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Abstract

For modelling of numerous heterogeneous dispersion systems under consideration of chemical and physical
phenomena, Lagrangian particle tracking model coupled with an Eulerian approach for a continuous fluid
phase and additional models for description of mass and heat transport, absorption and chemical reactions,
provides the suitable tool . Within scope of this work the state of the art review has been done and possible
solutions were examined. Subsequently, the findings and elaborations were applied to two technical questions.
The first of these questions, the dispersion of lycopodium particles in test apparatus for dust explosions
is approximated using the OpenSource CFD platform OpenFOAM ® with a focus on particle-turbulence
interaction. The second application describes the absorption of the easily soluble gaseous ammonia and the
sparingly soluble chlorine gas through spray droplet wall with the water as solvent. The commercial CFD
software ANSYS-FLUENT® was chosen for this application.

Kurzfassung

Zur Modellierung heterogener dispergierten Systeme unter Betrachtung chemischer und physikalischer
Phénomene, stellt Lagrange’sches Partikelmodell gekoppelt mit einer kontinuierlichen FEulerschen
Gasphase und Modellen fiir Stofftransport, Warmetransport und chemische Reaktionen ein geeignetes
Werkzeug dar. Im Rahmen dieser Arbeit wurde der Stand der Technik erhoben und Losungen
fiir solche Aufgabenstellungen behandelt. Anschliefend wurden die Erkenntnisse und Ausarbeitungen
auf zwei technische Fragestellungen angewendet.Die erste dieser Fragestellungen, die Verteilung von
Lykopodiumpartikel in einer Versuchsapparatur fiir Staubexplosionen, wurde mit der OpenSource
CFD-Plattform OpenFOAM ® gelost.  Der zweite Anwendungsfall beschreibt die Absorption des
leicht 16slichen gasférmigen Ammoniaks und des schwerltslichen Chlorgases durch eine Sprithnebel- bzw.
Sprithtropfenwand, als Losungsmittel wurde Wasser verwendet. Fiur diesen Anwendungsfall wurde die
kommerzielle CFD-Software ANSYS-FLUENT® gewiihlt.
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Chapter 1

Introduction

1.1 Background

Transport of dispersed particles or droplets in a surrounding fluid has a wide range of application in different
technical processes such as particle separation, spray drying, spray columns, coal and liquid combustion
and some other kind of particle-laden flows. Discrete Particle Model (DPM) as a multiphase approach
enables tracking the motion of the large number of individual particles on different time and length scales
in a fluid continuum in order to obtain detailed exchange of impulse, mass, energy or any other relevant
physical quantity between phases. In the Euler-Euler multiphase approach, the phases are considered as
interpenetrating continua, therefore conservation laws are applied to each phase and every individual particle.
In Euler-Lagrange (DPM) approach computation of particle trajectories is based on Newton’s laws solving
only one additional equation of particle motion, making this approach computationally beneficial. Still, it
neglects possible boundary layer phenomena such as flow separation and vortex shedding. Basic requirement
for the model implementation is the low volume fraction of the dispersed phase, although there is no limitation
for the mass loading of secondary phase. The interaction between particles can be considered as well, still
the computational time increases dramatically. Influence of the continuous on the dispersed phase manifests
basically through drag force and turbulence phenomena, additional acceleration forces such as thermophoretic
and virtual mass force are case dependent, while vice versa can be neglected in most of practical cases, it can

be included as well.

1.2 Objectives

The aim of this thesis was to develop a general Discrete Particle Model in ANSYS-FLUENT® and
OpenFOAM ® that can be extended and adapted to different technically relevant applications. Therefore, the
basic model has been implemented for the prediction of time-varying dispersion of Lycopodium particles in a
pipe using OpenFOAM ®. A simulation model in ANSYS-FLUENT® was developed to describe dispersion

of ammonia and chlorin with additional chemical kinetics to dechlorinate water drops with sodium thiosulfate,
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1.2. OBJECTIVES

and extended for Flash-Reactor pilot plant constructed for recovery of zinc and iron from steel mill dusts.
Additionally, analytic solution for velocity profile in droplet formation region of the spray propagation based

on the theory of similarity profiles and maximum entropy principle is examined.



Chapter 2

General Model

2.1 Modeling principles

The solution domain is subdivided into finite number of discrete control volumes and for each of them
a set of differential equations is solved numerically. Finite Volume Method is suitable for complex grids,
using surface and volume integrals that are conservative by its form for mathematical approximation of
physical phenomena, which combined with strong conservation form of Navier-Stokes equations insures global

momentum conservation in the calculation domain.

2.1.1 Euler-Lagrange

The numerical calculation of two-phase flows with a low volume fraction of dispersed phase is based on a
coupled hybrid approach.

Observation of a physical quantities for the fixed volume cell over the time step is called Eulerian-approach.
Fluid flow is calculated on continuum assumption solving Navier-Stokes equation for a fixed volume element,
modeling time dependent change in the control volume and flux of physical quantities over the volume
surface.

Lagrangian approach follows dispersed particles in the space over the time, describing particle path line
through the continuous phase. Lagrangian method is used for tracking of a large number of particles
considering momentum, energy and species exchange with the continuous phase within each cell on the
particle path.[Ferziger and Perié¢, 2002]

The difference between Eulerian and Lagrangian approach is demonstrated in Figure 2.1.



2.2. GOVERNING EQUATIONS

(a) Eulerian approach (b) Lagrangian approach

Figure 2.1: Euler-Lagrange [Brenn and Steiner, 2005]

2.2 Governing equations

2.2.1 Continuous Phase

Continuous Phase section is mainly based on [Ferziger and Peri¢, 2002] and [Ansys Inc, 2013], unless explicitly
stated otherwise for additional literature.
Relation between temperature, velocity, pressure and density in a fluid flow is described by the set of coupled

Navier-Stokes equations. Integral form of the mass conservation equation can be written as:

%/pdﬁ+/pv~nd§:0 (2.1)
Q s

Transforming surface flux of a vector field in the convection therm into the volume integral of the divergence
for the same field over the volume region defined by the closed surface, a differential form of the continuity

equation is obtained :

% +V(p-v)=0 (2.2)

Similarly, the momentum conservation equation for a fixed volume describes balance between temporal

momentum change and its divergence in control volume and corresponding forces that act on the fluid

0
e /pde + /pvv -ndS = Z f (2.3)

Q S

in a control volume:

The term on the right hand side of the equation represents surface forces such as pressure, normal and shear
stress, surface tension etc., and body forces, e.g. gravity, electromagnetic, centrifugal forces, etc. Taking

stresses and body force per unit mass into consideration Equation 2.3 becomes :

%/pvdﬂ—i—/pvvqadS:/T-ndS—i—/pbdQ (2.4)
s

Q S Q

10



CHAPTER 2. GENERAL MODEL

The stress Tensor for Newtonian fluids can be written symbolically as:

2
T=—<p+§uv-v)ﬂ+2uD (2.5)
with rate of strain: .
D= [Vv+ (Vvv)1]. (2.6)
In index notation in Cartesian coordinates:
2 Ou;
Ti-:—( ‘ —J)éi- 2uD;; 2.7
i p+3u8xj j + 2pDj; (2.7)
1/0u; Ou;
D;; = 7( - J) 2.8

with Kronecker delta:
5 — 1, ifi=y
“ 0, otherwise
Viscous part of the stress tensor can be written in the form:

2
Tij = 7§/L5ij(v . V) + Q[LDij (2.9)

Applying Gauss’ divergence theorem in Equation 2.4 and considering identical calculation domain:

