therefore, particle deposited close to contact line will have some thickness
[24]. They did numerical and analytical work on this topic and they compared

these results with experimental ones [24].

Hu and Larson [10] studied experimentally and numerically effect of Marangoni
flow to particle deposition and flow inside droplet. In experimental part, they
measured flow inside droplet and deposition of particle [10]. In numerical simu-
lation, they looked at same phenomena and used Brownian dynamic simulation
[10]. As a result of this work, they showed that temperature difference in droplet
interface surface causes surface tension gradient and this situation creates cir-
culatory Marangoni flow inside droplet [10]. However, contamination of droplet
interface surface is also important [10]. Octane droplet exhibits strong Marangoni
flow because of its resistance to surface contamination, on the other hand, water
demonstrates weak Marangoni flow because its droplet surface can be easily con-
taminated [10]. Lastly, they observed that strong Marangoni flow caused particle
deposition near the center of octane droplet, on the contrary, weak Marangoni

flow did not inhibit coffee-ring deposition and particles mostly deposited near the



contact line of water droplet [10].

Widjaja and Harris [25] studied numerical solution of evaporation of sessile
droplet with solute particle deposition to solid plate. In their model, flow inside
droplet is modeled with Stokes flow and continuity equation, particle concentra-
tion change is model with advection-diffusion equation where both of the term
is included and particle deposition is modeled with first order chemical reaction
equation [25]. They assumed deposited particle will not return back to sessile
droplet [25]. Their numerical results show that particle deposition pattern is
affected by evaporation, movement of particle caused by advection-diffusion and
particle deposition rate to solid plate [25]. Therefore, arranging necessary param-
eter related to mentioned physical phenomenon changes the particle deposition
pattern [25].

Tarasevich et al. [26] studied gelation of evaporating colloidal droplet. They
used similar model as Fischer [23], however, viscosity depends on particle con-
centration in their model [26]. They modified evaporation model according to
gelation of droplet and when particle concentration reaches to gelation limit,
evaporation stops [26]. They observed that shape of droplet at the end of simu-
lation depends on initial particle concentration profile, capillary and evaporation

numbers [26].

Thokchom et al. [27] worked on numerical and experimental analysis of evapo-
rating sessile droplet which is heated with the help of Infrared light and deposition
of dispersed particle in it. In their numerical model, they studied steady-state
flow of pinned droplet and included effect of Marangoni and buoyancy on flow
inside droplet [27]. In the experimental study, they measured profile of particle
concentration and the velocity of fluid [27]. They observed that particle depo-
sition pattern can be changed with external heating of Infrared light, because

droplet interface temperature is changing [27].

Karapetsas et al. [28] studied the effect of surfactant adsorbed on the liquid-air
interface of droplet. Their model includes lubrication and rapid-vertical diffusion

approximations, thus, particle concentration and droplet interface height only
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depends on = coordinate and time [28]. They have evolution equations for sur-
factant, particle concentration and droplet interface height [28]. They showed
that surfactant can affect the capillary and Marangoni flow inside droplet [28].
Surfactant can decrease the evaporation rate because it decreases the effective

area of droplet’s outer interface [28].

Wang et al. [29] studied how particle deposition pattern on confined droplet
is affected by confining environment and competition between rate of particle
deposition and speed of contact line. They showed that increase in temperature
and geometric properties of confining environment affect final particle deposit

pattern [29].

Zhang and Akcora [30] studied contact line dynamics for polymer droplet which
is colloid, with nano particles in it for different evaporation conditions. They
completed some experiment about this topic and measured parameters related to
dynamics of contact line [30]. They showed that speed of contact line and contact

angle effect deposition characteristic of particles [30].

Pham and Kumar [31] studied numerically evaporating colloidal droplets on
surface with considerable roughness. In order to model contact line dynamics,
they used disjoining pressure and precursor thin film approach [31]. They showed
that even without colloidal particles, irregularity in surface can pin contact line
of droplet [31].

1.6 Aim and Layout of Thesis

After literature review, it was realized that, for one dimensional model, getting
evolution equation with the help of lubrication theory and combining it with
advection-diffusion equation for dispersed particle is popular and there are many
findings about it. In most of these cases, the contact line is either assumed pinned
or moving. For moving case, it is observed that the precursor thin film and con-

stitutive equation derived from experimental data are used frequently. Most of
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the results observed in literature are focusing on one part of the problem in de-
tailed. Combining these approaches and deriving a model which considers all
of droplet’s life without constraining contact line movement to one regime and
depositing particle during evaporation process can be beneficial. Therefore, the
main aim of this thesis is developing numerical model for dispersed particle depo-
sition in evaporating thin sessile droplet and conducting some parametric study
about deposition pattern. For this purpose, different models in literature will be
merged in order to develop both a mathematical and a numerical model which will
govern the droplet behaviors about contact line movement, which includes both
pinned and moving approach, droplet interface height change, particle dispersion

and deposition.

The layout of thesis will be as following. In chapter 2, the governing equations,
constitutive relations, boundary conditions, scaling and assumptions will be ex-
plained to present mathematical model. In chapter 3, the solutions of equation
and necessary numerical algorithm will be described to explain numerical model-
ing. In chapter 4, results of validation cases and new numerical algorithm will be

presented and discussed. In chapter 5, conclusion will be made and future works

will be described.
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Chapter 2

Mathematical Modeling

In this chapter, mathematical modeling of incompressible, two dimensional, sym-
metric droplet, which is on solid surface which has uniform temperature, will be
presented. Its vapor is above the droplet. Cartesian coordinates will be used in

this modeling. Explanatory scheme of problem can be seen in Figure 2.1:

Py oy Ky

a(t)

Figure 2.1: Explanatory Scheme of Problem

In Figure 2.1, p, u, k,c are density, dynamic viscosity, thermal conductivity

13



and particle concentration of droplet. Subindices v indicates that this properties
belong to vapor of the droplet. a(t),h(x,t), and € are radius, interface height,
and contact angle of droplet. .J represents evaporative mass flux. 7 and ¢ are

unit normal and tangential vector on droplet interface surface.

A general practical application contains liquid and vapor phases. Solving and
modeling both of them are hard processes. Therefore, one-sided model [8] will
be used. In this model, it is assumed that viscosity, density and conductivity
of liquid droplet are much bigger than same properties of vapor [8]. Therefore,
contribution of physical properties of vapor can be ignored and only liquid phase
can be modeled [8]. As in Burelbach et al. [8], density of vapor will be kept,
because multiplication of vapor density and velocity can be considerable due to

possibility of large vapor velocity.

Main aim of modeling droplet is observing how liquid-vapor interface, contact
line, solute particle concentration and deposition profiles are changing with time.
Therefore, equations for temporal evolution of droplet’s interface height, particle
concentration and contact line will be derived. In derivation and modeling of
these equations, common methodology used by different researchers [28, 8, 1, 14]
will be followed.

Governing equations for mathematical modeling of thin droplet will be sim-
plified with lubrication theory and it will be assumed that Z—g = € << 1. This
will allow to get partial differential equation that models the droplet interface
height change in time. The contact line speed will be modeled, according to

methodology in Anderson and Davis [1].

Motion of solute particle inside the droplet will be modeled with advection-
diffusion equation. For this purpose, methodology in Karapetsas et al. [28] will
be followed. In addition, rapid vertical assumption in same article [28] will be
used. With this assumption, advection-diffusion equation can be simplified more
and component of particle concentration which only depends on x and ¢, will
be solved in numerical simulation. Lastly, methodology in Widjaja and Harris

[25] for solute particle deposition to solid surface will be adopted to particle
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concentration equation.

2.1 Governing Equations and Boundary Condi-

tions

In this section, all governing equations, constitutive relations and boundary con-
ditions related to problem will be presented. These equations, relations and

conditions are adopted from different articles in literature [1, 8, 14, 25, 28].

Firstly, low and thermodynamics inside the droplet will be modeled. Navier-
Stokes continuity, momentum and energy Equations will be used for this purpose.
In the modeling, two dimensional Cartesian z and z coordinates will be used.
Therefore, y components of related parameters will be ignored. Effect of gravity
will be not considered in this modeling. As a result, governing equations with

mentioned assumptions will be following:

pa—g +pUNU =V.T (2.1)
V.U =0 (2.2)

T _
Py (%—t - U.VT) = kV2T (2.3)

In these equations, U = (u,w) is velocity vector where u and w are x and z
components of velocity. ¢, T and ¢, are time, temperature and specific heat. T

is stress tensor and version of it in Burelbach et al. [8] will be followed:

T = —pl +2u7 (2.4)

Where p is pressure, [ is identity tensor and 7 is rate of deformation tensor of

liquid droplet [8]. p will depend on ¢ and can be modeled as following [32, 33]:
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1t = po (1 - i) N (2.5)

Coo

In equation 2.5, pg is dynamic viscosity of droplet without particle concentra-
tion and ¢4, is maximum packing value of solute particles. ¢, depends on shape
and size of particles [28]. In addition, configuration of solute particles packing,
can also affect this parameter [28]. From equation 2.5, it can be seen that dy-
namic viscosity goes to infinity, when the solute particle concentration approaches
to maximum packing limit, therefore as indicated in Karapetsas et al. [28], this

model works well in dilute solutions where ¢ is small.

As indicated before, temporal change of solute particle concentration inside
droplet will be modeled with advection-diffusion equation and it will be as fol-

lowing, where D, is diffusion coefficient [28]:

g—; +U.Ve= D.V? (2.6)

After mentioning governing equation related to flow, thermodynamics and
particle concentration change, model about contact line of the droplet can be
described. As indicated before, methodology used in Anderson and Davis [1] will
be followed. In this model, radius of droplet is affected by contact angle and
evaporation at contact line. For the contribution of contact angle, Anderson and
Davis [1] used constitutive relation between contact angle and fluid velocity at
contact line based on experimental data. For the contribution of evaporation,
mass balance at contact line is used by them [1]. These two effects are super-
posed and as a result of this, expression for droplet contact line speed will be as

following [1]:

o0 __ )

ot _pSmQ + 11 () (2.7)

In equation 2.7, n is constant and f(#) is a piece-wise function which shows

contribution of contact angle to contact line speed [1]. This function is defined
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as following [1]:

(6’—914)7”7 if 0> 04
fO)=¢0 if 04 > 60> 0p (2.8)
(Q—QR)m, if 0p >0

In this function, 84 and fr are advancing and receding contact angles, m is
mobility exponent and 7 is constant [1]. As in Anderson and Davis [1], m will
be equal to 3. This function is expanded version of equation 1.2 where receding
and contact angle hysteresis effects are also included. In equation 2.7, effect of
evaporation contributes to receding of contact line. Second term in right hands

will contribute to advancing or receding of droplet, according to contact angle.

After presenting governing equations for different phenomenons in droplet, sur-
face tension, evaporative mass flux and particle deposition flux to solid surface
must be also defined. For this purpose, constitutive relations related to men-
tioned parameters will be explained. Solute particle deposition will be exception,
its constitutive relation will be explained at the end of this section with related
boundary condition. In the first chapter, relation between temperature and sur-
face tension is explained. To model this relation, constitutive equation commonly
used in literature [1, 8, 14], will be followed. In this model, there is linear rela-

tionship between surface tension and local droplet interface temperature:

g =0 — ’}/(T[ — TS) (29)

In equation 2.9, T; and Ty are local temperature at liquid-vapor interface of
droplet and saturation temperature [1]. Surface tension value at Ty is called as

oo [8]. 7 is constant and positive [1].

For evaporative mass flux, constitutive relation in Burelbach et al. [8] will be
used. In this equation, there is similar linear relation between evaporative mass

flux and local droplet interface temperature:
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/2

ap, L\ [ My \'

J= (T3/2 ) (%R ) (Ty — Ts) (2.10)
S g

Where « is accommodation coefficient, L is latent heat, I, is universal gas

constant and M, is molecular weight [8]. Following the same approach in An-

. 73/? orR,\ 2 . .
derson and Davis [1], ( - > ( 9) will be named as K*. As a result of this,

apy L My,
constitutive equation will be as following:

K*J = (T; — Ts) (2.11)

Boundary conditions are needed for deriving temporal evolution of A and c.
Therefore, in this section, relevant boundary condition of problem will be ex-
plained. These conditions are taken from different resources in the literature
[1, 8, 14, 28]. For two dimensional geometry, boundary conditions at = = 0,
x = a(x,t), z =0 and z = h(z,t) will be presented. Droplet is symmetric and

smooth at z = 0, therefore following boundary condition will be used:

oh  O*h  Oc
95 =9 oz =" (212)

Following boundary condition will be used in contact line where x = a(t):

oh

on _ _ — 2.1
5 =0 h=0 c=0 (2.13)

There will be several boundary conditions for liquid-vapor interface where z =
h(z,t). First one will be related to kinematic boundary condition and dimensional

version of it according to Burelbach et al. [8] will be used:

oh  Oh 1 J
(w—a—%u) | == (2.14)
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Next one will be related to balance between gradient of surface tension and

jump of shear stress [8]. Following shear stress boundary condition will be used:

T.nt=Vot (2.15)

Following normal and tangential unit vectors will be used in relevant boundary

conditions [8]:

Bh

ah2 Oh2
\/1+ \/14—%

ah
\/1+‘9h2 \/1+f"h2

Next boundary condition will be related to balance between jump of normal

(2.16)

3
Il

<~ |

(2.17)

stress and surface tension multiplied by two times curvature [8]. Following normal

stress boundary will be used [8]:

—— —T.#w.ni=2Ho (2.18)

2H = V.0 (2.19)

Following Jump energy boundary condition will be used [8] at liquid-gas in-

terface:

J(L + % (p—Jv)Q) = —kVT (2.20)

For particle concentration, following form of boundary condition will be used
[28]:

19



J
D.(n.Vc¢) = —c (2.21)
p
At solid-liquid interface, slip boundary condition will be used for  component
of velocity because with moving contact line, no-slip boundary condition will

cause force singularity [16]. Slip boundary condition will be as following [14]:

Lou
w= o (2.22)

Where §* is slip coefficient [1].