0
(g;’) 4V (pvv)=V-T+ pb (2.10)
Above equation in conservative form for the ith component in Cartesian coordinates becomes:
d(pu;
(g? ) 4V (pusv) = V -t + phy (2.11)
Insertion of continuity Equation 2.2 in Equation 2.11 leads to non-conservative form of impulse equation’ :
8’&1'
pat + pv-Vu; =V -t; + pb; (2.12)

Substituting Equation 2.9 for viscous part in Equation 2.11 considering gravity and additional force F caused

by interaction with dispersed phase written in Cartesian coordinates, we obtain:

Npus) , Dpuing) _ Oy Op

Bl STRPYS 2.13
ot é)xj é)xj 8.%1 + P9 + ( )
Analogously, conservation of any scalar quantity ¢ in integral form can be defined as follows:
0
5 | PodR+ /p¢v ‘ndS = f,, (2.14)
Q S

where fq4 quantifies transport of ¢. Thus, the energy equation can be written as :

2 2

%/ [;;(H%)}dm/ [p(e+%)}v-ndsz/(pv-b)dﬂ —/pv~ndS+/(v-T*)ndS+/q~ndS+/(’1dQ,
Q S

Q S S S Q
(2.15)

IV - (pvu;) = w;V - (pv) + pv - Vu,
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2.2. GOVERNING EQUATIONS

with
T =T + pl
as viscous part of the stress tensor.
Equation 2.15 can be written symbolically as:
0 2 v2
8t{ <e+7)} + [V~pv<e—|—7>} —pv-b-V-pv4 V- (T"-v)—V-q+4d (2.16)

The first four therms on the right hand-side of the Equation 2.16 represent work done by body force, pressure
work, viscous dissipation and energy transfer due to conduction, respectively. The last therm stands for any

relevant volumetric heat source, such as heat of chemical reaction or radiation.

2.2.1.1 Reynolds-Averaged Navier-Stokes (RANS) Equations

The transition between laminar and turbulent flow depends on ratio of inertial to viscous forces, called
Reynolds number. In laminar case, fluid flows in layers so that fluid particle follows the streamlines exactly,
with convective impulse and heat transport occurring only in the mean flow direction.
Turbulent flows are unsteady, characterized by stochastic three-dimensional changes of velocity and vortices
of different size interacting with each other. Fluid parcels with differing concentrations of the conserved
properties are increasingly brought into contact enhancing mixing rate. This process is also called turbulent
diffusion, effect that can increase chemical mixing and heat transfer by orders of magnitude. Additionally, due
to viscosity, reduction of the velocity gradient causes irreversible kinetic energy decrease which is converted
into internal energy of fluid. Although there is coherent structure in turbulent flow regimes, as some aspects
on the larger scale appear to be quasi-deterministic, the randomness still occurs as difference in geometric
shape, temporal behavior and intensity, making it difficult to define the model that represents all kind of
turbulent flows.
Time averaging approach in Reynolds-Averaged Navier-Stokes(RANS) enables modeling of the unsteadiness
as the part of turbulence considering it engineering approximation. The field properties in turbulent flows
are random functions of space and time but any variable can be expressed as the sum of mean and fluctuating
part:

¢(x,t) = ¢(xi) + ¢/ (w4, 1), (2.17)

where
6(552 = hm */d) T4, 1), (2.18)

for a statistically steady flow.
Averaging interval T must be large enough compared to fluctuations time scale so that ¢ is independent
from the given starting point for averaging. For unsteady flow, ensemble averaging is used instead of time

averaging:

a(‘rz = lim *Zﬁb 1’17 (219)

T—oo T
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CHAPTER 2. GENERAL MODEL

Figure 2.2: Time averaging for steady (left) and unsteady (right) turbulent flow [Ferziger and Peri¢, 2002]

Average of linear therm is identical therm, whereas averaging of quadratic non-linear therm yields the product

of the average and a covariance:

uidp = (T +up)(¢ + ¢). (2.20)
Described ensemble and time averaging concept for steady and unsteady turbulent flow conditions is
illustrated in Figure 2.2.
Hence, substituting velocity u; and pressure p expressed as a sum of mean and fluctuating part into

Equation 2.13, considering Equation 2.20 yields to Reynolds averaged Navier Stokes:

d(pt;) o — op 07y
— (pu;u; ) = — i + Ty, 2.21
with time averaged continuity :
dp | O(pw;)
— 4+ —=0 2.22
ot " o, (2.22)
Finally we can derive the equation for the mean of the scalar quantity:
Opo 9, _ - = 0 ( ¢
9 ) = 2 rf) 2.23

Decomposition of the instantaneous values into mean and fluctuating part introduced new unknown
quantities with no additional equations making the system underdetermined. Closure requires modeling
approximations of the therms such as pm, called Reynolds stresses, and turbulence scalar flux pw , in
form of turbulence models, as it is impossible to define a closed set of analytic equations.

2.2.1.2 Turbulence Modeling

Turbulence models are based on empirical experience and experimental data, and there is no model that is
universally accepted. Therefore, important decision criteria are flow characteristics and computational costs
combined with capabilities and limitations of various models, such as convergence behavior and accuracy

degree.

13



2.2. GOVERNING EQUATIONS

Reynolds Stress Model

Reynolds Stress Model (RSM) is one of the most sophisticated model in common use that closes
Reynolds-Averaged Navier-Stokes as the Reynolds stresses are determined by solution of transport equations
and turbulence energy dissipation rate e. It is computational more expensive compared to other common
used models, with potential for superior predictive accuracy due to conservative formulation. Important
characteristic of the model is prediction of anisotropy in the Reynolds stresses, which is especially relevant
in highly swirling turbulent flows. Still, for pressure strain therm, dissipation and turbulent diffusion tensor,
approximate modeling is necessary for closure. Although, some good results have been obtained compared
to two equation models, especially in the cases where k — € models perform poorly, in some cases it’s
numerical accuracy is hardly better. The research in this field develop continuously and better models are
often proposed.

[Launder et al., 1975]

Eddy-viscosity model

Eddy-viscosity model for the Reynolds stress is based on assumption that turbulence can be described as an

increased viscosity effect:

— ou;, = 0u; 2
T _ i 1) — 258k, 2.24
pUit Mt(@ﬂ?]‘ * 6%) 30 ( )
with turbulent kinetic energy k defined as:
kz—lu’u’—l(u’u’ +ulu! + ulul) (2.25)
- 9 [l A 9 xx yy zYz)" :
Eddy-diffusion model for a scalar is given by :
—— 99
—ou'd =T . 2.26
pu;p t oz, ( )

There are two additional equations necessary to describe k and p; quantities.

k-epsilon model

K-epsilon (k — ¢€) turbulence model is the most widely used model providing excellent results for some kind
of flows at relatively low computational costs. There are numerous exemplary studies and comparative
calculations verifying implementability for turbulent flows with high Reynolds number exclusive swirling
flows, flows with stagnation points and strong geometry curvatures.

The equation that describes transport of turbulent kinetic energy k is as follows:

8$j

Rl ) e G BT e e

0719 Ox; + Ox; / Ox;

Derivation of exact equation for the transport formulation of turbulent kinetic energy is described in

[Wilcox, 2010], which mainly used as information source in this section. The term of the right-hand side of

14



CHAPTER 2. GENERAL MODEL

Equation 2.27 multiplied by 5—; represents turbulent diffusion of kinetic energy that approximates transport
of velocity fluctuations by the fluctuations themselves.

The second term on the right-hand side of the Equation 2.27 represents the rate of production of turbulent
kinetic energy, i.e. transfer of turbulent kinetic energy from the mean flow. Turbulent Prandtl number oy,
has approximately value of unity.