Z component of velocity will be zero and temperature will be uniform at liquid-

solid interface:

w=0 T="Tp (2.23)

Dispersed particle will be deposited solid substrate. For this purpose, dimen-

sional of version it in Widjaja and Harris, will be used [25]:

D.(n.Vec) = —kqc (2.24)

Where k4 is deposition rate constant [25]. In Widjaja et al. [25], there is
nondimensional version of this boundary condition. According to their parameter,

it became dimensional, and written here in this format.

In Widjaja and Harris [25], dimensional version of constitutive equation for
particle deposition is not presented. By looking at their methodology, particle
deposition flux (J,(x,t)) is assumed as nondimensional version of right hand side
of equation 2.24 in their paper [25]. Although, their methodology [25] will be used,
constitutive relation will be a little bit different in terms of expression because

scaling will be different for this thesis and extra assumption for ¢ will be made.
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2.2 Lubrication Theory and Scaling

Modeled sessile droplet is thin enough therefore ratio of its maximal interface
height to its radius will be small. In this case, ¢ << 1, and to simplify governing
equations, frequent application of lubrication theory in different articles [1, 14]
will be followed. To make parameter nondimensional, general viscous scales for

lubrication theory mentioned in different articles [1, 28] will be followed.

x,z,h and @ will become nondimensional with initial radius of droplet (ag),

and initial maximum droplet height (hg):

x*zi, 2f=—, hf=— O=- (2.25)

Velocity components are nondimensionalized with characteristic velocity u, =

Z—g, where v is kinematic viscosity in the absence of particle concentration and

time is nondimensionalized with ratio of initial radius to characteristic velocity:

t
T (2.26)
Ug UE u—‘z

Pressure, evaporative mass flux, temperature and particle concentration will

be scaled in following way:

% P « J * T — TS " C
P = o clo 0 J' = ) 1" = c = — (227)
L O}ZQ) ]Zﬁg AT C;

Where ¢; is initial particle concentration and AT = Tp — Ts. By using men-
tioned scales and lubrication theory, governing equations and boundary conditions
will be simplified. Detailed explanation of this process can be found in Appendix
A. Superscript ”*” will be abandoned to ease writing and after this point written

parameters will be nondimensional:
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o 9 [ du i ¢\
50+ oz (75 = (“‘(“J) ) 229

_% _0 (2.29)

% + g_qj =0 (2.30)

% — 0 (2.31)

% + u% + w% = % (S—Z — 6122—22) (Pe = ug?) (2.32)

In equation 2.32, Pe is Peclet number and it measures ratio of convection to

diffusion for particle concentration [28].

da EJ(a)

— =——"=+7"f(O 2.33

e () (2.33)
Where n* = %%63 and F = Sﬁi' E' is evaporation number which can be

considered as ratio between slow viscous time scale and evaporative time scale.

It is a measure about power of evaporation on droplet [1]. In f(©), scaled versions

of advancing and receding contact angles will be © 4 = 9?“‘ and O = H?R.
Scaled boundary conditions at « = 0 will be as following:
oh  9h  Oc
R 2.34
Jr Oz O (2:34)
Scaled boundary conditions at x = a(t) will be as following:
oh
—=-0, h=0 =0 2.35
Ox ’ ¢ (2:35)

Scaled boundary conditions at z = 0 will be as following;:
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_ou B B B dc _ kqag
u_ﬁg, <6— ) w=0, T=1, a—Daec(Da— Dc) (2.36)

Da is Damkohler number which shows the ratio of particle deposition rate to

particle diffusion rate [25].

Scaled boundary conditions at z = h will be as following;:

w—%—%wm (2.37)

P E?Qﬁ Ca”g: (2.38)
TN
=% 20)

D (_%% " 612 gg) - 612 kpALTJ (2.41)

Scaled constitutive equation for J at z = h will be as following;:

T=KJ (2.42)

In equations 2.37-2.42, p is ratio of vapor density to liquid density, Ca is
Capillary number which measures ratio between viscous stress to surface tension
stress [9], M is Marangoni number and K is nonequilibrium parameter which is
a degree of nonequilibrium in liquid-air interface [8]. Their expressions are as

followings:

1 py

D= 2.43
=3, (2.43)

1 pd
Ca = & oo (2.44)
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’)/AThO

M =¢ (2.45)
Koo
K*k
K = 2.4
WL (2.46)

2.3 Rapid Vertical Diffusion Assumption

Karapetsas et al. [28] assumed rapid vertical diffusion for their particle concen-
tration equation. This will be followed to eliminate two dimensional dependence
of particle concentration. According to rapid vertical diffusion, particle concen-
tration is written with two components. One of them does not depend on z and

other one is fluctuation [34, 35]:

c(x,z,t) = co(z,t) + € Pecy(w, 2, 1) (2.47)

In this assumption €2Pe << 1 and height averaged fluctuations is equal to
zero [35]:

h
_1 == —/ Cle =0 (248)
h Jo

If this expansion applied to equation 2.32 with particle concentration boundary
conditions 2.36,2.41 and indicated equation is averaged in height, then, following

equation will be derived:

o T TP T (2:49)

— 220 L BJeg — —c

dcy  _Oco 1 0% 1 [ 1 0hdcy Da
Pe dz 0z ePe

Derivation of equation 2.49 can be found in Appendix A. With this assump-
tion, z component of particle concentration is eliminated, thus, ¢ is solved in
advection-diffusion equation. Equation 2.47 is also substituted to viscosity and

by assuming €2Pe << 1, it becomes:
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i = (1 . ico) B (2.50)

Coo

As a result of this i will only depend on z. Therefore, in scaled x-momentum
equation 2.28, derivative of i in terms of z will be canceled, and its final form

will be as following;:

op _ou?

—% + ,Uz@ =0 (251)

For deposition of particle concentration to solid plate, equation at Widjaja et
al. [25] is followed. However, with different scaling and rapid vertical diffusion,
instead of using only multiplication of Da and ¢ terms, equation has changed.
While applying rapid vertical diffusion, extra terms are added in decomposition

of c. Therefore, particle deposition flux becomes following expression:

Da
Jp(LE,t) = ECO (252)

After this point, ¢y will be written as ¢ to ease writing the equations and it
will depend on z and t. Another important topic is related to particle deposition

term (72%-c) in equation 2.49. In order to cancel ¢; term, it is assumed that Da

is same order of magnitude as e Pe. Mathematical derivation of equation 2.49 can
be found in Appendix A and this derivation shows why mentioned assumption is

made.

2.4 Derivation of The Droplet Interface Height

Equation

In the derivation of h equation, method used by different sources [1, 14] in litera-

ture is followed. Firstly, by integrating equation 2.31 two times, and substituting
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relevant boundary conditions in 2.36 and 2.40, analytical expression for temper-

ature is found:

T=1-Jz (2.53)

J can be found by evaluating equation 2.53 at z = h(z, t) and using constitutive

equation 2.42:

1
J=—— 2.54
K+h (2:54)
After finding J and T, continuity equation 2.30 can be integrated from 0 to A

and z component of velocity can be found at z = h:

" ow " ou
W= — [ Ly 2.
o 2 N z (2.55)
" ou
o — W|y—g = — —d 2.
W= — wl.=o N 2z (2.56)

From relevant boundary condition 2.36, w|,—o = 0, therefore:

" Ou
= 2y 2.
W= N z (2.57)

Substitute equation 2.57 to kinematic boundary condition 2.37:
— —dz— —=u—+FEJ (2.58)
According to Leibniz’s theorem about differentiation in integral [9]:

" Ou 3} h oh
o Oz dz Ox (/0 udz> = ox (2:59)
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Equation 2.59 can be applied to integration in equation 2.58 and equation

becomes:

0 h oh  Oh oh

After doing cancellations, droplet interface height equation is :

oh o ([
E%—EJ—{—%(/O udz)—O (2.61)

Equation 2.61 can be written with height averaged velocity u:

oh 0

— 4+ FEJ+ — (hu) =0 2.62

5 T B+ 5 (hi) (2.62)
u can be found by deriving u and averaging. Method in Ehrhard et al. [14] is

followed to derive u. Detailed mathematical derivation is explained in Appendix

A:

u

L OER (54 5) | Phn(E+8)  onME (54 5)

- T0x pp(K +h)3 - 0r3  Ca Or (K + h)? (263)

Without particle concentration, equation 2.62 will be exactly same as h equa-
tion in Anderson and Davis [1]. This situation is not coincidence because most
of the model is taken from Anderson and Davis [1], only particle concentration
dependent viscosity is added. As in Anderson and Davis [1], in height averaged
x-component of velocity, term with %2 will be named as vapor recoil term, term
with & will be named as curvature term, and term with M will be named as

thermocapillarity term.

Anderson and Davis [1] mentions important equation related to mass of the
droplet. The droplet should only loses mass because of evaporation and mathe-

matical expression of this argument is as following [1]:
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a(t)
/ (% + EJ> dz = 0 (2.64)
.\

Summation of total temporal change along = in h and total change along z
caused by evaporation should be zero, therefore, droplet will only lose mass by
evaporation. In this chapter, mathematical modeling is described. In the next
chapter, numerical methodology, which will solve the set of equations, will be

introduced.
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Chapter 3

Numerical Method

In this chapter, methodology for numerically solving the derived equation for dif-
ferent parameters will be explained. There are three temporal evolution equation,
one criterion and deposition of solute particles. Therefore, this chapter is divided

to sections for presenting numerical methods for different part of the problem.

Firstly, numerical methodology will be described for solution of equations re-
lated to main parameters. Temporal evolution of h and ¢ are formulated as partial
differential equations. Change of droplet radius in time is described with ordinary
differential equation in which contact angle is main variable. These equations will
be solved with Finite Difference Method (FDM). Time and space discretization
of equations in FDM will be presented.

Secondly, integration of boundary conditions to discretization of equation in
space will be explained. Derived equations for h and ¢ are one dimensional and
therefore boundary condition in  direction must be considered. For this purpose,
numerical implementation of boundary conditions at symmetry and contact line

will be explained.

Lastly, numerical methodology about simultaneous solution of all equations
will be explained. Height averaged velocity is utilized in temporal change of

h and c. It contains nondimensional viscosity, therefore, it depends on both ¢
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and h. In this case, equations for h and c¢ are coupled. Temporal evolution
of droplet radius depends on contact angle which depends on h. Therefore, h
affects calculation of a. In the mean time, criterion related to mass of droplet
and deposition of particle must be concerned. While solving all the mentioned
equation, changing mesh through the time must also be considered. Therefore,
this process is quite hard and challenging. How all these calculations are made

together will be presented for different cases of the problem.

3.1 Discretization

As a reminder, partial and ordinary differential equations for main parameters

are as following:

oh o .

S BT+ o (hi) =0 (3.1)
dc  Oc 1 0% 1 %% Da
a‘FU%—P—e@—FE(—Pe ‘I'EJC—EC (32)

da  EJ(a)

Geometrical domain of problem must be discretized to solve equation 3.1 -
3.3. h and c are one dimensional parameters, therefore, domain is divided point-
wise in z direction to establish mesh. Figure 3.1 shows discretization process of

droplet.
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Xi-1 X Xy a(t)

Figure 3.1: Numerical Scheme of Problem

In Figure 3.1, 7 is label of point in domain and it is used in subscript to indicate
that parameters belong to specified point. Points are located in liquid-vapor inter-
face for display purposes, problem is still one dimensional for ¢ and h. n will rep-
resent number of subdomain in current configuration, therefore there will be n+1
points. Parameters for discretized geometry will be [hg, by, ho, ...y 1, By Bpga],
[Co, €1, Coy ey Cut, Cny Cnya] and [To, 1, g, ooy Tp1, Ty Tpp1). Az will be distance
between two consecutive point in the z direction. Az will be constant through
geometry because domain is divided uniformly. Following equations related to h

and ¢ can be written for each point in the problem domain:

Oh; 0 _
oc; oc; 1 0% 1 %%’3" Da
_ _ - z Oz E L . .
ot + “ax Pe 0x2 + h ( Pe +EJe ePeCZ (3.5)

J and u are evaluated at h; and ¢; in given equations. If these equations are
written for all points in the domain, there will be system of initial value problems

which contains n 4 1 equation for A and c. Equations 3.4 and 3.5 will be solved
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in time and spatial domain with FDM. Time domain will be discretized with
Runge-Kutta 4th Order Method (RK4). Spatial domain will be discretized with
Central Difference and Backward Difference Method.

3.1.1 Time Discretization

Numerical method textbook [36] will be followed in the implementation of RK4.
In order to apply this method, equations 3.4 and 3.5 will be written in following

format:

oh;

5 = f(hi(x, 1), ci(z, 1)) (3.6)
oc;
T f(hi(z,t), ci(x, 1)) (3.7)

In equations 3.6 and 3.7, functions at right-hand sides depend on h(zx,t) and
c(x,t). Therefore, these equations are coupled. Before, implementing RK4, they
will be decoupled with following approach: In equation 3.6, ¢; values and its
derivatives will be considered as constant and current time step value of particle

t

concentration (c

Y) will be used. Superscript represents time step. In equation

3.7, h(z,t) and its derivatives will be considered as constant and next time step
htﬂ—At)
1

value of droplet interface height ( will be used, because these values have

already been calculated. At represents time step size.