The last term represents the rate at which the turbulence energy is irreversibly converted into internal

energy. All the other terms can be calculated directly.

The most commonly used form of equation for the dissipation of turbulent kinetic energy € can be written

as:

d(pe)  O(puje) € €2 0 /us Oe
2T = CqPr~ — pCeg— + — (2 =), 2.28
ot + Oz R p 2k+8xj(0k5xj) ( )
with turbulent viscosity expressed by k and e as follows:
k‘2
Mt = p(c,t?, (2.29)

and Py, describes the rate of production of the turbulent kinetic energy. Two new partial differential equations
that are much stiffer than the laminar equations need to be solved. The constants are determined from
simplified flow conditions that are experimentally validated for fully developed turbulent flows.

The most commonly used values for model constants that are empirically determined based on labor

experiments are given in Table 2.2:

Cp, (cel (Cel Ok Oe
009 | 144|192 |10 1.3

Table 2.1: k — ¢ model constants

relizable k-epsilon model

Modification of standard k-epsilon has improved predictions of the model, especially for jet streams This
model, compared to standard k£ — €, has the same formulation for transport of turbulent kinetic energy
equation, but improved equation for dissipation rate equation . Furthermore, it is known that standard
k — € model becomes non-realizable in the case of large mean strain rate, so that model constant C), must
be set variable and related to mean strain. Modified model shows improved predictions for flows involving
planar and round jets (predicts round jet spreading correctly), boundary layers under strong adverse pressure

gradients or separation, rotation, recirculation and strong streamline curvature.[Shih et al., 1995]

15



2.2. GOVERNING EQUATIONS

k-omega model

In this model equation for the transport of turbulent kinetic energy (Equation 2.27) is modified to:

8(pk‘) 8(pﬂjk‘) . ouy; 8@» ou; " 0 kN Ok
o " om, “t(a?j * axi)azj Bk aT;j[(“” ;)aT:jl (2:30)

Transport equation for w represents the specific dissipation rate of energy, often described as frequency

characteristic of the turbulence decay process:

O(pw)  O(pu;w) w 0u; 0w\ 0u; 5 0 k\ Ow o4 Ok Ow
— a2 - Z B2y 94 97 W 2.31
ot T o ak“t(axj * axi)axj o o, [(“+”w)axj] wow, 0n, (23D
Eddy viscosity in this model is calculated as:
k
=p—. 2.32
pe=p (2.32)

First therm on the right-hand side in Equation 2.30 and Equation 2.31 represents transfer from the mean
flow to the turbulence, the second therm stands for turbulent diffusion, third therm represents an irreversible
conversion of the quantity, respectively. Left-hand side of both equations has a form of total differential for
given quantity. Additionally, the last therm in Equation 2.31 proportional to oy, known as cross-diffusion,
has been introduced to eliminate boundary condition sensitivity. Still, model made in this manner is limited

in applicability to wall-bounded flows.

ﬂ ﬁ* Ok Oc
210072009 | 2 | 2

Table 2.2: k — omega model constants

Standard k —w shows good prediction accuracy for laminar-turbulent transition zone and it is model of choice
for the treatment of sublayer region with sufficient accuracy in logarithmic region with a good prediction of
the mean flow. It has an advantage compared to k — e for the geometries with strong curvatures due to better
stability characteristic. Although the production terms added to k — w model improved prediction accuracy
for free shear flows, sensitivity of the solutions to values for k and w outside the shear layer still remains,
even when very small boundary conditions for turbulence parameter(e.g., k and ;) are chosen.

Because of this freestream sensitivity model can not be used for free jet calculation with satisfactory results.
[Wilcox, 2010]

Shear-Stress Transport k-omega

Shear-Stress Transport (SST) k — w is combination of existing models that uses original & — w in the inner
region of the boundary layer taking advantage of k — € in outer region and free shear flow. The blending

function switches between one in the sublayer and logarithmic region of the boundary activating standard

16



CHAPTER 2. GENERAL MODEL

k —w and gradually switches to zero for the flow regions away from the wall boundary activating k£ — e model.
The difference between SST and the original model is additional cross-diffusion term in the equation with
newly formulated modeling constants and modified definition of eddy viscosity.

For further information can be found in the refer [Menter, 1994].

Near Wall Treatment

The profile of turbulence is significantly influenced in the near wall region due to no slip condition on the wall
that reduces tangential velocity fluctuations and absence of kinetic energy fluctuation in normal direction.
However, in the outer part of the near wall region, production of turbulent kinetic energy is enhanced by
large mean velocity gradients. Although, the turbulent production cycle in the inner region appears to be
self-sustaining, the outer structure has at least a Reynolds number dependent influence on the near-wall
phenomena.

The experiments have shown that turbulent boundary layer can be divided into three characteristic layers.
In the inner region of the viscous sublayer with almost laminar flow where the viscosity is dominant for
momentum, heat and mass transfer. Between outer fully turbulent layer and viscous sublayer there is an

intermediate region with viscous and turbulent effects of equal importance.

There are two possible approaches for modeling turbulence effects near the wall:
e viscous sublayer and buffer layer in the inner region is treated with semi-empirical formulas called wall
functions

e turbulence models are implemented in the viscosity-affected region that is resolved with enough grid
points. The quality of obtained results depends on sufficient mesh refinement in boundary layer needed

to cover it accurately.

At high Renolds number very thin viscous sublayer makes it difficult to use enough grid points to resolve it.

In that case, the wall functions that rely on existence of a logarithmic region are used, as shown in Figure 2.3.

The velocity profile in the logarithmic layer is given by:

LA VR 2.33
ut =t = nly) + B (2.33)

Here k is the von Karman constant, B is an empirical constant related to the thickness of viscous sublayer,

v¢ is the mean velocity parallel to the wall with w, as the shear velocity defined by:
= 17l (2.34)
p

and n, is dimensionless distance to the wall given as:

= Py

- (2.35)

17



2.2. GOVERNING EQUATIONS

Turbulent boundary layer velocity
50 T T T — ——

E— LJ'=1."n"t|'|:lg[".ff B
u‘f:yf
a0 b experimental data | |

45

B B
aor 7
*5 25 [ viscious sublayer, bufferlayer wrbulent layer A
a0 b ]
15 | .

5F - _

D i i | i I TR T R R | i i

10° 10" 102

Figure 2.3: Velocity profile as a function of distance normal to wall in the turbulent boundary layer

Under assumption that the production and dissipation of turbulence are in local equilibrium shear velocity

can be written in the form:
1
uy = Civk (2.36)

Reynolds analogy between physical mechanism of heat and momentum transfer enables similar description

of the turbulent boundary layer for the temperature:

e linear law for the thermal conduction sublayer

e logarithmic law for the turbulent region where effects of turbulence dominate conduction

Further information can be found in the literature cited. [Wilcox, 2010],[Stephen Kern Robertson, 1991]

2.2.1.3 Radiation Model

Dependent on their temperature all materials emit or absorb thermal radiative energy in the form of
electromagnetic waves which require no medium for propagation. While there is more or less linear
dependency on temperature difference of conductive and convective heat transfer, radiative heat flux is
proportional to fourth power of temperature differences between sources. Therefore, radiation is the dominant
mode of heat transfer in high-temperature processes, as well as in low pressure (vacuum) applications .

In most engineering applications where radiative thermal energy is of relevance, participating medium is not

transparent but possibly emitting, absorbing or eventually scattering radiation.