After decoupling the equations, according to RK4 [36], following discretized

forms will be used:

(kyp + 2kap + 2ksp + kap) At

RITAT = pt 4 5 (3.8)
k1o + 2ko o+ 2k3 . + ky o)At
C;H_At _ Cl; + ( 1, + 2, +6 3, + 4, ) (39)

Where kﬁljh, ]{527}1, ]{?37}1, /{747]1 will be [36]
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kin = f(hi(t))
ko = f(hi(t) + %kl,hAt)

1 (3.10)
ksn = f(hi(t) + §k2,hAt)
kan = f(hi(t) + ks nAt)

With similar approach, ky ., ko, k3 ¢, ks will be [36]:

k:l,c = f(cl(t)>

1
koo = f(ci(t) + §k1,cAt)

(3.11)

1
k37c = f(Cl<t> -+ 5]{3270At)

k‘47c = f(Cz(t) + k?gVCAt)

For equation about a, similar RK4 approach will be used. It will be written

in following format:

da
— = f(O(t 3.12
= je) (312)
Function in right-hand side of equation 3.12 depends on ©. Therefore, interme-
diate time step values of contact angle must be calculated for RK4. h profiles of

intermediate time steps is calculated, as indicated in Equation (3.10), therefore,

necessary © values can be calculated with following boundary condition:

oh

5 =0 (3.13)

According to this approach, discretized equation is as following:

at+At — at + (kl,a + 2k2,a + 2k3,a + k4,a)At
6

(3.14)
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Superscript represents time step and ki 4, k2 4, k3 4, k1o Will be:

ko = f(O1) = f<—%|x:a>

ko = F(©20) = f(- 222D gfkl’h&) o)
k= (@3, = F(- 222D ;fk“At) o)
bua = (04, = (- 20O TR0,

3.1.2 Spatial Discretization

(3.15)

Equation 3.4 and 3.5 includes derivatives of h and ¢ in terms of x. In FDM, these

partial derivatives will be approximated with some schemes. For this purpose,

4th order central difference scheme will be used. 4th order accuracy is chosen

because even with less number of point, desired accuracy level can be achieved.

In addition, with decreasing Ax, accuracy will increase faster. For mentioned

schemes, the numerical methods book [37] will be followed:

Oh  —hiyo +8hiy1 — 8hi_1 + hi_s
12Az

e

82h . _hi+2 + 16hi+1 - 30hz + 16hi_1 - hi—

+ O(Az?)

0x?

2 4
oA + O(Azx?)

h  —hiys+8hiys — 131 + 13hiy — 8hi s+ hi_s

ox3

SAz3

+ O(Az*)

O*h  —hiys+ 1240 — 39hiyy + 56h; — 39h, 1 + 12h; 5 — hi s

oxt

6Az4

+ O(Az?)

(3.16)

For derivatives of particle concentration, following equations will be used:
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dc —cipa+ 8¢y —8¢i1 + o

- 4
oz 12Az +0(Az)

3.17
9%c  —Cipo + 16ci41 — 30¢; + 16¢;1 — ¢ NSNS (3.17)
Or2 o 12Ax2 v

Near the contact line, different scheme is applied because there is not enough
boundary condition for applying 4th order central difference scheme. Near this
point, 4th order backward difference will be used. This scheme is derived by
following the book for finite difference method [38]. In the upcoming section, the

derivation of this scheme will be presented.

3.1.3 Derivation of The 4th Order Backward Difference

Schemes for Uniform Mesh

Undetermined coefficient method is used for derivation of 4th order backward
difference scheme, and for this derivation, finite difference book [38] is followed.

First derivative of h in terms of x can be written in following format:

h; = ahi + bhi,1 -+ Chi,Q -+ dhi,‘g, -+ ehi,4 (318)

Coefficients in equation 3.18 can be found by writing Taylor-Series expansions
of hi, i1, hi—a, hi_3, hi4:
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b b b

h; = ah;+bh; — bh;Ax + §h;’Ax2 — éh’,”Am?’ + ﬂh@)&v‘l
+ chy — 2ch Az + gh’/A:ﬁQ - SVNE I 12640 B AL
+ dh; — 3dW, Az + gdh”A 2 dihm 3 8214d B0z (319)
+ eh; — deh;Ax + @h”A 2 6;leh,,,A 3 2;Z€h§4)Ax4

+ (b+c+d+e)O(AzP)

Only coefficients of A will remain, therefore, summation of other parameter’s
coefficients will be equal to 0. Summation of coefficients can be written in more

organized way:

a+b+c+d+e=0
(=b—2c—3d—4e)Ax =1

A 2
(b+ 4c + 9d + 16e)Tx:0

A 3
(—b— 8¢ — 27d — 64@)% ~0

(3.20)

A 4
(b+ 16¢ + 81d + 2566)2—Z =0

Ax2 Ax?’ Aac
2 076 v 24

following format:

will be canceled and matrix form of equations in 3.20 will be in

11 1 1 1]fal [o]

0 -1 —2 -3 —4||b L

01 4 9 16| |cl=]0 (3.21)
0 1 8 27 64| |d

0 1 16 81 256] [e] | 0]

After solving matrix equation 3.21, coefficients will be as followings:
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0, =% 72 =82 6
24Az " 24Az ST 2aA Y T 248 ¢ T 24Ax

a =

As a result of this:

B 50h; — 96h;_1 + T2h;_9 — 32h;_3 + 6h;_4
N 24\ x

R} + O(Az?) (3.22)
In the equation 3.19, there is (b+ ¢+ d + €)O(Az®) term. This term becomes
O(Az*) in the equation 3.22, because (b+c+d+e) is O(xz). As a result of this,

approximation of first derivative will be following with error O(Az?):

Ohi _ 50h; — 96h;_1 + T2h;_5 — 32h;_5 + 6h;_y
or 24Azx

(3.23)

Similar method shown in equations 3.18 - 3.21 can be applied also for second,

third and fourth derivatives and the approximations are as followings:

0?h; __ 450Rh; — 1540h;_1 + 2140h; 5 — 1560h;_3 + 610h;_4 — 100h; 5

Oz 120A27 (3.24)

O%h; _ A410h; — 20880h; 1 + 41490h; 5 — 44640h; 5 + 27630h; 4 — 9360h; 5 + 1350h; ¢
03 720A7°

(3.25)
Oh; _ah; +bhi_y 4 chi_y + dhi_3 + ehi_y + fhi_s + ghi_g + jhi_z (3.26)
dxt 5040Az* '

Where a = 47040,b = —279720,c = 715680,d = —1023960, e = 887040, f =
—466200, g = 137760, 5 = —17640. To check found schemes, polynomial expres-
5

sion 1 — z° can be used and its derivatives at x+ = 1 can be compared with

numerical approximations. Ax is taken as 0.01:
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4th Order Backward Difference Result | Analytical Result
% -4.999999760 -5.000000000
% -20.000000000 -20.000000000
% -59.999999996 -60.000000000
% -119.999996341 -120.000000000

Table 3.1: Derivative Comparison of 1 — 2° at = 1 for 4th Order Backward
Difference and Analytical Result

Table 3.1 shows that derived 4th order backward difference schemes are good
enough and there is no error in the derivation. For derivatives of particle concen-

tration, found approximations will be used:

8c,~ 5001 — 960,‘_1 -+ 720,;2 — 3202‘_3 + 6Ci_4
~ 2
ox 24Ax (3:27)
8202- — 45061 — 1540@'71 + 21400572 — 1560Ci,3 + 6100574 — 100Ci,5 (3 28)
ox2 120Aa2 '

3.2 Boundary Conditions

h and ¢ depend on only x in spatial domain. Therefore, boundary conditions

on x coordinate will be applied to numerical calculation. Boundary condition at

x = 0 are as following:

oh  O*h  Oc

4th Order Central Difference will be used for derivatives near the symmetry

boundary conditions. At x = 0, where sub-index 7 = 0, first and third derivative

of h are as following:
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ah(ﬂﬁ = O,t) . —hg + 8h1 - 8h_1 + h_2

ox a 12Az =0

3.30
83}1(1‘ = 0,t> o —hg + 8h2 - 13h1 + 13h_1 - 8h_2 + h_g —0 ( )
Ox? B 8Az3 B

h_1,h_o, h_3 are ghost nodes and Figure 3.2 shows the location of ghost nodes

in domain:

h_ghah-i fo hy hy p,

Figure 3.2: Location of Ghost Nodes in Domain

These ghost nodes are out of calculation domain, however, they can still be

calculated. According to symmetry, there is solution for 3.30 when:

hi=h_1, ho=h_y, hy=h_

This assumption will be also applied the particle concentration at symmetry
boundary because x derivative of particle concentration is 0 at this point. As a

result of this:
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€ =C1, Cp=C_2

Boundary conditions at x = a(t):

oh
— =-0, h=0, ¢=0 3.31
e (3.31)
Because 4th order backward difference will be used near the contact line, there
is no need for special treatment near the contact line. Boundary conditions at this
point implies that h and ¢ values are constant, therefore numerical calculations

will be not made for mentioned variables.

3.3 Particle Deposition

In this section, two dimensional numerical particle deposition will be explained.
Particle mass flux is known for each point in the domain. Figure 3.3 shows

geometrical configuration of deposition.

Ci+1

]p,i 1 l ]p,i+1

o o

X; Mm; gep Xit1

v

Figure 3.3: Explanatory Scheme for Numerical Particle Deposition Mechanism
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In Figure 3.3, particle deposition flux represented with red arrows to points on
solid surface. Subscript 7 of J, shows that it belongs to point i. m; 4, is deposited
particle mass per unit length, and its deposition location is in the middle of point
7 and 141 in solid surface line. Mathematical formulation of deposition is inspired
by method in Widjaja and Harris [25]. Some modification are done, because their
coordinates and particle concentration definitions are different. Solid surface is
taken as one dimensional. Therefore, line integration is used to find deposited
mass per unit length and time. After this process, as in Widjaja and Harris [25],
this integration is multiplied with time step size to find deposited particle mass

per unit length :

Tip1
M dep = </ dex) At (3.32)

Integration can be done numerically with trapezoidal method, and to imple-

ment it, numerical method book [36] will be followed:

Titl Da (ci1+¢
/xi del' ~ cPe ( 5 ) (xi—l—l — .Z'Z) (333)

As a result, numerical calculation of deposited particle for one time step will

be following;:

Da Ci+1 + ¢
Midep = ePe 2

AxAt (3.34)

3.4 Algorithms

In the previous sections, application of FDM for given case and dispersed particle
deposition were described. Main goal is developing numerical algorithm which
considers both pinned and moving contact line regimes. Indicated process is

quite challenging. Therefore, two validation case will be used for developing
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different parts of final algorithm and after these, final numerical algorithm will

be presented.

The first validation scenario will be the simulation of evaporating sessile droplet
with moving contact line. In this scenario, there is no dispersed particle. Numer-
ical algorithm will be set for h profile adjustment according to changing mesh
through time and mass criterion. Results of Anderson and Davis [1] will be used

for comparison.

Second validation scenario will be simulation of evaporating sessile droplet
with pinned contact line and particle concentration equation. In this case, there
is no need for readjusting h and c profile, because mesh will not change. Results
of Fischer [23] and Tarasevich et al [26] will be used for comparison. These two
articles have similar configuration, however, viscosity and evaporative flux are
different. Tarasevich et al. [26] has particle concentration depended viscosity, on
the other hand, viscosity in Fischer [23] is constant. Indicated articles [23, 26]
use polar coordinates and same form of equations for temporal change of h and ¢
which are derived with approaches and assumptions similar to those used in this

thesis:

oh 10,
%(hc) = —%(rhuc) (3.36)

As indicated before, evaporative mass flux and height averaged velocity are
different. Although model in this thesis uses Cartesian coordinates, validation of
the algorithm for polar coordinates can still be utilized, because it is important to
validate solution methodology of solving h and ¢ together, which is not dependent
on type of coordinates. If solution methodology gives similar results as reference
results in polar coordinates, same situation can also be expected in Cartesian
coordinate cases. In final algorithm, equations in Cartesian coordinates will be

solved, however same solution methodology will be used to solve h and ¢ together.
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3.4.1 Numerical Algorithm for Evaporating Droplet with

Moving Contact Line

For given scenario, h will be calculated with explained FDM then it will be cor-
rected according to criterion related to mass loss, and changing radius of droplet.

In Figure 3.4, brief flow chart of algorithm can be found:

| Set Initial condition (h,x) |

h 4
Start Time Step Calculations |<7
!
Step 1: Calculate derivatives of h and solve it with RK4. In each RK4 step, calculate contact angle

@=— %) for radius equation (a;)
1)

Step 2: Calculate mass loss caused by evaporation with integration: (Am,,,, = fﬁdx) ,
calculate total mass loss (Ammr = fhtdx) and calculate mass of droplet (Mgypene = J hdx)

!
Step 3: Calculate new radius of droplet with RK4 (a, = — ;—a +n'f(©))

¥
Step 4: Correct h according to error,

— _ _Mtheo
Mipeo = Meyrrent — (Anleua + Amtot) ’ hcu'rr - Meurrent

]
Step 5: Calculate mass of droplet before interpolation m,;4, do linear interpolation,

. . m
calculate droplet mass after interpolation m,,.,,,, and correct mass of droplet hwmim = Told corr
Mpew

| Step 6: Calculate O for the final configuration of droplet |
A J

Step 7: Record data for specific time steps, decrease dt if it is necessary

H tcur'rent < tfinal
andincrease t. . ent

¥
‘ If tcurrent = trinars finish simulation ‘

Figure 3.4: Flow Chart of Numerical Algorithm For Moving Contact Line Case

In Figure 3.4, tcyrrent and tyi,q are current time and final time values. Algo-
rithm has loop and it will run until final time. After initial conditions are set,
temporal evolution of A will be calculated. After this step, necessary calculations
will be done for equation 2.64 which is mass loss criterion. Integrals will be cal-

culated along x until a. For this process, Simpson’s 1/3 rule will be applied by
following numerical methods book [36]:

—dx = 4 .
/x ot 6 o o o (3:37)
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Fit1 E d Tiy1 — T E i 4F i FE
€Tr =

(3.38)

Where parenthesis after h means this parameter is evaluated at given coor-
dinate. Equation 3.38 represents total mass loss caused by evaporation and it
will be named as Am,,,. Equation 3.37 represents total temporal height change
and it will be named as Amy,;. After calculating temporal change of h, Meyrrent,

which is nondimensional mass of droplet, will be calculated.

Temporal change of droplet radius will be calculated, thus value of it for next
time step will be found. In this calculation, contact angle values calculated from

intermediate h profiles found by RK4, will be used.