18



CHAPTER 2. GENERAL MODEL

Radiative Transfer Equation (RTE)

To describe the propagation of thermal radiation between bounding walls within participating medium that

absorbs, scatters and transmits electromagnetic waves, it is necessary to solve the RTE:

dl s
7)\:§~V]I,\:I£A]Ib)\fﬂ)\]1)\+o—>\
ds 4

/ I (8@ (5, 8)dS2;.

4

absorption and

scattering loss: ::t:ﬁ::::rgl
| (ato:) ds
ey | + (dids) ds

A

incoming L .
radiation (1) scattering
gas emission: addition
(acT/m) ds 0
ds

Figure 2.4: Radiative heat transfer [Ansys Inc, 2013]

(2.37)

Integration of the RTE over all spatial directions and wave-lengths leads to the radiative heat flux.

In the Equation 2.37 k) stands for the medium’s absorption coefficient, oy, represents its scattering

coefficient, 8y = k) + 0,5 is so called extinction coefficient, and @) is the scattering phase function.

Figure 2.5: Coordinates definition for the radiative heat transfer equation [Bejan and Kraus, 2003]
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2.2. GOVERNING EQUATIONS

As illustrated in Figure 2.5, Equation 2.37 specifies spectral radiative intensity I, along a path s in the
direction of §, quantifying the increment by emission along the path, attenuation by extinction, absorption
and outscattering of radiation away from § and increase by in-scattering from all other directions §;. Where,
k) quantifies relatively how much radiation is absorbed or emitted, o), gives a relative measure of how much
is scattered, and ®, is the probability function for radiation scattered from §; into § direction.[Bejan and
Kraus, 2003]

Discrete Transfer Radiation Model (DTRM) Theory

Neglecting radiative scattering in medium with assumption for refractive index to be unity Equation 2.37
can be integrated from boundary wall along the ray path:
s
Ix(s) =I5 (0)e™"™° + /HbA(s’)efnk(sfs/)n,\ds’ (2.38)
0

If absorption coefficient is assumed constant and medium is considered isothermal to the point s’ = s:
Ii(s) =Ix(0)e™™* + Lpa(1 — ™ ™) (2.39)
With the following relation for spectral emissivity, transmissivity and absorptivity:
ex(s) =an(s) =1—m\(s) =1 —e ™7, (2.40)

Equation 2.39 can be written as:
]I,\(S) = ]I,\(O)T)\(S) + Dpaex(s) (2.41)

Taking StefanBoltzmann law into consideration with I(0) defined as radiative intensity on the boundary, the
above expression becomes:
0T4 —KS —KS
I(s) = — (1 —e ™) +1(0)e ", (2.42)

T
where

T...gas local temperature in K

0... Stefan-Boltzmann constant 5.670373 - 10_8%.

For numerical solution in DTRM discrete angles of the polar and azimuthal angles are calculated dependent
on number of pre-defined rays from each radiating face and subsequently the ray paths through discretized
control volume are determined. Polar and azimuthal angles 0 < © < 5 and 0 < ® < 27 at the point P are
defined over tangential and normal vector throw the point on the surface, as shown in Figure 2.6

The advantage of DTRM race tracing method is that radiation between surfaces is estimated without necessity
to explicitly calculate view factors which is computationally more expensive.

Higher number of ray traces and the finer the mesh grid, the more accurate is DTRM calculation.

Main disadvantage of the model is that it considers only gray radiation with isotropic reflection at the surface.
[Bejan and Kraus, 2003]
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i

Figure 2.6: DTRM polar and azimuthal angles [Ansys Inc, 2013]

Discrete Ordinates (DO) Radiation Model

DO radiation model solves Equation 2.37 considering absorption, emission, and scattering in medium enabling
dependency of the radiation variables from the wave length and other physical quantities such as local
temperature, pressure and species concentration.

The method uses exactly the same discretized finit-volume mesh as the fluid equations, satisfying global
conservation balance. Transport equation for radiation is solved in spatial coordinates for every direction §

for a chosen number of discrete solid angles defined as shown in Figure 2.7:

. *

Figure 2.7: DO angular coordinate system [Ansys Inc, 2013]

The model enables implementation of the non-gray radiation through the definition of variable spectral
absorption over the different bands. In the same manner, assuming that the emission and absorption are
constant within each band, it is possible to model gas behavior at diverse wave numbers. It is possible to
define spectral emissivity at the radiating wall, as well. DO method has improved convergence behavior for
problem set-ups with optical thick-nesses greater than 10 which is typical for glass-melting applications. Still,

model has some limitations that must be considered:
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e for the case with weak directional intensity radiation and energy coupling, model has quite slow

convergence behavior

e DO model cannot be coupled with energy equation for the case that enthalpy equation is solved instead

of temperature.

[Raithby and Chui, 1990]

2.2.2 Discrete Phase
2.2.2.1 Drop formation

Description of drop formation phenomena in this section is mainly based on following literature : [Bailey
et al., 1983],[Chad et al., 2009].

For the mass transfer and chemical reactions with dispersed droplets and its interaction with the continuous
phase, drop formation process is of essential importance. Drop size distribution depends on fluid viscosity,
surface tension coefficient, nozzle geometry and nozzle surface roughness, liquid velocity and the environment
that surrounds nozzle.

Influence of the interaction with the surrounding medium depends on existent fluid movement (relative
velocity) and therefore arising aerodynamic forces that breaks up the stream of fluid working against physical
properties of surface tension, viscosity, and density.

As those properties are temperature dependent, it affects the process of atomization as well.

The spray nozzle geometry design affects drop size of the spray with the largest drop size produced by full
cone nozzle, smaller by hollow cone nozzle and the very fine drops are provided by air assisted nozzles. It

should be noted that nozzle wear influences uniformity of the spray pattern.

Fluid impulse caused by the pressure in the nozzle influences droplet size - higher pressure means higher

velocity which decreases average droplet size and vice versa.

Ratio between fluid inertial force and surface tension that is useful for description of atomization phenomena

is dimensionless number called Weber number :

2
we = 2L (2.43)

g

with p,u,o representing fluid density the droplet is dispersed in, velocity and surface tension coefficient
respectively and [ stands for characteristic length. An other representation form is modified Weber We*

defined as ratio of the kinetic energy of on impact to surface energy:

We Ek
* — 2.44
We 13 B ( )
with kinetic energy given by:
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mpl3u?
E. = 2.4
p= "0 (245)
and surface energy:
E, = nl’o (2.46)

In general, surface tension is the influential property that prevents break up, whereas higher velocity
increases friction between fluid and surrounding medium leading to a droplet formation at some critical
value.

Similar effect to surface tension has fluid viscosity, as the quantity for the fluid resistance to deformation.

It means that the smaller values of surface tension and viscosity and higher fluid pressure that causes higher
velocity once the fluid leaves the nozzle, with other properties remaining constant, lead to a formation of

smaller droplets.

Figure 2.8: Atomisation Process [Chad et al., 2009]

In the airless atomization process, due to high pressure the fluid is forced throw the nozzle orifice emerging
as a solid stream or sheet at a high speed, dependent on Weber number value. The friction between the fluid
and the surrounding gas breaks the stream into fragments and then into droplets. The droplet formation is
not only characterized by the drop size in primary atomization but as well by the extend at which the large
droplets are breaking up further in the secondary atomization area. These distinctive areas are shown in
Figure 2.8.
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For the spray distributions, it is common to rely on statistical descriptive measures to characterize the size
distribution.

The simplest integral characterization is mean diameter given by:

dgo = 2 imi (2.47)

>
where D; is the diameter of the i-th class and n; is the frequency.
Considering mass and heat transfer, an important parameter is the total surface of the dispersed phase, i.e.
ratio of volume to surface. Droplet diameter with a same ratio of volume to surface as a considered spray

that is appropriate for the representative prediction of system behavior is called Sauter mean diameter:

doo = > ding
32 denl

As it can be seen from last two equations, droplet spectrum change has less significant influence on the mean

(2.48)

diameter. Many empirical probability density functions have been developed for description of droplet size
distribution in sprays that can be used for extraction of spray mean diameters out of available data. The
most well known are Nukiyama-Tanasawa, Rosin-Rammler and upper limit distribution. Rosin-Rammler
is common mathematical representation for the drop size distribution which is used in this work as well.
Limitations in the use of this distribution for liquid droplet ensembles to fit existing experimental data are
discussed in [Bailey et al., 1983].

Formula proposed by Rosin and Rammler is as follows:

R(d) = 1006@)% (2.49)

In the equation above R(d) is the cumulative volume fraction in percent of droplet material greater than d,
d is size parameter and n is distribution spread parameter. A double logarithm of the Equation 2.49 under

consideration that n and d are the constants calculated from the data set yields:

100 /
log <logm) =n-logd —n-logd + log(loge) (2.50)

Distribution spread parameter n is given by following equation:

log (log—Rl&Oz)) —log (log Rl(%?))
B logds — logd,

n : (2.51)

where [dy, R(d1)] and [da, R(d2)] are random collinear data points.

Size parameter d' is calculated from Equation 2.49 inserting d = d/, which is diameter level of approximately
36,78 cumulative percent of material. Rosin-Rammler distribution with double logarithm of 100/R(d) on y
axis over logarithm of d on « for operating point 9 from Table 4.1 with n = 1.8821 and d = 753um is shown
in Figure 2.9.
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Rosin-Rammler Diagram
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Figure 2.9: Rosin Rammler distribution

2.2.2.2 Droplet size distribution

Droplet size distribution is the initial condition for the numerical simulation that can be determined either

experimentally or modeled mathematically based on maximum entropy principle.

The principle used for the optical droplet size measurement is based on Frauenhofer diffraction of
monochromatic light on moving particles, where diffraction pattern is related to the droplet size. Intensity
of scattered light is measured using photo diodes and additionally converted into droplet diameters. The
limitation of this technique is multiple scattering problem in the dense regions of the spray as the light beam
can be scattered by multiple drops. Multiple scattering phenomena leads to broader distribution spectrum

and smaller droplet average size.[Lefebvre and McDonell, 2017]

2.2.2.3 Jet characteristics and droplet velocity

Jet characterization and velocity profile definition described in this section is based on [Ball et al., 2012],[Cha
et al., 2017],[Hussein et al., 1994].

Figure Figure 2.10 illustrates formation of a round jet from the nozzle exit in the surrounding ambient.
Potential core occurs in the region of flow establishment, starting at the exit of the contraction nozzle. Jet
instability on the interface between surrounding medium and outer border of the jet propagation, leads to

a formation of vortices in the mixing zone. Vortices development, intensity and further coupling in the flow

25



2.2. GOVERNING EQUATIONS

COuiter region laver

Shear laver region

Potential core Chter region layer

Figure 2.10: Free jet formation [Ball et al., 2012]

field depends entirely on the initial conditions, which have decisive influence on the flow development in the
entire flow domain as well.
In the radial direction, there are three distinctive layers as shown in Figure 2.10: centerline region, the shear

layer and outer region with following with following specific physical properties:

e maximum mean velocity in the jet flow is located in the centerline region.

e vortices caused by radial velocity gradients evolve in the shear layer region and create so called large
eddies.

e large scale turbulent motions in shear layer diminish in time and space, creating smaller structures

through energy transfer with the velocity in outer layer of Ux /10 order.

Entrainment of surrounding air increases mass flow along the axial direction in the free jet, where as
momentum conservation is satisfied.

Conventionally, axial spreading of a axisymmetric turbulent round free jet in the air surrounding, which is
of the relevance in this work, is divided into three characteristic regions.

The mean velocity profile at nozzle outlet is determined by the type, i.e. geometry. From the nozzle outlet
the near field region with a potential core is located in a range within approximately 0 < z/D < 7, where
D is a nozzle diameter, with a negligible air carryover. Within this region of the flow establishment the
turbulence is generated in the mixing zone between jet and surrounding. The mean velocity profile is
strongly dependent on the nozzle geometry.

Transition zone expands over the range of 7 < /D < 70. In this region comes to additional interaction
between dispersed and continuous phase with an air carryover effect and phase mixing with the reduction of

average velocity. This region is characterized with highly anisotropic turbulent structures.

The far field region expands in a range of /D < 70. In this region of so called self-similar velocity
profiles occurs an intensive impulse transmission form the droplets to surrounding medium with the slip-free

streaming assumption. The flow is considered to be in equilibrium, which according to Kolmogorov’s Universal
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Equilibrium Theory means that ”small scale eddies are locally isotropic and in approximate statistical
equilibrium with the large scale eddies”.

Thin shear layer approximation is here valid, i.e. radial gradients are for many orders of magnitude larger
than axial gradients. Conservation of momentum is satisfied in the flow field, as it must be, but mass flow
changes with the entrainment of the surrounding air.

As the flow development depends directly on density ratio between jet fluid and surrounding medium, it
is of importance in a case of two phase jet flow to use effective radius as physically meaningful and more
appropriate characteristic length, given by:

Te = Tnozzleﬁa (252)

o0
where p. is the density of medium on nozzle exit and p, is density of ambient.

With isothermal conditions or negligibly small temperature differences between nozzle outlet and surrounding
atmosphere, for the determination of the velocity profile is only impulse of the streaming medium from the
relevance.

Furthermore, a homogeneous stationary velocity is assumed through the nozzle outlet with an idealized
rotationally symmetrical profile of the free stream with a zero velocity on the outside margin.

For the fully developed far field region the centreline mean velocity Ugx decay is linear dependent on axial

distance from the nozzle exit:

= Vor(F52). (2.53)

where U, stands for the mean velocity on the nozzle exit, X for axial distance from the nozzle exit, Xy is
the kinematic virtual origin, i.e. the axial end point position of the potential core length and Vpg is the
velocity decay rate. Figure Figure 2.11 illustrates velocity decay on the centerline of the free jet in the far
field region for 70 < X/D < 150, for all operating points given in Table 4.1.

The values for model constants used in Equation 2.53 for Vpr and Xy are 6.06 and 7, respectively. Decay
rate of centerline velocity regarding to jet velocity on nozzle outlet for the operating points is illustrated in
Figure 2.12.

The characteristic radius ry .5 where the local mean velocity Uy, in radial direction has a value Uc/2 is used

for the quantification of jet spreading:

T‘%m  Ven (%) (2.54)

where Xyo is geometrical virtual origin. The maximum spreading radius defining border line on the
measurement plane without dispersed particles for given axial distance of the measurement point has been
determined experimentally.

As reported by several authors, geometrical and kinematic virtual origins are not necessary identical but still
of much smaller order than the geometrical scale of fully developed velocity profiles.