After this process, mass loss criterion can be checked. In theory, Ameye+Amyo;
will be equal to 0, if all mass loss is caused by evaporation. While temporal
change of h is calculated, this summation may not be 0 and it will be considered as
error. Current nondimensional mass, Meyrent is calculated and must be corrected
according to error. This correction can be done by simply subtracting error from

current mass.

Mtheo = Meurrent — (Ameva + A7n150t) (339)

Where mype, is expected mass value in theory according to evaporation loss.
Error is subtracted because, in the case of negative error, droplet will lose more
mass than expected value according to evaporation. Therefore, absolute value
of error must be added for compensation. Same logic must also followed in the
case of positive error, because droplet will gain more mass than expected value

according to evaporation.

According to new corrected mass, h profile must be adjusted. For this adjust-

ment, ratio of corrected mass to current mass can be utilized:
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fcorr = Mhtheo (340)

Meurrent

If h profile is multiplied by this ratio, it will be corrected:

hcorr(xat) = fcor’rh(l'yt) (341)

Main reasoning behind this idea is related to nature of numerical integration
methods which usually contain summation. If all components of this summa-
tion, is multiplied by some constant, it will be common factor to all summation.
Therefore, if all h profile is multiplied by f..., in numerical integration used in

this thesis, it will be common factor and My reny Which is numerical integration

of h profile along x, will become Mypeo, due tO M ayppent ——22ee

Mcurrent

With this approach, mass loss criterion can be satisfied numerically. Last
remark about this topic, will be related to mass loss situation in contact line.
Boundary condition states that h is 0 at this point. This situation will affect the

integration. h equation at x = a is as following:

(%)H +EJ(a)+ % (h(a, t)u(h(a,t))) = 0 (3.42)

h(a,t) is 0, thus, term 2 (h(a,t)u(h(a,t))) will also be 0. Therefore, equation
3.42 will be following:

(%)” + EJ(a) =0 (3.43)

Equation 3.43 shows that calculation at contact line will not contribute to
integration demonstrated in equation 2.64 because it is 0 at this point. Therefore,
in numerical integration of this criterion, contact line is not included in calculation

by equating both term to 0 in equation 3.43.
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After satisfying mass loss criterion, another correction is needed for h profile.
Radius of droplet is changed in the calculation, therefore, mesh is changed and
h profile must be adopted to new radius of droplet. For this, linear interpolation
is used. According to new x coordinates of the points, new h values are found
by interpolating corrected h profiles. At x = 0, h value is not changing and at
x = a, h = 0, because of boundary condition. As a result of this, A profile is only
changing near the contact line. According to advancing or receding contact line,
droplet gains or losses mass artificially. This should also be corrected. Similar
approach as in mass loss criterion, is used to correct h profile last time. Before
interpolation, mass of droplet (my) is calculated. Then, linear interpolation is
applied. After interpolation, mass of droplet (m,e,,) is calculated again with new
radius. Because, desired mass of the droplet is m,;y, h profile is corrected with

following calculation:

Motd g . (3.44)

new

hcorr,int =

As a result of all the mentioned calculation, final form of A is calculated and
after calculation of contact angle of new profile, new time step calculation can be

started. This loop will continue, until ¢4 is reached.

After running some simulations, it was realized that when error (Ame,, +
Amyy) becomes too high, correction of h causes divergence. Therefore, time step
size is decreased, when error goes above some limit. For this case, limit is chosen
as 1071 and, when limit is exceeded, time step size is multiplied by 0.96. Limit
and multiplication factor was found by trying and running different simulations.

According to different cases, these values can be rearranged.
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3.4.2 Numerical Algorithm for The Fixed Contact Line

Case with Particle Concentration

In this case, h equation and ¢ equation must be solved simultaneously. Contact
line is assumed to be fixed, therefore, radius of droplet will not change. Thus, A
will not be corrected because of moving radius. Although, mass loss criterion can
still be investigated, it will not be considered in the calculations, because results
of Tarasevich et al. [26] and Fischer [23] are numerical and they do not include
this criterion. Flow chart in Figure 3.5 summarizes general algorithm of given

case:

Set Initial condition (h,c,x)

l

Start Time Step Calculations |

Step 1: Calculate derivatives of h and solve it with RK4.
In this calculation, take ¢ and its derivatives as constant

Step 2: Calculate derivatives of ¢ and solve its equation with RK4.
In this calculation, take h and its derivatives as constant

Y

‘ Step 3: Record data for specific time steps and increase t,,,rent }» —-‘ teurrent < tfinal }7

l

‘ If teurrent = Urinat, finish simulation ‘

Figure 3.5: Flow Chart of Numerical Algorithm For Fixed Contact Line Case

with Particle Concentration

Method about solving h and ¢ equations were already mentioned in Time
Discretization part. A further remark should be made about h equation. In both
of the article [23, 26], h equation is in polar coordinates. Therefore, there is 1/r
term which will go to infinity at » = 0. r is radial coordinate. h equation in

Fischer [23] is as following:
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— = —=——(rhu) — EJ (3.45)

Special treatment is needed at r = 0. Tarasevich et al. [26] equating u to 0 at

r = 0. Equation 3.45 will be as following, if derivative term is expanded:

oh hu  Oh ou
—=——-——u—h——FJ 3.46
ot r ar " or ( )
—% and —%E will be 0 at r = 0, because u = 0. However, —h% will not be
0 and it must be calculated. % can not be calculated analytically because it has

1/r which will go to infinity when r = 0. Therefore, this term will be calculated

numerically. In this calculation, second order forward difference will be used [37]:

a0 SA, (3.47)

(au) _ —ly + 41y — 31
r=0

Where Ar is spacing between two consecutive points, s is @ value at r = 2Ar,
w1 is w value at r = Ar and g is u value at » = 0. Particle concentration equation
will be following in polar coordinates where there is no diffusion and deposition
23]:

0 1,
a(hc) = —;(Thuc) (3.48)

With necessary substitutions and simplifications:

dc oe_  EJ

With boundary condition u = 0 at » = 0, particle concentration equation will

become:
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How main equations will be solved at r = 0 is mentioned in previous para-
graphs. At contact line where r = a, Tarasevich et al. [26] assumes h = hy, where
hy is nonzero height at contact line. Fischer [23] assumes h = 0, at this point.
Therefore, h equations for both cases will not be solved at this point. For particle
concentration, Tarasevich et al. [26] assumes « = 0 at r = a and J(a) = 0. For
Fischer [23] evaporative mass flux is also 0 at contact line and @ will be following

at contact line:

(M)ee = —h(r = a,t)2% (%% (TW)) ~0 (3.51)

Where Ca is capillary number. Height averaged velocity is 0 because h is 0 at
contact line. When u and J are 0 for both articles [23, 26], temporal change of

particle concentration at contact line will be following:

Therefore, ¢ will not change at contact line.

For the simulation about comparing results of Tarasevich et al. [26], spatial
and temporal schemes are changed at some points, because in the simulation it
was seen that with current configuration, results are diverging for particle concen-
tration. Therefore, for the points, whose indices are [n-7,...,n-3], first derivative

of particle concentration is calculated with first order forward difference [37]:

dc  ciy1— ¢

- Ar (3.53)

Indicated points are chosen, because simulation was starting to diverging from

this part. In addition, this modification applied to only particle concentration
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equation, because in the calculation of h equation, there is no problem. With this
modification, divergence issue is fixed. In addition, in the calculation of particle
concentration equation, temporal scheme is change to explicit Euler method and

it is calculated in following way [36]:

A = bt flei(t) At (3.54)

Main reason of this modification is decreasing the computational time of sim-

ulation.

3.4.3 Combining the Two Algorithms: Moving Contact

Line Plus Particle Concentration

To validate different results in literature, algorithms were explained in previous
sections. In this section, numerical algorithm for combined case which includes
both pinned and moving contact line with particle dispersion and deposition will
be explained. Features of previous algorithms are merged in this algorithm, and

some additional features will also be needed.

In combined case, droplet will be pinned until some contact angle value for
specific scenario. After some point, its contact line will start to move and it will
continue in this situation until 95 % of total initial particle mass is deposited.
Pinned part will be very similar to explained algorithm for pinned validation
case. Only particle deposition and mass loss criterion check will be added. For
moving contact line part, h, ¢ and deposition profiles must be arranged according

to changing mesh. Following figures show flow chart of algorithms for both cases:
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Set initial conditions (h,c,x)

l

Start time step calculations for pinned configuration |
¥

Step 1: Calculate derivatives of h and solve it with RK4.
In this calculation, take ¢ and its derivatives as constant

¥

Step 2: Calculate mass loss caused by evaporation with integration: (Am,,,, = fidx) )

calculate total mass loss (Ammr = jhfdx) and calculate mass of droplet (M yyene = [ hdx)

K+h

¥
Step 3: Correct h according to error,

— _ _Mitheo
Mipeo = Meyrrent — (Anleua +A ntut) . hCOT‘T T m h
current

¥

Step 4: Calculate derivatives of c and solve its equation with RK4.
In this calculation, take h and its derivatives as constant

¥
Step 5: Calculate dispersed particle deposition mass and add
them to accumulated deposition values

Step 6: Correct ¢ profile according to initial dispersed particle mass |

i

‘ Step 7: Record data for specific time steps, decrease dt if it is necessary

K

i

‘ If @ << Oyyynie, sSwitch to moving configuration |

If©® > Opnie }7

Figure 3.6: Flow Chart for Pinned Part of Combined Numerical Algorithm

‘ Start time step calculations for moving configuration }47

i

‘ Step 1: Calculate h. In each RK4 step, calculate contact angle (@ = — g—;) for radius equation (a;) ‘

+

‘ Step 2: Calculate Am,,,, = f:jdx, Amy,, = [ hydx and mypepe = [ hdx

i

‘ Step 3: Calculate new radius of droplet with RK4 (@, = 7% +1°f(©)) ‘

v

Mcurrent

- m;
‘ Step 4: Correct h according to error, Mepeo= Meyrrent — (AMepa + AMygr) , Regrr = — 222 h ‘

v

Step 5: Do linear interpolation for h, and correct it according to mass loss or gain caused by interpolation |

Step 6: Do linear interpolation of ¢ in order to adapt to new mesh

I

| Step 7: Calculate c. In this calculation, take h and its derivatives as constant |

i

| Step 8: Calculate dispersed particle deposition mass and add them to accumulated deposition values ‘

| Step 9: Correct ¢ profile according to initial dispersed particle mass

v

o -
‘ Step 10: Record data for specific time steps, decrease dt if it is necessary |—> IFless than 95 % of total initial

T
L ]

particle mass is deposited

‘ If more than 95 % of total initial particle mass is deposited, finish the simulation |

Figure 3.7: Flow Chart for Moving Part of Combined Numerical Algorithm
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In Figure 3.6, most of the parts are explained in previous sections, only dis-
persed particle deposition and correction of ¢ profile are new. Dispersed particle
deposition points on surface will be fixed and not change through time. After
this process, total mass correction of deposited particle can be evaluated. At the
beginning, droplet will have total nondimensional particle mass (M. tot.init), which

will be calculated as following:
ag h
Me tot init = / / c(x,t = 0)dzdx (3.55)
o Jo

ao
Me tot,init = / C<5U,t = O)h(l’,t = O)d.’l? (356)
0

In the calculation of particle mass, Karapetsas et al. [28] is followed. In
Equation 3.56, intergral will be calculated with Simpson’s 1/3 rule. Current total
particle mass (M tot current) Will be summation of total particle mass in droplet
(Me.drop,current), total mass which will be deposited (M dep,inst,current) and total

accumulated deposited mass (M dep,acc):

Me tot,current — Me,drop,current + Me dep,inst,current + Me dep,ace (357)

Error(meerror) in particle mass will be related to difference between initial

total mass and current total mass:

Meerror = M totinit — Metot,current (358)

This error will be used in correction of ¢ profile. Accumulated deposition value
will not be corrected, because deposited particle cannot return back to droplet
and in some cases, correction can cause this situation. Also, mass value for
instantaneous deposition in one time step will not be corrected, because total
particle mass in droplet is far bigger than it. As a result of this, corrected total

particle mass value (Mcgrop.corrected) i droplet will be:
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Me,drop,corrected = Me,drop,current + Me,error (359)

After knowing theoretically correct mass, same approach as in h will be fol-
lowed for ¢ profile. Correction ratio ( fe drop.corr) Will be calculated and all ¢ profile

will be multiplied with this value to find corrected value (Ceorrected)-

Me drop,corrected
fc,drop,corr = (360)
Me drop,current

Ccorrected(l'7 t) = fc,dropporrc(x? t) (361)

Last step of pinned part will be recording necessary values, doing time step
size decrease if it is necessary and checking contact angle for limit. If it is below

the limit, then code will switch to moving part.

For the moving part, algorithm in Figure 3.7 will be followed. In this algorithm,
until step 6, familiar process in old algorithms will be applied. In step 6, linear
interpolation is done for ¢, because radius of droplet and mesh changed. Thus,
¢ profile for new points can be found. After this, ¢ equation can be calculated.
Similar approach in previous section will be followed for this process. After
calculation of ¢, deposition must be done. Changing droplet radius make this
process challenging. The particle deposition points will be fixed. When radius of
the droplet moves, related deposition points under current droplet will be chosen
and the deposition will be done on these points. In this process following steps will
be followed. Firstly, deposited particle mass for one time step will be found for
current mesh configuration. Secondly, by looking at coordinates of these points,
their deposition values will be added to nearest fixed deposition point. In other
words, if distance between newly deposited point and fixed deposition point is
smaller than Ax/2; then this deposition value will be added to indicated fixed

point.

After deposition, correction of ¢ profile, which is mentioned in pinned part, will
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be done. After this correction, necessary values will be recorded for indicated time
steps and time step size will be decreased if it is necessary. This loop will end,

when 95 percent of initial total particle mass is deposited.