In this work, it is assumed that high velocity on nozzle outlet with small nozzle diameter causes almost

immediate drop formation process so that kinematic virtual origin is negligibly small compared to relevant
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Centerline velocity decay
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Figure 2.11: Centerline velocity decay

axial distance and therefore not considered.
Based on initial Gaussian distribution following equation was used for calculation of velocity profiles

dependent on axial distance from nozzle outlet and half-width radius:

U(X,r) e{_l"Z(TV,TO.s)Q} (2.55)

Ue(X)
Velocity profiles normal to the measurement plane for X/D in the jet spreading direction dependent on
vertical distance to centerline plotted against radius normalized by nozzle diameter are shown in figure
Figure 2.13. Those are used as initial condition for the free jet simulation. Velocity profiles U(r) normilezed

by centerline velocity at measurement point X/D = 85 are shown in Figure 2.14
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Figure 2.12: Centerline velocity decay
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Figure 2.13: Velocity profiles U(r)at measurement point
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Normalised velocity profile U(r)

riD

Figure 2.14: Velocity profile U(r) normilezed by center line velocity
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2.2.2.4 Maximum entropy principle

This section is based on following literature: [Dumouchel, 2009],[Movahednejad et al., 2010],[Movahednejad
et al., 2011],[Kim et al., 2003],[Mohammad-Djafari, 2002].

As the liquid flows downstream from the nozzle exit decrease of the liquid sheet thickness leads to instabilities,
ie. fragmentation in ligaments and finally to drop formation. From the mathematical point of view

atomisation process of a water jet can be divided into two distinctive consecutive phases:

e deterministic process in the beginning stage with characteristic wave motion on the surface of liquid

sheet and

e random and stochastic droplet formation.

Deterministic primary phase of spray formation is described with linear and non-linear hydrodynamic
instability theories. Dominant wavelength of unstable wave motion on the liquid surface over the time
(temporal instability wave growth) and with axial distance from the nozzle (spatial instability wave growth)
on the liquid surface, can be determined by linear instability theory. Non-linear instability provides crucial
information about break up length and characteristics of the liquid sheets.

Depending on the type of nozzle and other relevant conditions using instability theory (i.e. Weber number
based on sheet velocity, two-phase density ratio) a prior droplet size distribution can be formulated to connect
deterministic and stochastic part of atomisation process.

Still, with high liquid velocity and small nozzle diameters droplet formation process starts just at the nozzle
exit so that liquid sheet and ligaments doesn’t occur. In this case it is only random stochastic description that
is of the relevance. Implemented predictive droplet size distribution model in this work formulated according
to maximum entropy principle is within the framework of these criteria.

Maximum entropy principle is based on information theory and basic physical laws of mass, momentum and
total energy (sum of kinetic and surface energy) conservation for the conditions at the nozzle exit. Model
formulation enables implementation of any additional source term of the physical influence between exit
nozzle and droplet formation plane.

The random stochastic model is defined by formal mathematical formulation of maximum entropy principle

based on Claude Shannons entropy formulation:

S=—-k Zpiln(pi), (2.56)
i=1

where p; is the probability for the state ¢ to occur and k is Boltzmann constant. Constraints defined
by physical quantities that are already known for physical system can be mathematically characterized as

follows:

n
Zpigm' ={g,) r=12...,m. (2.57)
i=1

In the equation above n stands for the number of possible possible states of the system, m considers number

of defined physical constraints for the particular system, g, ; expresses value of a function for the state ¢ and

31



2.2. GOVERNING EQUATIONS

(gr) is average value of the function for the entire system.

And finally the constraint that is immanent to the definition of probability:
Y opi=1 (2.58)
i=1

For the case that number of possible states is equal to number of physical constraints, the number of unknowns
becomes equal to number of equations, so that probability distribution can be directly calculated.

For the most of practical problems this is not the case - number of constraints is significantly smaller then
the number of possible states. However, making use of the fact that between continuous liquid bulk and
completed spray atomisation entropy rises until it reaches maximum, maximizing Equation 2.56 probability
distribution p; can be determined.

Solution for the system of equations that consist of physical constraints that are satisfying conversion laws
maximizing entropy function can be found using the method of Lagrange multipliers. It means, we try to
find maximum of S = f(pl,p2,...,p,) under constraints given by Equation 2.58 and Equation 2.57. The

Lagrangian with multiple constraints for this case takes the form:

‘C(p]-7 "'7pn7 Alv (XXX} >\T) = f(p]-7 7pn) - Z)‘Tgr(p17 apn) (259>
Thus, following relation has to be solved:

Vpl,“.,pn,/\l,...,)\m‘c(pla -y Dns )\17 ceey A1'77,) =0 (260)

= Vi Z MV, (p) =0 (2.61)

Multiplying Equation 2.58 and Equation 2.57 with A¢ and and A, respectively, taking Equation 2.56 into
account and implementing summation of those consecutively in Equation 2.59 and Equation 2.60 following

relation is obtained:

n

Z [ln i)+ Xo + Z /\,«g”}dpz =0 (2.62)

i=1 =

Above equation is satisfied if the term in the square bracket equals zero, which leads to:

pi = i 6rp[ — Ao — i )\rgr,i] (2.63)
=1 r=1

Maximum entropy principle formulated on this way is applicable only for one dimensional system. For
multidimensional system with velocity and droplet size distribution, probability p; needs to be expanded
to joint probability p;;, where indices 7, j are denoting correspondent probability states of particle size and
velocity that are independent in the domain. Control volume is enclosed by bulk liquid state at the nozzle
exit and the plane where the droplets formation occurs. As stated before, for the case that droplet formation

starts immediately on the nozzle exit, all additional source terms are vanishing.
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Under steady state condition, mass conservation law implies that total mass of droplets per time unit has
to be equal to total liquid mass sprayed into surrounding per unit time. Any non-conservative phenomena
causing mass transfer between liquid and gaseous phase, such as condensation or vaporization, are considered
in an additional source term with corresponding algebraic sign.

For liquid mass flow r; with n» number of droplets produced per time unit, mass conservation can be written

as:

S piViprn =i + S (2.64)
i g

The non-dimensional form of the equation is created using velocity at the nozzle exit U, and mean droplet

volume V;,, as a reference level: .
V= 1 (2.65)
pin

Vi Ti=yf (2.66)

With dimensionless mass source term S, = S, /my Equation 2.64 takes the following form:
Z Zpijvi =1+5, (2.67)
i g

Analogously, the dimensionless formulation of impulse and total energy constraints can be written as:

%

Z Zpijviﬁj =1+Sum (2.68)
J

Z sz](vzﬁj +B'K; +V;)=1+85,, (2.69)
i g
where K; = A;/V; denotes the ratio of surface to volume of the droplet from the class ¢ and B’ is given by:

, 20
- pU?

(2.70)

Continuous droplet size and velocity variation reflects the physical reality more appropriately, therefore
summation can be replaced by integral form. Furthermore, we assume that small droplets in the spray have

spherical form, which allows mean volume V,,, definition in terms of mass mean diameter:
7
Vi = 6D§’0, (2.71)
with non-dimensional form:

— D
V=(=—
(D:so

Accordingly infinitesimal dimensionless volume element is expressed by:

P =D". (2.72)

dV = 3D°dD. (2.73)
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Thus, continuous joint probability density function f for the droplet size and velocity with Lagrange
multipliers A;(i = 0, 1,2, 3) is defined as follows:

/ / 3D exp{~Xo — MDD’ —2D'U — As(D'U” + BD")}dDdU (2.74)
Do Us

B, T,
_ / / fdDdT,

Dno1Um—1

where B denotes gas-liquid surface tension coefficient:

We
B=-° 2.75
e (2.75)
and )
D
We = PUeDso. (2.76)
g

Here, the Weber number is defined differently than usual because of the liquid density p; used for the
calculation instead of density of surrounding medium in conventional definition.

Considering probability density function for continuous variables with corresponding minimum and maximum
values, the physical constraints for mass, impulse and energy conservation defined in Equation 2.67,

Equation 2.68 and Equation 2.69 can be rewritten in integral form:

Bmam Umax
/ / fD’dDdU =1+ S, (2.77)
Daz Umaa
/ fD°UdDdU =1 + Som. (2.78)
Bmin ﬁnzin
Dimaz Umae

1 —3_2 —2, = — =

/ / 15 (D°U" + BD")dDdU = 1+ 5. (2.79)
Dmin Umin

here H is introduced as additional explanatory variable for the shape factor determined by the outlet velocity
profile. For uniform profile it equals to one.

And additionally integral normalization:

EWGJ UMrO/IE
/ fdDdT =1, (2.80)

Dpin Umin

34



CHAPTER 2. GENERAL MODEL

Described method of the maximum entropy formalism is used for numerical calculation of Langrange
multipliers. The number based droplet size distribution can be calculated integrating Equation 2.74 from

minimum to maximum velocity value in the field:

ﬁn’uaw
dN __
— = dU 2.81
» / ! (2.81)
Trin

The minimum velocity value can be set to zero, whereas maximum value depends on secondary break up

that occurs at critical Weber number value:

2D
We, = 222 1 (2.82)
g

Dimensionless maximum droplet velocity can be estimated from the following equation, under assumption
that velocity ratio between surrounding air and liquid is negligibly small (otherwise relative velocity has to

be considered):

— 10 \1/2
Unaz = (ﬁ) (283)
Maximum droplet diameter is given by the estimated velocity, whereas the minimum chosen droplet diameter
value can be set near zero. It should be noted that extremely high U, 4. values are characteristic for very small

droplet diameters (submicron range) that are not of physical relevance for practical applications. Analogously

to Equation 2.81, number based droplet velocity distribution can be calculated within estimated droplet range:

— = / fdD (2.84)
Dunin

Comparison between theoretical and experimental droplet size distribution for operating point 9 from

Table 4.1 (p = 11.9bar, V = 0.971/3, Dpozz1e = 4mm) is shown in figure Figure 2.15.
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Figure 2.15: Theoretical and experimental droplet size distribution

2.2.2.5 Equation of motion for particle

The equation of motion in a Lagrangian reference frame for a dispersed particle is a balance equation between

particle inertia and the forces acting on the particle integrated over time. The equation is given as:

di iop—p) =
Yy -y + T =P (2.85)
dt Pp

F....additional acceleration force/unit particle mass

Fp (@& — up)....drag force per unit particle mass, with:

_ 18u CyRe
Coppd2 24

Fp (2.86)
Drag coefficient C; is defined in Equation 2.93 whereas relative Reynolds number Re is calculated from
Equation 2.92. The last therm on the right-hand side includes all additional forces acting on the particle,
dependent on the physical conditions.
Particle velocity at each point of the trajectory can be computed from the Equation 2.85, with the differential
equation for the particle trajectory given by:

dz

o = U (2.87)
Solution of coupled ordinary differential equations (Equation 2.85 and Equation 2.87) describes the motion

of the particles in the continuous phase.
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This approach neglects all the states that may be produced in the immediate vicinity of a particle due to

boundary layer phenomena such as flow separation and vortex shedding. [?]
Additional virtual mass force

Relative acceleration of the dispersed particle to continuous phase exerts and additional virtual mass force
due to inertial fluid mass force caused by acceleration of surrounding fluid.
Virtual mass force can be approximated by following expression:
F=Cymt (u;Vﬁ - —) (2.88)
Pp dt
Cym.... empirical constant with default value of 0.5
The pressure gradient in surrounding medium generates and additional force acting on the particle which is
given by expression:
F= v (2.89)
Pp
Equation 2.88 and Equation 2.89 are negligible for the values of é << 1. [Roco, 1993]

Thermophoretic force

Thermophoretic force is exerted on the particle dispersed in the fluid with the presence of temperature

gradient, which is given as:
1

mpT

F=—-Dr vT (2.90)

From the equation above it is obvious that thermophoretic force is acting in opposite direction to the
temperature gradient. The phenomenon is of practical importance by industrial applications with small
particles, such as soot, aerosols and similar.

In the literature, several expressions have been proposed for the thermophoretic force on the particle. In this
formulation thermophoretic coefficient Dy can be used as fitting parameter, either as constant or eventually
as some special defined function. [Talbot et al., 1980],[Ansys Inc, 2013]

2.2.2.6 Drag coefficient

Crucial factor that influence motion of particle, or the cloud of particles of a low concentration, introduced
in an fluid stream, is a drag force determined by relative velocity, i.e by Reynolds number. This assumption
is valid if there is no particle interaction and further more no change in the air flow pattern of continuous
phase. In general, drops can be approximated as spheres if surface tension and viscous forces are of more
importance than inertia forces. In this work small droplets (d < 2mm) are considered as spheres, therefore is
retroactive effect of droplet deformation on flow around the droplet negligibly small. Otherwise, an alternative
multi-phase approach with enhancement to interface reconstruction would be necessary for detailed simulation

of the particle deformation effect.
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For the laminar flow with very small Reynolds numbers, known as Stokes flow, non dimensional drug

coefficient for spherical particle is calculated using the following formula :

Re,
=P 2.91
Cu 54 (2.91)
With relative Reynolds number Re, defined as:
d _
Re — 2dplup —u] (2.92)
I

Beyond the Stokes range, drag coefficient varies with the particle Reynolds number, as shown in Figure 2.16.

Drag coefficient

10% '

[Morsi and Alexander, 1972]

= = = Stokes
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Figure 2.16: Drag Coefficient for spherical particle

Alexander and Morsi suggested empirical formula with coefficient values divided into several sections

dependent on Reynolds number, with calculated value within 1-2% of experimentally measured value:

K K
L 22 4K (2.93)

Ci=——
¢ Re, = Re?

Figure 2.16 illustrates drag coefficients as a function of particle Reynolds number for the calculated constants
given in Table 2.3.[Morsi and Alexander, 1972]
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Particle Reynolds number Re, Ky Ko K3
0 < Rep, <0.1 24 0 0
0.1 <Re, <1 22.73 0.0903 | 3.69
1< Re, <10 29.1667 | 3.8889 | 1.222
10 < Re, < 100 46.5 116.67 | 0.6167
100 < Re, < 1000 98.33 2778 | 0.3644
1000 < Re, < 5000 148.62 47500 | 0.357
5000 < Re, < 10000 -490.546 | 578700 | 0.46
10000 < Re;, < 50000 - 1662.5 | 5.4167 | 0.5191

Table 2.3: Morsi-Alexander Drag Coefficients

2.2.2.7 Particle Collision and Coalescence

Collision and coalescence are important phenomena especially in the regions of high droplet or particle
density, whereas coalescence is per definition not possible in the case of solid particles. The number of possible
collisions for n particles with n-1 possible collision partners, considering that reverse order of collision partner
is same as original one, is %nQ. In some engineering problems, such as spray propagation, particle number
can achieve value of several millions. As the collision model has to calculate all possible particle collisions at
every time step it makes calculation costs enormous.

Therefore, definition of a parcel as group of particles which is actually statistical representation of physical
particle, reduces computational time significantly.