Further notice will be needed for given case. After doing some simulation for
this case, it was seen that near the contact line 4th Order Backward difference
usage for derivatives of ¢ in terms of x, can cause divergence of ¢ in some cases.
Therefore, for the combined code, derivatives of ¢ in point near the contact line
is calculated with 2nd Order Central Difference [37]:

0 i1 — Ci— 0? iv1 — 2¢; + ¢
ge _ Gt — G O7C_ Cipn 26t G (3.62)
oz 2Ax 0x? Ax?

o4



Chapter 4

Results and Discussion

In this chapter, numerical results will be presented. In the first part, validation
of numerical algorithm will be demonstrated and discussed. For this purpose,
results of different articles [1, 23, 26] will be used. In the second part, results of
derived model will be presented and parametric study will be done for different
parameters. Selection process for set of parameters will be explained and current

configuration will be described.

Simulations in this chapter, were executed in C++ platform and the codes for

numerical algorithms were written by the author.

4.1 Validation of The Numerical Algorithms

In this section, validation of different aspects of numerical algorithm will be done.
In the previous section, two different special case were chosen and numerical
algorithms were explained for them. These two cases will be used for validation.

These cases were chosen because, in literature, there are results for comparison.

First case was moving contact line without particle concentration. Results of

Anderson and Davis [1] will be used for this case. Because main aim is validating
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numerical algorithm, parameters and equations of Anderson and Davis [1] will be
used. Their parameters and equations are very similar to mathematical model
explained in this report. Their model [1] does not include particle concentration

depended viscosity.

Second case was fixed contact line with particle concentration. Results of
Fischer [23] and Tarasevich et al. [26] will be used for this case. Because main aim
is validating numerical algorithm, parameters and equations of Fischer [23] and
Tarasevich et al. [26] will be used. The models used in these articles are similar
to mathematical model explained in this report. The main difference is related to
coordinates and included physical phenomenons. In both of these articles, there is
no Marangoni and Vapor recoil effects. Viscosity in Tarasevich et al. [26] depends
on particle concentration. On the other hand, viscosity used in Fischer [23] does
not depend on particle concentration and is constant. Both of these articles do not
include diffusion, and particle deposition in their particle concentration equation.
However, these are included in the presented model in this report. Although
both of these articles use polar coordinates, main aim is validation of solving A
and c together, as indicated before. If numerical algorithm gets similar results as
reference results in polar coordinates, this solution methodology can also be used

in solving h and ¢ equations together in Cartesian coordinates.

Although given articles do not include all the physical phenomenon in the
presented model in this report, combination of these articles are still covering

moving contact line, h and ¢ equations.

4.1.1 Validation for The Moving Contact Line without

Particle Concentration

In the previous part, it was mentioned that results of Anderson and Davis [1] will
be used. In this article, there are results for small capillary number. Anderson

and Davis [1] assumed h is expansion of capillary number in following way:
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Leading order solution gives following expression for hg [1]:

)
ho = %(GQ — %) (4.2)
They have also solution for h; with O(Ca?) error [1], however it is not men-
tioned here. Using radius equation, global mass balance which is named as mass
loss criterion in this thesis, and h expansion up to O(Ca) results in relation
between contact angle and radius of droplet [1]. This relation is solved with
Runge-Kutta algorithm in article of Anderson and Davis [1] and they got graphs

for temporal change of radius and contact angle.

Instead of using expansion of A, mathematical model in Anderson and Davis
[1] are solved with numerical algorithm explained in previous chapter and results
are compared with results of Anderson and Davis [1]. As it is mentioned before,
their equations, parameters and boundary conditions are used. In this part, for

all the results, following parameters in Anderson and Davis [1] are used:

Cas=01, K4=01,75,=0.1, 64=0x=01, my=3,04=05 Es=0.5

Subscript "A” indicates these are parameters of Anderson and Davis [1]. For
validation of proposed numerical algorithm, different cases from Anderson and
Davis [1] will be used. Marangoni number (M) and density ratio (p) will be

chosen according to these cases.

In Case 1, thermocapillarity and vapor recoil terms are ignored. In Case 2 only

thermocapillarity term is ignored. In Case 3, only vapor recoil term is ignored.

In the most of the report, time is showed with ¢t. However, in this part, 7 will

2
be used for time which is a result of scaling with &, where ¢, = Z—g in Anderson
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Case | My | pa
Case 1| 0.0 |
Case 2 | 0.0 | 10.0
Case 3| 1.0 | o

Table 4.1: M4 and p4 values for different cases in Anderson and Davis [1]

and Davis [1]. Reference results are taken from article with the help of plot
digitization. Initial condition of A for numerical calculation is taken as leading

order solution of h in Anderson and Davis [1]:

h(z,t =0) = (a® — z?) (4.3)

Where ©(0) = 2 and a(0) =1 [1]. Figure 4.1 - 4.3 show comparison of results
for temporal change of droplet radius and contact angle. Contact angle depends
on first derivative of h in contact point, and in the calculation of it 4th Order

Backward Difference will be used.

avs T (Casel) Ovs T (Casel)
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Figure 4.1: Result Comparison for Case 1
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Figure 4.2: Result Comparison for Case 2
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Figure 4.3: Result Comparison for Case 3

In Figure 4.1 - 4.3, four different mesh configuration is used to show simulation
is converging to some result. After n = 90, number points in the system were

not increased, because in the early and mid time step, results are not changing
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considerably after n = 70. In the legends of figure, dt corresponds to assigned
initial time step size. According to error in mass loss criterion, this time step size

is decreased and this process is already explained in the numerical section.

In all of the presented results, there is a good agreement in the early and mid
time steps. In final stages of simulation, there is a deviation from the reference
value of Anderson and Davis [1]. Reason of this issue can be related to solution
methodology. Anderson and Davis [1] uses expansion of h in terms of Capillary
number to find relations for radius and contact angle and solves numerically.
However, numerical algorithm in this report solve h and radius equation directly
without doing any expansion. Only initial condition for A is taken as leading
order solution of Anderson and Davis [1]. These reasons can cause the difference
between two results. However, agreement between given results can still validate

numerical algorithm developed for this case.

4.1.2 Validation for Fixed Contact Line with Particle

Concentration

In this section, contact line is not moving, however particle concentration equation
is solved with h equation. Firstly, result comparison will be done for results of

Fischer [23]. Following parameters will be used from Fischer [23]:

Ep =01, Cap=001, Kp=10, A=250

Subscript "F” shows that these are parameters of Fischer [23]. There is extra
parameter " A” | because Fischer [23] modified his evaporation model in a following

way:

1
K+h

J = (1 — e~ 40=D% (4.4)

Where r is radial component in polar coordinates. With this modification,
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evaporative mass flux at contact point will be zero [23]. Equations of Fischer
with boundary conditions were solved with the numerical method proposed in
the relevant section of previous chapter. h and ¢ values are compared. Reference
values are taken from article with the help of plot digitization. Initial conditions

for h and c are as following [23]:

h(r,t=0)=1—7* ¢(r,t=0)=1.0 (4.5)

In Figures 4.4 and 4.5, different colors are indicating different time steps and
they are demonstrated in the legend. Solid line is result of Fischer [23] and
result with star markers are calculated numerical result with algorithm explained
before. Same color indicates same time step. For this case, numerical result are
calculated with n = 70 and dt = 107'°. In Figure 4.5, particle concentration is
compared. Fischer [23] demonstrates results of P vs r in his article, where P is
23]:

P = Virope (4.6)

Where, V.o is volume of droplet, whose temporal change is also given in article
[23]. According to these values in the article, P is converted to ¢ and in Figure

4.5, these converted values are compared.

hvsr

—— Fischer [23]att=1.0
—— Fischer [23]att = 2.0
—— Fischer [23]att = 3.0
0.8 —— Fischer [23] att = 4.0
—— Fischer [23]att = 5.0

Fischer [23] att = 6.0

1.0

0.6

0.4

0.2

/4

171/4

%950 0.2 0.4 0.6 0.8 1.0

Figure 4.4: Result Comparison for h
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Figure 4.4 shows that calculated and article’s results are in good agreement
through different time steps. Therefore, it can be concluded that numerical algo-

rithm works fine in solving h equation.

40 cCVsTr .
—— Fischer [23]att =1.0

351 —— Fischer[23]att = 2.0
—— Fischer[23]att = 3.0

301 —— Fischer [23]att =4.0
—— Fischer [23]att = 5.0

25

v 20

15

10

Figure 4.5: Result Comparison for ¢

Figure 4.5 shows that article results and calculated results are matching well
until ¢ = 4. At t = 5, there is a small deviation in the peak point of particle
concentration. In addition, around r = 0.85, there is irregularity in these points.
Until peak point, first derivative of c is either zero or positive, however this is
not the case for the mentioned point and there is small zigzag on this area. This
situation can be related to spatial schemes. 4th Order Central difference is used.
This may cause the problem in the final stages of simulation. However, during
the big portion of simulation, results are matching and this problem occurs at the
final stage of simulation. Therefore, numerical scheme was not changed for this
case. If same problem occurs in the future simulations, using lower order central

difference or forward difference scheme can locally be a solution.

After numerical simulation with Fischer’s results [23], result comparison with
Tarasevich et al. [26] will be demonstrated in the following part of this section. In

the article of Tarasevich et al. [26], particle concentration dependency of viscosity

62



couples h and ¢ equations. Proposed solution methodology for this problem was
explained in the relevant section of previous chapter. Following parameters of

Tarasevich et al. [26] will be used in the comparison:

Car = 0.1, By = 0.1,¢o = 0.2, K7 = 0.01, hy = 0.01

Subindice ”T” shows that these are parameters of Tarasevich et al. [26].Their

evaporative mass flux is as following [26]:

_1—02
- K+h

(4.7)

Initial nondimensional h profile is as following [26]:

hir,t = 0) = hy + (1 - (%)2) (4.8)

Where ay is initial radius of droplet. Initial particle concentration is as follow-
ing [26]:

Co—l

C(T,t:0)22—00+2m

(4.9)

Where w is a constant and equals to 10 [26]. ¢ is height average particle
concentration in Tarasevich et al. [26] and when it reaches to 1, it becomes
gelation concentration [26]. At this point, evaporation also stops. In the Figure
4.6, temporal change of droplet mass is compared. Result of Tarasevich et al.
[26] is taken from article with the help of plot digitizing. For numerical result
where n = 120 and dt = 5 x 107!, h profile is calculated through time and after
this, the area under the h profile for corresponding time step is used as mass
in Figure 4.6. In Figure 4.7, particle concentration profiles in r are compared
through different time steps. In the article [26], ¢ vs r graph is digitized and

used in these graphs. ¢ is volume fraction of particle and by looking at article
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results and initial condition about particle concentration, it is assumed that ¢
and ¢ can be used interchangeably, therefore in Figure 4.7, title is ¢ vs r, rather

than ¢ vs r. Also for initial condition, it is assumed that ¢g = cp.

In the article [26], for given parameters, particle concentration results are not
presented with exact nondimensional time step value but instead scaled value of
t in terms of t,,,, is used. t,,4, 1S maximum time when whole droplet becomes
like a solid, therefore, h is not changing and evaporation stops in all droplet [26].
Because, exact value of 4, is not mentioned in the article [26], this value is
predicted from temporal change of mass graph in the article and it is assumed
that ¢, = 3.0. According to this, results are compared for ﬁ = 0.25 where
t =0.75, ~— = 0.5 where t = 1.5, '~ = 0.75 where ¢t = 2.25, and '~ = 1.0

where t = 3.0.

08 mvs t

Tarasevich et al. [26]
0.7 * n=120,dt=5e-11

0.6
0.5
€04
0.3

0.2

0.1

0'%.0 0.5 1.0 15 2.0 2.5 3.0 3.5 4.0

Figure 4.6: Comparison of Temporal Change of Droplet Mass

Temporal change of mass for article’s result and result where n = 120 and
dt =5 x 10~ are matching well. This situation shows that numerical algorithm

calculates h profile through the time works well in given configuration.
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Figure 4.7: Particle Concentration Profile Comparison for Different Time Steps

In Figure 4.7, same color indicates same time step. Solid lines are results of
Tarasevich et al. [26] and stars are result of numerical algorithm explained in
this work. Results are well matching until ¢/t,,,, = 0.75. At this point, results
are deviating a little bit from the reference result. The reason can be related
to assumption of t,,,,. By looking at Figure 4.6, it is predicted as 3, however
this can be any value between 2.9 to 3. This uncertainty may affect results at
later time steps. However in the majority of time, results are close to each other,

therefore, this situation shows that numerical algorithm works well in this case.

4.2 Numerical Simulations

In this section, numerical results of combined algorithm will be presented. Firstly,
selection process of different parameters in temporal evolution equations of h, c,
and a will be explained. After this, initial condition will be stated and results
of chosen parameter set will be presented. This parameter set will be considered
as base and by changing different parameter in this set, effect of them will be

observed.
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4.2.1 Parameter Selection

Temporal evolution of A, ¢, and a depend on various constant parameters which
are £, Ca, M, K, p, Da, Pe, x, 8, n*, 4 and 0r. These constants affect in-
ner flow, evaporation, contact line movement, particle dispersion and deposition.
According to material choice of droplet, solid surface type and experimental con-
figuration, indicated constants can change. In the choice of these parameters, it
will be influenced by values in literature. Constant parameters in Anderson and
Davis [1], Fischer [23], Tarasevich et al. [26] and Karapetsas et al. [28], are ei-
ther same or similar to constant parameter used in this thesis. Therefore, mostly

these articles will be followed. Table 4.2 shows possible options for mentioned

constants:

Constant Possible Values References
E 0.01 - 1.00 [23]
Ca 0.0015, 0.01 - 10.00 1], [23]
M 1.0, 85.0 1]

K 0.001,0.002, 0.01 , 1.0 | [1], [23], [26]
p 1.0 - 1000.0 [28]
Pe 0.01 - 100.0 [28]
X 0.01-0.1 [28]
15} 0.01 1]
n* 0.03 1]
O4 0.1 1]
Or 0.1 1]

Table 4.2: Possible Values of Constants Used in Literature

For evaporation and capillary number, parameter range mentioned in Fischer
[23] is presented in table. For capillary number, values in Anderson and Davis
[1] is also mentioned because for water, they present values of different constants
where € = 0.1. For Marangoni number, values in Anderson and Davis [1] are men-
tioned. In their simulation, they used M = 1.0, and they mentioned M = 85.0 for
water where e = 0.1. For nonequilibrium parameter, 3 different articles [1, 23, 26]
was analyzed and it is shown that there is a broad usable range of K. For the

ratio of densities, values in Karapetsas et al. are mentioned. Although physical
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description exactly same, there is following difference between two parameters:

Pkarapetsas (4 10)
€

ﬁ:

Therefore, their 0.1 — 100 range [28] is taken as 1.0 —1000. For Peclet number,
following comparison is followed. Formulation is same for both parameter in
terms of characteristic velocity. However, characteristic velocities are different.
Therefore, ratio between Peclet number of this thesis (Pe) to Peclet number of

Karapetsas et al. [28] (Pégarapetsas) Will be as following:

U

Pe = Pekarapetsas (411)
c,karapetsas
» e
Ue = h_g and Ue, karapetsas = /1_(? [28] Therefore,

2

Ho
Pe = Pekarapetsas B (412>

(S lexs1en)

From Karapetsas et al. [28], gy = 1073, a9 = 1073, p = 10°, oy =
0.07 and € = 0.1:

1
Pe="P arapetsas 5~ 4.1
€= 1 Charapetsas 74 (4.13)

From end result, it can be said that for given conditions, there is approximately
3 order of magnitude difference, therefore, their 10 — 100000 range [28] will be
taken as 0.01 — 100. For Damkohler number, there is criterion, that it can be
same or lower order of magnitude of €Pe, therefore it will be arranged according

to Pe number. x is taken as it is from Karapetsas et al. [28]. Parameters related

to contact line movement is taken as it is from Anderson and Davis [1].
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4.2.2 Initial Condition

Initial condition for A and ¢ will be as following:

h(z,t=0)=1-—2? (4.14)

c(x,t =0) =tanh(100(1 — z)) (4.15)

Initial a will be 1.0 as scaling indicates and contact angle will be 2.0 which
can be deducted from equation 4.14. Initial conditions for h and c are presented

in Figure 4.8:

hvsxatt=0 cvsxatt=0
1.0 1.0
0.8 0.8
0.6 0.6
< (V]
0.4 0.4
0.2 0.2
0. 0.
%.0 0.2 0.4 0.6 0.8 1.0 %.O 0.2 0.4 0.6 0.8 1.0
X X

(a) Initial Droplet Interface Height Profile (b) Initial Particle Concentration Profile

Figure 4.8: Initial Condition for h and ¢

Initial condition for A will be taken as spherical cap and adopted from differ-
ent articles [1, 23| in the literature. This approach will be followed because of
dominant surface tension in balance of normal stress due to slow inner flow and

negligible gravity [20]. These criteria suits to current formulation.
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Initial condition for ¢ will be adopted from Karapetsas et al. [28]. Their initial
condition will be modified in a way that ¢ is 0 at contact line. Thus, there will
be uniform profile in most of the geometry and near the contact line, profile will

decrease to 0.

4.2.3 Results of the Base Case

In this section, results of the base case will be displayed. Following set of param-

eters will be used:

E=10, K=03, Ca=0.001, M=10, j=10, e=0.1

Da=1.0, Pe=10.0, =001, n*=0.03, ©4=0.1, Op=0.1

This will be the base case. These parameters are set by doing some simulation
and considering boundaries mentioned in Parameter Selection part. Chosen Ca
is a little bit below the indicated value in table 4.2, however it can still be used
because there is not big difference between these values. Limit for contact angle
is selected as 2°. In this choice, experimental work of Hu and Larson [21] was
considered. They indicated that for water droplet will start to recede around 2°
to 4° on glass surface. Therefore, after contact angle goes below indicated value,
simulation will switch to moving case. 3 value will be used only in moving case.
In fixed contact line part, it will be taken as 0, because radius of droplet is not
moving. Simulation will stop as long as 95 % of initial total particle mass is
deposited. The time when simulation finished will be considered as ?f;nq. Time
step size will be decreased when limit related mass lass criterion of evaporation
is exceeded. This condition is used in numerical algorithm which solve droplet
with moving contact line in the absence of particle concentration. Limit for time

step size will be 1077.

Temporal change of I, ¢, a, ©, mge, and Mgy, Will be presented. In particle

deposition section deposited particle mass for point i in one time step is named
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as M qep. For result section, myge, will be the density of accumulated particle in

one of the deposition point:

teurrent k

= mi e
il o dep (4.16)

Maep =

Superscript "k” represent time step and summation of m, 4., value for all
time steps until current time step (feyrrent) gives accumulated value of particle
deposition mass. This mass value is divided into Az. This process is applied in

order to having comparable variable which does not directly depend on Ax.

Marop Will be mass of two dimensional droplet and it will be calculated as area

under h curve:

mdmp:/ hdx (4.17)
0

In the calculation of this integral, Simpson’s 1/3 rule will be used as explained
before in this thesis. Density is not included in this calculation, because, fo-
cus is not getting dimensional mass of droplet but having some nondimensional

indicator related to mass of the droplet.

For simulation, n is chosen as 50. In this selection, simulation with different
n values was completed, then their h, ¢ and myg., profiles were compared. Figure
4.9 - 4.13 show the comparison for the results with n = 30, n = 40, n = 50 and
n = 60.
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Figure 4.9: h vs x Profiles for Different n Values
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Figure 4.13: Mgep vs @ at tina

In most of the given figures, profiles are close to each other, however, n = 50
is much closer to n = 60. In addition, Figure 4.13 shows that deposited particle
profiles are similar to each other and n = 50 is much closer to n = 60. As a result
of this, n = 50 will be used in next simulations. For base case, temporal change

of 1,0, a and mg,, will be as followings:
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Figure 4.14: Temporal Change of h Profile
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Figure 4.16: Temporal Change of Droplet Radius
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Figure 4.17: Temporal Change of Nondimensional Mass of Droplet

Figures 4.15, and 4.17 show linear change of contact angle and droplet mass
in pinned part. Around t = 0.3, limit is exceeded and contact line starts to
move. There is sharp increase in contact angle at indicated point. After this
sharp increase, change of contact angle decreases and for some time it is not
changing much. This can be considered as arranging to new regime. To make
this transition more smoother, larger contact angle limit can be used. Figure
4.17 shows almost linear change of droplet mass and this situation matching with
experimental study of Nguyen et al. [18] where they observed linear volume

change for pinned droplet with small contact angle.

Particle concentration profile change through time is presented in Figure 4.18.
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Figure 4.18: Temporal Change of ¢ Profile

Because there is strong evaporation, particle concentration is increasing near
the contact line. This induce coffee-ring effect and more particles accumulated
near the contact line. Figure 4.19 shows that more particle is deposited near
the contact line until ¢ = 0.3. After this point, contact line is moving and
remaining particles are deposited to other region of geometry. While contact line
is moving, peak particle concentration is still close to contact line. At the end of
simulation, peak particle concentration goes to 35, which is a little bit much for
dilute solution. This situation can be caused by very small droplet volume in the
end. However, this situation is not problem because it occurs at the very end of

simulation.

At the end of simulation, in Figure 4.19, there is second peak deposition point
near the center, however, peak deposition point close to contact line is still bigger
than this. The appearance of second peak deposition point near the center can
be caused by fast contact line movement at the beginning of moving regime. If
contact line recedes fast at the beginning of moving contact line regime, then,
there will be not much time for deposition near the contact line and remaining

dispersed particle will mostly deposited near the center of droplet.
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Figure 4.19: Temporal Change of mye, Profile

For given simulation, total mass of particles can also be checked. Initial total
mass of particles must be conserved through time. In this case, some of the
particles are deposited to the surface, therefore, summation of total particle mass
inside droplet and mass of deposited particle should be constant, because system
only loses dispersed particle by deposition. Table 4.3 shows total particle mass
inside droplet, total deposited mass and their summation. Total particle mass in
droplet is calculated with foa c(x,t)h(z,t)dr and total deposited particle mass is

calculated with 37" me,(2;) A

Time | Lot Particle Mass | Deposited Particle Mass | Total Particle Mass
in Droplet
0.0 0.667 0.000 0.667
0.1 0.563 0.104 0.667
0.2 0.446 0.221 0.667
0.3 0.297 0.370 0.667
0.4 0.145 0.522 0.667
0.4708 0.033 0.633 0.666

Table 4.3: Particle Mass in Droplet and Deposited Area
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In given table, mass values are rounded up to 3 digit, and these rounded
values are summed. Therefore there can be small difference in some time steps.
By looking at total particle mass value, it can be concluded that through whole
simulation total mass of particles are conserved, therefore, algorithm for mass

conservation of particles works well.

4.2.4 Parametric Study

After presenting results of the base case, parametric study can be done for differ-
ent parameters. For this purpose, M, Da, E and Ca will be evaluated. Firstly, h,
c and mg,, results will be presented. After this, results will be discussed in each
subsection. In all cases, 4 different time steps will be presented for h, ¢ and mgep.
In some of the graphs, range of specific axis can be changed rather than following
the common one. This application is for demonstrating difference between results

which are far smaller or bigger than common values.

4.2.4.1 Marangoni Number

In this section, Marangoni number will be increased, and its effects will be ob-
served. 4 different Marangoni numbers will be compared and these values will be
1,50, 100,150. ¢, mgep, and h profiles will be compared for different Marangoni

numbers.
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Figure 4.21: Particle Concentration Profile Comparison for M
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Figure 4.22: Deposited Particle Profile Comparison for M
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Figure 4.24: Droplet Interface Height Profile Comparison for M
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Figure 4.25: Droplet Interface Height Profile Comparison for M

In Figure 4.20a, particle concentration values for M = 1, M = 50 and M = 100
are similar, however, M = 150 has lowest concentration among them. It is
known that increasing Marangoni effect causes counter flow to center of droplet,

therefore, at case with M = 150, particle concentration is lower than others.
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Therefore, in the early stage at t = 0.15, M = 150 case deposits less particle.
Increasing Ma number will increase the power of counter flow, therefore, the
droplets with higher Marangoni number will switch to moving contact line regime
earlier which can be seen in Figure 4.24b. As a result of this particle concentration
behavior, in Figures 4.22, and 4.23, it can be seen that result with highest Ma

has always lowest particle deposited near the contact line.

Particle concentration in moving contact line regime can be depend on size of
the droplet. In Figure 4.25a, case with M = 1 has lowest droplet size. If particle
concentration graph is evaluated for same time, in Figure 4.21a maximum peak
particle concentration value belongs to case with M = 1. This situation can be
related to particle concentration equation which is averaged in h. If particle mass
is not changed a lot, while droplet size is getting smaller, this can cause high

particle concentration value.

In Figure 4.23b, final deposit shapes are compared and it is seen that with in-
creasing value of M, more particle deposited near the center of droplet. In Figure
4.23b, near the contact line maximum deposited particle mass is for M = 50 and
after this, M = 1. This situation can be caused by h profile change in pinned
case. Increasing Ma causes faster decrease of h profile, and this situation can
boost height averaged evaporation term. As a result of this, particle concentra-
tion can increase much faster. If it is zoomed to contact line of Figure 4.24a, this

will justify the previous argument:
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Figure 4.26: h Profile Near the Contact Line at t = 0.15

Figure 4.26 shows that h profile near the contact line decreases faster with
increasing M. Even with this affect, higher M numbers will deposit more particle
near the center at the end, because their contact line will move earlier and there

can be more remaining particles in the droplet for deposition.

In order to get considerable Marangoni effects, base M value is increased 150
times. This much of increase can be considered as abnormal. In literature, Hu
and Larson [10] compared octane and water in terms of Marangoni effect. Octane
is demonstrating strong Marangoni effect, however, water is demonstrating weak
Marangoni effects [10]. Theoretical Marangoni number for octane is found as
45800, and for water, it is found as 8 when there is contaminant [10]. The
difference between them is around approximately 5000 to 6000 times. Although
Marangoni number in this thesis is not same as Marangoni number in Hu and
Larson [10], relative change can still be used to understand range. Therefore, 150

times increase in Marangoni number can be considered in reasonable range.
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4.2.4.2 Damkohler Number

In this section, Damkohler number will be changed and its effects to h, ¢ and
mgep Will be observed. For this purpose Da = 1.2, Da = 1.0 and Da = 0.9 cases
will be compared. When ¢ = 0.1 and Pe = 10, CDT‘IE will still be around one for
Da = 1.2. Therefore choosing this value is not a problem. Firstly, ¢, mge, and h

profiles will be presented:
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(a) Comparison at t = 0.15 (b) Comparison at t = 0.3

Figure 4.27: Particle Concentration Profile Comparison for Da
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Figure 4.28: Particle Concentration Profile Comparison for Da
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Figure 4.29: Deposited Particle Profile Comparison for Da
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Figure 4.30: Deposited Particle Profile Comparison for Da
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Figure 4.31: Droplet Interface Height Profile Comparison for Da
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Figure 4.32: Droplet Interface Height Profile Comparison for Da

Damkohler number measures ratio of particle deposition to diffusion [25].
When it is increased, more particle will be deposited, however, particle concen-
tration will decrease more. Therefore, in Figures 4.27 and 4.28, for all time steps,
cases with highest Da have lowest peak particle concentration. In Figure 4.28b,
particle concentration of case with Da = 0.9 reaches almost 80. This situation
can cause dilute approximation is invalid. However, this is not problem for given

case because this occurs in very late time step.

For deposition profiles in early time step at ¢ = 0.15, case with highest Da
number deposited more particle. However, this situation changes in next time
steps as in Figures 4.29b- 4.30b, because cases with lower Da numbers will have
higher particle concentration value, therefore these cases will deposit more particle
near the contact line. In Figure 4.30b, it can be seen that increasing Da number
will cause less deposited particle near the center and contact line. Therefore, more
particles will be deposited in the middle of the center and contact line. When
Da is high, particles will be deposited more and they will diffuse less, therefore,
deposited particle profile can be expected to more uniform, in comparison with

other cases with lower Da number.
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In Figures 4.31a, 4.31b, and 4.32a, h profiles are almost identical. In Figure
4.32b, final droplet sizes are different, and as expected case with Da = 1.2 deposits
faster 95 % of initial particle mass, and with decreasing Da number this time is

increasing.

4.2.4.3 Evaporation Number

In this section effects of evaporation number will be discussed. £ = 1.0, £ = 0.75
and EF = 0.5 cases will be used to see effect of indicated numbers on ¢, h and

Mygep Profiles.
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Figure 4.33: Particle Concentration Profile Comparison for F
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Figure 4.35: Deposited Particle Profile Comparison for

89




Mgep VS X at t=0.45

Mgep VS X at trinal

L0 " E=10, tﬁnal=0.4708
e E=0.75, tfina = 0.5956 .l
E=0.5, tfinas = 0.8155
0.8 auy .
" L .
T::aaohi'.‘-==;:o°u. :. .
3 L LI -
5 0.6 u, l...::ioo...........':.
° .Il...........
- n
0.4
.
0.2
%0 02 04 o6 08 10

(b) Comparison at tfinal

Figure 4.36: Deposited Particle Profile Comparison for £
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Figure 4.37: Droplet Interface Height Profile Comparison for E
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Figure 4.38: Droplet Interface Height Profile Comparison for £

Evaporation number is an important parameter for droplet. It is a measure
for power of evaporation process. Figures 4.33 and 4.34 show that decrease in
E makes particle concentration profile more uniform. This situation also affects
deposited particle profile. When particle concentration becomes uniform, depo-
sition profile will follow the same behavior. Figures 4.35 and 4.36 show that

decreasing E makes deposition more uniform.

At moving contact line regime, according to size of the droplet, peak particle
concentration value is changing. This situation is explained in Marangoni part.
In Figures 4.34a and 4.34b, the cases with £ = 1.0 has minimum droplet size
and maximum peak particle concentration. Figures 4.37 and 4.38 show that
decreasing E number will increase the total evaporation time. This situation
affects final size of the droplet, because algorithm stops when 95% of initial
particle mass is deposited. Therefore, when E number decreased, same amount

of particle will be deposited with less amount of mass loss.
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4.2.4.4 Capillary Number

In this part, Ca will be changed and its effects on h, ¢, and mg., will be observed.
3 different Ca number will be used in this comparison. These are Ca = 0.001,
Ca = 0.002 and Ca = 0.005. Firstly, ¢, mq, and h profiles will be presented:
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Figure 4.39: Particle Concentration Profile Comparison for C'a
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Figure 4.40: Particle Concentration Profile Comparison for C'a
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Figure 4.41: Deposited Particle Profile Comparison for C'a
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Figure 4.42: Deposited Particle Profile Comparison for C'a
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Figure 4.43: Droplet Interface Height Profile Comparison for Ca
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Figure 4.44: Droplet Interface Height Profile Comparison for C'a

Figure 4.39a, shows that increasing C'a, increased peak particle concentration

slightly. This situation can be caused by faster decrease of h profile near the

contact line for higher capillary number. This situation can be assessed by look-

ing at contact angle value at t = 0.15. For C'a = 0.001 case, rounded contact

94



angle value is 1.408, for C'a = 0.002 case, rounded contact angle value is 1.392,
and for C'a = 0.005 case, rounded contact angle value is 1.342. This situation
shows that h profile near contact line decreases much faster with increasing Ca.
Therefore, this fast decrease can boost height averaged evaporation and particle
concentration can increase much faster. In Figure 4.39b, mentioned fast decrease
of contact angle can also be seen because cases with larger capillary number
switch to moving contact line regime earlier. In same figure, difference between
particle concentration peak values can be explained by looking at h profile in
Figure 4.43b. With increasing capillary number, maximum height to radius ratio
is increasing therefore, peak particle concentration becomes lower as in Figure
4.43b. Similar fashion is also in Figures 4.40a and 4.40b. By looking at h and
¢ profiles in Figures 4.40a, 4.40b, 4.44a and 4.44b, C'a = 0.001 case has always
largest peak particle concentration and lowest ratio of maximum height to ra-
dius, in comparison with other cases. Therefore, in Figures 4.40a, and 4.40b,

peak particle concentrations decreases with increasing Cla.

Deposited particle mass comparison in Figure 4.41a shows correlated result
with ¢ profile at ¢ = 0.15 and cases with higher Ca number deposit more particles
near the contact line. However, at later stages, in Figures 4.41b, 4.42a and
4.42b, case with C'a = 0.001 deposits more particle near the contact line because
contact line will start to move much later than other cases. Therefore, this case
will deposit more particles near the contact line in pinned regime. Figures 4.41b
justifies this claim. At the ¢, in Figure 4.42b | it can be concluded that,
increasing Ca number will cause more particle deposition near the center of the

droplet.
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Chapter 5

Conclusion

Modeling dispersion and deposition of particles in evaporating droplet is a hard
process, because there are many different parameters which must be solved to-
gether. Therefore, different assumptions are made to simplify problem and focus
on one part of it. Many works in the literature uses either pinned or moving
contact line assumptions. However, it is known that the droplet can exhibit both
of the behavior in same lifetime of it. When one of the regime is ignored with
some assumptions, whole process cannot be simulated. Therefore, in this work,
numerical algorithm is derived for both regime and combined for special case of
the droplet whose contact line is initially pinned then after some contact angle it

starts to move.

In order to get mathematical model of current problem, different models from
literature are combined. Current model contains particle dispersion, deposition,
temporal evolution of droplet interface height and radius. Lubrication theory
and rapid vertical diffusion assumptions are used for getting one dimensional
equations for h, and c. Particle concentration model in Karapetsas et al. [2§]
is expanded by adding particle deposition boundary condition from Widjaja and
Harris [25]. Thus current model can deposit particle while it is evaporating and

particle concentration is affected by this deposition.
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Numerical algorithms were developed for pinned and moving cases separately.
In moving contact line case without particle concentration, numerical algorithm
is validated with results of Anderson and Davis [1]. In order to adapt h profile to
moving contact line case, an interpolation approach is used. In pinned case with
particle concentration, numerical algorithm is validated for particle dispersion,
droplet interface height change and particle concentration dependence of viscosity
with results of Fischer [23] and Tarasevich et al. [26]. After validation, these
algorithms were combined to simulate the droplets which are initially pinned
then moving. In this combination, h and c profiles are adapted to dynamic mesh
by doing linear interpolation. For contact line movement, model in Anderson and

Davis [1] is used. For numerical solution, FDM is used.

After deriving numerical algorithm, numerical simulations are completed and
parametric study is done by changing one parameter at once. With decided pa-
rameter set, deposition profile similar to coffee-ring deposit shape is obtained.
After this, M is changed, and it is observed that increasing Marangoni number
increases deposited particle amount near the center as expected. Decrease in
evaporation number and increase in Damkohler number caused more uniform de-
position profiles. Increasing capillary number results in more particle deposition

near the center.

By considering features of presented model and literature review, combining
pinned and moving contact line regimes with particle deposition provides some

novelty to this work.

The model in this work can be improved with some future work. Firstly, model
related to contact line movement can be improved by doing some experiment.
The used model [1] is derived by mass balance at this point. In this relation,
effects of evaporation and constitutive relation between contact angle and contact
line speed are linearly summed [1]. Therefore, it is not enough for modeling
droplet with dispersed particles. Conducting experiment for the droplet contains
dispersed particles and finding new constitutive relation can increase the accuracy

of current model.
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In current model, particle dispersion is modeled with advection-diffusion equa-
tion and particle to particle interaction is not considered. Therefore, interactions

between particle can be added to model to improve it.

The model in this work is validated by results using lubrication theory. Vali-
dation of current model can be improved by using Direct Numerical Simulations
(DNS) because DNS is not limited with assumptions of lubrication theory and

DNS can create good reference results.
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Appendix A

Mathematical Derivations

In this chapter, related mathematical derivations will be presented for different

parts of the model.

A.1 Scaling and Lubrication Theory

Nondimensionalization of governing equations, constitutive relations and bound-
ary conditions are completed in this section. For dimensional parameters follow-

ing substitutions will be made in this section:

r=x"ay, a=a"ay, z=2"hg, h=h"hyg, 0= 0Oe¢ (A.1)
u=uu., w=wue = 20 (A.2)
UC
. EAT
p=p 0 o I T=TAT+ Ty, c=c'e (A.3)

To calculate x and z component of Navier-Stokes equation, 7 must be defined.

Element of 7 is as following [9]:
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_ 1 (0u;, Ouy
Tij = 5 (aij + (95:14) (A.4)

Where 4 and z are velocity and position vectors. Sub-indices show position
at vector, therefore, (i, Us) = (u,w) and (Z1,%2) = (z,2). As a result 7 will be

following:

ou 1(ou | ow
7—._[ or 2(8z+8:1:) <A5)

s (55

X-component of Navier-Stokes equation for given case can be written as fol-

lowing:

ou ou Ju  Op Pu  *u opuodu Op (Ou  Ow
pa*WaﬁW@;—iﬁﬂ(aﬁ &ﬁ+%aﬂﬂ£C§+5ﬁ<A®

If variables in A.1-A.3 are substituted into equation A.6:

R 0w R o R v pR oy
u w _— —
hiag Ot* * h3ag Oxz*  hiag 0z  h} Oz*
L Pur vy Pur 5 pvé Op Ou* N pv? O (1 0ut 1 0w
prott atho Ox** ~ h3 02+ hoad Ox* Ox* ~ ho 0z* \ h3 0z* a3 Ox*

(A7)

-2
Where 1 = (1 — Cc—lc*> . If equation A.7 is multiplied by :—8’2:
oS} Yo

ou* Lou* Lou*

D T TV am T s
A (628%* ) @) yor O 00 O (8u* +€28w*) (A.8)
Ox* ox**  0z* Ox* Ox* Oz \ 0z~ Ox*

With lubrication approximation, terms with € and €2 can be canceled and as

a result of this:
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op*  _0*u*  Op out
e + Hoe + 9z* 9z¢ 0 (A.9)
op* g (_.ou"\
et = (”az*) —0 (A.10)

Z-component of Navier-Stokes equation for given case can be written as fol-

lowing;:
8_w+ 8_w_|_ 8_10__@_’_ a2_w_|_82_w +26,u8w+8u 8u+8_w
Ploz TP, = "oz TH\ 82 T a2 92 0z | 0x \9z | oz
(A.11)

If variables in A.1-A.3 are substituted into equation A.11

V2 Ow* v:  ow* v: ow* viag Op*

pO p(]* +p20w* +p040p_
aghy  0z* hy 0z*

pvé Oii ( 1 ou* 1 ow*

atho Ot*  adhy Ox*
e @6221)* vy O*w* 5 pvé Oii dw*
prott aj 9z hiag 0z* agh? 8z* 0z*  ag Oz*

If equation A.12 is multiplied by % s

38w* g 0w g Ow”
+ €u + e’w =
ot* Oz 0z* A3
W (a0 GO GO w0 (0w 0w (A.13)
A\ e T g 92+ 0z | or \ 9z | ar

0z*

With lubrication approximation, terms with €2, €3 and €* can be canceled and

as a result of this:

Op (A.14)

0z*

For incompressible fluid, continuity equation will be as following
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ou Ow
e I Al
ox + 0z 0 (A-15)

If variables in A.1-A.3 are substituted into equation A.15:

vy ou* vy ow*

= A.16
aoho Ox* ' aghy 02" (A.16)
a;’—zo can be canceled, as a result of this:
ou*  ow*
=0 A7
or* + 0z* ( )
Energy equation of Navier-Stokes can be written as following:
or aor aoT kE (0°T O°*T
ot o o, - 327" 3.2 Al
o "or s T e, <8x2 822> (4.18)

If variables in A.1-A.3 are substituted into equation A.18:

wAT OT* | wAT 0T*  wAT OT* & (AT@?T* AT&?T*)

aoho ot* aoho “ or* Cloho v 0z* N p_Cp a% 811*2 hg 82*2
(A.19)
If equation A.19 is multiplied by VﬁT:
arT* or* arT* k L O2T*  O°T*
* * = A.20
o T o T o Vopcy (6 R (4.20)

If ﬁeQ << 1 is assumed, with lubrication approximation, terms with ¢ and
P

€2 can be canceled and as a result of this:

0*T*
0z%
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After completing scaling of Navier-Stokes equation, advection-diffusion equa-
tion for particle concentration can be nondimensionalized. Dimensional form of

this equation is as following:

g—j +U.Ve= DV (A.22)

If terms in equation A.22 are opened up, equation A.22 will be as following:

dc dc dc %c  Oc?
oc el — =D, —+— A2
ot ar TV <m2 wJ (A.23)
If variables in A.1-A.3 are substituted into equation A.23:
civp O vy L O0ct vy L Oct c; 0°c* ¢ O*c*
* 2 _p, (L G A.24
aoho ot* aohou or* * Gohow oz* (a% 81’*2 h% 82*2 ( )
If equation A.24 is multiplied by ‘fj{’%
oc* oc* Oc* D (0% 1 9%
. N A A25
o T ar TV o T (aﬁ = 82*2) (A.25)

Where Pe is £-. After completing scaling of advection-diffusion equation,

radius equation can be nondimensionalized. Indicated equation is as following:

Oa _ J(a)
ot psinb

+nf(0) (A.26)

If variables in A.1-A.3 are substituted into equation A.26:

vy 0a* —kAT J(a*) 3
_ Ja’) A2
ot - ohel O TN/ (4.27)
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In this derivation, sinf will be approximated as 6 with small angle approxi-

3 in second term of right hand side, because

mation because 6 is small. There is €
f is order of 02 and 0 is scaled with e. Advancing and receding contact angle are

also scaled with e, therefore:

(0 —04)%, if© >0,
fO) =40 if 04 >0 > O (A.28)
(@—@R)3, if @R>@

If equation A.27 is multiplied by ’;—8:

da* kAT J(a*)  ne’h

ot epvgl, © + Vo /() (A.29)
da* J(a*)
5 = —-FE 5 +n"f(©) (A.30)

3 . . .
Where E = *8L and n* = 2= After radius equation, boundary conditions
epvoL o

can be nondimensionalized. Kinematic boundary condition is as following:

ooy () aam
’ +(5)°) 7

If variables in A.1-A.3 are substituted into equation A.31:

(VO . Vo@ vy *8h*) 1 kATJ* (A.32)

ap ag Ot*  ag Ox* 14+ e (%)2 phoL
ox*

If equation A.32 is multiplied by Z—g and term with €? is canceled with lubrica-

tion theory:

104



*

w

w

oh*

ot

*

on* o

o oh*
ox*

ot U ox*

epvoL

Normal boundary condition is as following:

T.n.7 must be calculated and T is as following:

If T is multiplied by 7 twice:

7.n.n will be as following

3

7L = —1(% -
1+ (52)

V.n will be as following:

J2

—— —T.@n=(V.a)o

Pv

kAT
J*

+ EJ*

T = —pl +2u7

T.n=—pn+2u7.n

T.n.n = —p+ 2ur.n.n

@
ox

(
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on\* _oh (ou  ou
ox Oor \0z Oz
_9%h
= Oz
8h\2
1+ (5:)

)

Lou
0z

)

(A.33)

(A.34)

(A.35)

(A.36)

(A.37)

(A.38)

(A.39)

(A.40)



As a result, normal stress boundary condition will be:

(A.41)

If variables in A.1-A.3 are substituted into equation A.41 and 1 + (%)2 is

2 . *
taken as 1 because term (%) will become €2 (ai
z ox

lubrication approximation:

)2 which can be canceled with

KPAT? . priag
p

- pvh%LQJ h3
Coui |2 vy Ou* [Oh* Vo ou* 0h* 1/0 ow* Oh* n vy Ow*
Hok apho Ox* \ Ox* h2 9z Ox* g Ox* Ox*  aghg 0z*
_h 0?h
_ Oa 2(00—7T AT)
(A.42)
If equation A.42 is multiplied by % s
KPAT? o,
,OPU 2L ———€eJ" +p
ou* [ Oh* o Ou* Oh* 8w oh* ow*
— 20| € - 2 A4
a (6 P (ax*) oo “oror  © 82*) (A.43)
3h0 82h

Terms with €2,€3 and €* will be canceled, however term with oy will stay. As a

result of this:

AT? . &hy0h
TRzt TP 20:,;200 (A-4)
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_1EAT =~ __ 1ps _ 1.
IfE_EpyoL,p—63 and Ca 5 Toos

E? 0*h*
Pt =T — Cal S (A.45)
p ox*
Shear stress boundary condition is as following:
T.nt=Volt (A.46)
Term T.7.T will be as following:
T.nt=—plat+2ur.nt (A.47)

I.7.t will be 0 because 7 and t are orthogonal. In this case, T.7.t will be

following:

T.nt=2ur.nt (A.48)
7.1n.t will be as following:
Oh (dw _ du 9h\2\ (u | dw
R <aZ(az _ax)""(%_%(a_g) ) ($+ax))
T.nt = 5 (A.49)
L+ (52)
Vo.t will be as following:
or | 9T oh
_ +
voi— 2t o) (A.50)

L+ ()

When all the terms are plugged, shear stress boundary condition will be as

following:
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(2(2-2)+(3-1®)") (@+)
2u 5

T | 9T dh
Oz __7(817 + Dz 81) (A51)
1+ (5 14 (222
If variables in A.1-A.3 are substituted into equation A.51
vg Oh* (dw*  du* 1 O \2\ (v du* | vy Huw*
9 ~ <€a0§)zo ox* (W o 8x*) + (% - 562 (8w*) > (h_% oz* + a_g&v*>>
Holt 1 N 62 (3% 2 (A 52)
AT (9T* | 9T* 9h* :
Wao (8w + Dz Ox* )
Ty (22)°
If equation A.52 is multiplied by TS
Oh* ( w* du* 1 1 Or*\2\ [ou* dw*
9 <€28x* (82* - 6x*) + <§ - 562 (8:1:*) ) (82* + 6QW))
Oh* 2
1_'_62 (81*) (A53)
AThg _ (9T* | 9T* Oh* :
o ’Yp,g[wooe (8;3* + 0z% 893*)
14 ¢ (ah*)
Term with €2 will be canceled:
ou* M (o0T* OT* Oh*
0z~ f (8x* 0z* ax*) ( )

Where M = 12Tho
110V

Energy boundary condition is as following:

J (L + % (;)2) = —kVTq (A.55)



Right hand side of the equation A.55 will be as following:

Oh 0T oT
kT = Moo Mo

(A.56)
L+ (5

As a result, energy boundary will be following;:

1 2 EohoT _ }.0T
J <L +5 (i) > =2 (A.57)
. L+ (5)

If variables in A.1-A.3 are substituted into equation A.57:

kho AT Oh* OT* _ kAT OT*

kAT 1 K3ATS

a2 Ox* Ox* ho Oz*
0 L+ e (8:1:*)
If equation A.58 is multiplied by A%
20h* 9T* _ OT*
gy VAT o5 € o g — g (A.59)
v L+ (55)
If terms with €2 is canceled and it is assumed that fjhA—zTLz << 1
v'"0
oT™
J=— B (A.60)
Assumption % << 1 is made by looking at articles [1, 8|, which are used
v'°0

for establishing current model. Constitutive equation for evaporative mass flux

is as following:

K*J =T, —Ts (A.61)
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If variables in A.1-A.3 are substituted into equation A.61:

K*kAT
J' = ATT* A.62
AT will be canceled:
KJ=T* (A.63)

Where K is fTLk Boundary condition for particle concentration at z = h is as

following:

D.(n.Ve) =

J
—c A.64
p (A.64)

If terms in equation A.64 are opened, equation A.64 will be as following;:

oh
—2 0 1 0 J
o (e RS W) I PV
VIHE) i@ )7
If variables in A.1-A.3 are substituted into equation A.65:
D, | 2% or 220* + 2% = e (A60)
R R A
If equation A.66 is multiplied by hﬁ_:

_on

1 kAT J*
== ¢ (A6T)

1 oc*
v/ 1+ e (gh*)Zaz* e pL p
110

oc* 1
T3
X €

Dc Ox*
Yree (3




oh*
ox*

Terms €2 ( )2 can be canceled:

oh* dc* 1 Oc* 1 kAT J*
D (_% Ox* 6_282*) “ e oL o (A.68)

Boundary condition for particle deposition at z = 0 is as following;:

D.(n.Vc) = —kqc (A.69)

For equation A.69, unit normal vector at solid plate is taken as n = (0, —1):

Oc

— D=
0z

If variables in A.1-A.3 are substituted into equation A.70:

D.c; Oc*
== = kqc* ATl
h() 82* ac ( )
8 *
(‘)z* = Daec” (A.72)
Where Da is k]‘i)—af. After scaling of governing equations, constitutive equations

and boundary conditions, application of rapid vertical diffusion to related particle

concentration equations and boundary conditions can be presented.

A.2 Rapid Vertical Diffusion Assumption

Nondimensional version of expansion shown in second chapter in equation 2.47

will be as following:

¢ = ¢y + e Pec; (A.73)
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This expansion will be applied equations A.25, A.68 and A.72. After this

application, equation A.25 will be as following:

oct oct oct oct oct oct
“ + 62]36ﬁ + u*ﬁ + e Peu* il + w*ﬂ + Pew* il
ot* ot* ox* or* oz* oz* (A.74)
1 (0% 9% 10% 9%c; '
= — 5 + € Pe—5 + == + Pe——
Pe \ Oz* ox* €2 0z* oz*

In equation A.74, terms with €2Pe, €2, first and second derivative of ¢, can be

canceled:

ach oy 1 9%, 0
* = — — A.75
ot* o Oxr*  Pedz** + 02+ ( )

If equation A.75 is averaged in h:

1 ["oc 1", oc 11 ["o%c 1 [ 9%
- dz + — Oy = —— 9dz+ — Ld A.76
h/o ot Z+h/0u8x*z Peh Jy 920 ) aee® (ATO)

As a result of averaging:

ocy ~ _ 0c; 1 9% 1 oci oci
* - - l — AT
ot* u Ox*  PeOx* + h 0z*) _, 0z* ) _, ( )
Where u* is nondimensional height averaged velocity in = direction. <gzi>
z=h
and (g;i) can be found from boundary conditions at z = h and z = 0.
z=0

Application of expansion to equations A.68 and A.72 will give first derivative of

c; in terms of z at indicated boundaries. After indicated application, equation
A.68 will be as following:

_ O O —eQPeah ci n 1 9¢; +Peac1

ox* Ox* ox* 0xz* €2 0z* 0z* (A.78)
CLRAT L, TRAT T :

e DopL p e DepL p



1 kAT

In equation A.78, Z DL

divided by Pe :

= EPe. In addition, if equation equation A.78 is

1 0n* oy 2 oh* Ocy N 1 Oc N oci
Pe 0x* Oz* ox* 0x* €2Pedz*  Oz*

= BEJ*c,+ EePeJ*c;  (A.79)

In equation A.79, term with €?, first derivative of ¢ in terms of z can be
canceled. In addition, if F is taken as O(1) or lesser, second term in the right

hand side of the equation can be canceled. As a result of this:

ocy s L OR"Oc
<8z*)2_h =BG+ Pe 0z* Oz (A.80)

If expansion is applied to equation A.68,result will be as following:

ocy 5., 0
o P —
0z* e e@z*

Dacecj, + € PeDaecy (A.81)

If equation A.81 is divided by €2Pe:

1 Oc¢, 0  Da, , .
E2Pea_z?‘ 8—21 = E(CO + €2P601) (A82)

In equation A.82, first derivative of ¢ in terms of z can be canceled. In
addition, if £¢ is taken as O(1) or less, e2Pecj can be canceled. As a result of
this:

ocy Da
= —c A83
(8z* ) o €Pe “ ( )

If equations A.80 and A.83 are applied to equation A.77:

h \ Pe 0x* 0x* ePe

oc; | 06 _ 1 0% 1( 100
ot* or*  Pedxr> h
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A.3 Deriving X-Component of Velocity

In the equations, height averaged z-component of velocity is required. Therefore
in this part, it will be derived. Process will start with indefinite integration
of nondimensional simplified Navier-Stokes x-momentum equation in 2.51. It
contains second derivative of velocity’s x-component in terms of z. Integrating

twice this equation will give expression for w:

//—dzdz //“ax (A.85)

Simplified z-momentum equation 2.29 shows that pressure is not changing in z
direction because first derivative of pressure in terms of z is equal to 0. Therefore
it can be assumed p and  does not depend on z. In this case, equation A.85

will be integrated in followmg way:

- =240 (A.86)
x fi

o 2
u(z, z,t) = 8—52—~ + Ciz+ Oy (A.87)

p can be found from normal stress boundary condition equation 2.38, because,

p is not changing in z direction:

E?* , _,0%h
Then derivative of pressure in terms of x will be as following:
op 2E* 0J LOPh
—=—J—- — A.
or  p J@x Ca” Ox? (4.89)

It is known that J = ey +h Therefore:
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oJ oh 1

e - A.
Ox Oz (K + h)? (4.90)
As a result of this:
dp 2E? Oh 1 _,0%h
or = 5 or(K+hp CY o (A.91)

After finding %, integration constants C; and Cy in equation A.87 can be

found. At z = h, first derivative of u in terms of z is as following:

ou(z,h,t) Oph

= —=+C A.92
0z ox [i ! ( )
W can be found from shear stress boundary condition equation 2.39 and
as a result of this:

op h M oT oT oh

Oph M [[0T or\  oh
Cl__ax[c_ fi ((63:)Z:h+(8z)zzh 8:(;) (4.94)

Temperature is calculated and can be found in equation 2.53, therefore, its

derivatives can be calculated:

aor oh =z
S A,
dr  Ox (K + h)? (A.95)
or 1
9z K+h (4.96)
Then, C will be as following:
oph M h  Oh 1 Oh
=—= - = — — — A,
“=an T q ((K+h)283: K—l—h@x) (A.97)
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Op h MK  0h

Cy =2, 7R I A.98
U7 "o (K + k)2 0x (A.98)
After finding C7, u can be updated:
op 22 Opzh MKz Oh
et A,
wr st = 5on "o T Ak +hEos (A.99)
op (2% zh MKz O0Oh
t)=— | ——— -+ C A.100
uz 5t =5, (2,1 /1)+[L(K+h)28x+ 2 (A.100)
At z =0, u(x,0,t) = ﬁg—z. If equation A.100 is evaluated at z = 0:
ou
u(z,0,t) = <$> _ =Cy (A.101)

Expression for g—z must be found and evaluated at z = 0 to find Cy. This

expression is already derived in equation A.86 and C is also found. As a result

of this:

ou(z,z,t) Opz Oph MK  0h

==t A.102
BE 00 0rfi " A(K +h)?ox (4.102)
ou dp h MK  0Oh

— =t Al

<8z>zzo orfi T R(K + P ox (4.103)
After finding this, Cy can be found:
h MK h

Cy = —@6— + g9 (A.104)

dr i (K +h)? oz

Finally full expression of u will be as following:

8p<z2 zh> MKz 0Oh 0OpBh MKpB 0h
u(z, z,t) = — —

9:\2i 7 ) TA(K T h20s 0s i (KT h20x
o (2 hGE+A)\  MK(:+8)0h
0z \ 201 [ (K + h)? Ox

(A.105)
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After deriving u, height averaged version of it can be found:

N
Il

/Oh <@ (%_ h(z+5)) N MK(erﬁ)@) i

i A(K + h)? Oz
op (h_3 a2+ o (A.106)
h

MK (% + Bh) Oh
6/t i i(K +h)2 0

+

= e e

If % is applied to equation A.106:

OhE’h(§+68)  Phh(5+8)  OhWMK(§+5)

Or ip(K 4+ h)? 023  [pCa Or (K + h)? (A.107)

u =
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