Furthermore, for enough small continuous phase cell, it can be assumed that two particles can collide only if
they are located in the same cell of the continuous phase. After the collision has been determined, collisional

Weber number o
_ pUr26lD

g

W, (2.94)

in combination with the collector and the smaller droplet radius is used to define critical offset and thus the
outcome of the collision. Namely, it is either bouncing or coalescence for the droplets with Weber number
under 100. For the values above that the outcome of droplet collision can be shattering.
O’Rourke [O’Rourke et al., 1989] collision model calculates collision probability of a collector with the smaller
droplet, so that the larger droplet (collector) is set as frame of the reference for the calculation with the zero
velocity.
The collision volume is defined as the area around the collector droplet multiplied by the distance traveled
by smaller droplet in a time step:

Vo = m(r1 +12)*vpa At (2.95)

If the particle is within the cell with volume V' in the continuous phase, the colliding probability is given as
the ratio of two volumes:
1+ 72)2 v At

7(
P =
v

(2.96)
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The mean expected number of collisions in generalized form considering collector and smaller parcel with n;

and ne number of parcels is calculated as:

20,4 A
ﬁ:mﬂﬁ+@w%lt (2.97)

The number of actual collision encounters is not the expected mean number of collisions, but corresponds to

Poisson probability distribution that collector undergoes n number of collisions calculated for every parcel
pair, which is given by:

(2.98)

In the last step a random sample from the Poisson distribution is used to detect eventual collision pairs.
Obviously, for n = 0 there is no collision between parcels with a corresponding probability P(0) = e™". For
randomly chosen number X between 0 and 1 if condition X < P(0) is true there is no collision. For X > P(0)
the next random number Y in the same interval is used to determine if the outcome is coalescence or grazing
collision causing change in particle velocity vector, as in the last case the other properties are not altered.
Mathematical procedure to determine if the outcome of the collision is coalescence or grazing and calculation
of droplet velocity components can be found in the literature.[O’Rourke et al., 1989],[Josef, 2010],[Ansys Inc,
2013].

2.2.2.8 Droplet break up model

Aerodynamic interaction between droplet and surrounding gas leads to deformation due to oscillation
and distortion and in the last consequence to droplet break up which is known as secondary breakup or
atomization.

One of the most used models applicable to broad spectrum of engineering problems is Taylor Analogy Breakup
(TAB) model. TAB model is based on mathematical formulation of mass-spring system for a dumped

harmonic oscillator with external excitation:
mi + di + kx =F, (2.99)

where m, d, k and F are mass, damping constant, spring constant and force, respectively.

In TAB model the external excitation force corresponds to the superposition of impact and aerodynamic force,
damping force is effect of fluid viscosity and restoring force acting in direction of equilibrium is analogous to
surface tension force. Dividing Equation 2.99 by m, in accordance with the Taylor analogy the respective

conceptual physical formulation of coefficients is:

E = CF pgu2
m PITo

z

= - (2.100)
m oy

d _ M

4 _ gt

m org

In the equation above p stands for density, p for viscosity, with index g and | for gas and liquid respectively,

o is surface tension coefficient and rg is radius of undeformed droplet as shown in Figure 2.17.
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a

Figure 2.17: Drop deformation scenario used in the TAB model [O’Rourke and Amsden, 1987]

Values for modeling constants are given in Table 2.4. It is obvious that droplet break up occurs if and only

Cr | C | Cq
13| 8 | 5

Table 2.4: Dimensionless constants of Taylor Analogy Model

if the oscillation amplitude of the droplet pole reaches value of the droplet radius.
The given formulation of the linear differential equation is valid for all Weber numbers, implemented numerical

solution method can be found in the recommended literature.[O’Rourke and Amsden, 1987],[Lee et al., 2012]

2.2.2.9 Discrete Element Method Collision Model

Discrete Element Method (DEM) as a part of DPM is used to simulate mechanical interaction between
particles of granular matter, calculating resulting force on contact points. Resulting force is estimated using
linear spring collision law. Direction of reacting force is determined by unity vector at contact point defined
by particle position:

T2 — I

€lp= ——— 2.101
22— (2.101)

where x; and zo represent coordinates of colliding particles. At the colliding point, particle volumes overlap

during the contact :

6 =[l@2 —ay || =(r1 +72). (2.102)

It is obvious from the equation above that overlap ¢ during collision time has negative value. Reacting force

is calculated using spring constant K:

Fy = K¢\, (2.103)
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which is given by following relation:
71-’u’72"el‘Dp

K =
32,

(2.104)

Maximum overlap is defined by the fraction of diameter ep, u,¢; is relative velocity of colliding particles, D
is diameter and p stands for particle density. [Cundall and Strack, O. D. L., 1979],[Ansys Inc, 2013]

2.2.2.10 Turbulent dispersion

There are two basic models for the prediction of particle dispersion under the influence of turbulence in the
fluid phase, particle cloud model and stochastic tracking model (random walk).

The cloud model predicts the statistical propagation of the particle concentration in a expanding cloud around
a mean trajectory by Gaussian probability density function, making it suitable for spray propagation.

In the stochastic discrete random walk model approach, particle trajectory is evaluated using mean flow
velocity and additionally influence of a fluctuating part caused by turbulent eddies. This model is not
suitable for strongly non-homogeneous diffusion driven flows and for prediction of wall impact rate of micron
size particles caused by turbulence. Further details on mathematical modeling of turbulent dispersion can

be found in the literature references. [Baxter and Smith, 1993].[Guangyuan Sun, 2015],[Ansys Inc, 2013]

2.2.2.11 Heat Transfer

The existing temperature difference between moving particle and fluid is driving force for the convective heat
transfer and radiation on the particle surface.
Furthermore, for the small particles it can be assumed that effect of internal resistance is negligible, which

leads to following expression for the heat transfer between particle and fluid:

dr,

mpcpﬂ

= adp(Tx — Tp) + €, Apo (0 — T,), (2.105)

where m,, stands for mass of the particle, T is local continuous phase temperature, 7}, particle temperature,
¢p particle heat capacity, A, surface area of the particle, o heat transfer coefficient, o Stefan-Boltzman

constant, €, dimensionless particle emissivity and @‘}% stands for radiation temperature.

Incident radiation G (in W/m?) is calculated as integral value of the radiation intensity I over the solid angle
O =4/pi:

G = / 1S (2.106)
Q

Assuming that particle temperature change is linear, i.e. temperature change within a time step is small,

Equation 2.105, which is supposed to be integrated over the time, can be written as:

mpcp% = AP{ - [oz + epng}Tp + {ozTo( + epo@ﬂ } (2.107)

42



CHAPTER 2. GENERAL MODEL

After computation of particle position using Equation 2.85 and Equation 2.87, particle temperature at the

following time step can be calculated using following equation:

T,(t + At) = a + [T,(t) — ale 2 (2.108)
where
Ty 4
_ % (2.109)
a+ epoT3(t)
and
Ao+ e,oT3(1)
b= AGRRLA0), (2.110)
MpCp

The heat transfer on spherical particle can be described by known dimensionless Ranz-Marshall correlation:

d
Nu = % = a+ bRe™Pr" (2.111)
with
pr=1 (2.112)
CcpA

where Nu is Nusselt number that characterize thermal boundary layer,a is the heat transfer coefficient and A
thermal conductivity of the gas; Pr stands for Prandtl number of surrounding gas. Particle Reynolds number
Re is given by Equation 2.92.

The constants a,b,m,n are dependent on the fluid characteristics and flow geometry. There are numerous
numerical correlations for the constants available in the literature, dependent on the problem set up. The

values used in this work are given in the following table:

a b m n
06| 1/2|1/3

Table 2.5: Empirical constants for calculated Nusselt number

For the case that working temperature reaches droplet/particle boiling point, it is necessary to extend problem
definition for the latent heat term. Under atmospheric pressure condition latent heat variation can be assumed
negligibly small. Otherwise for variable pressure, the changing latent heat has to correspond with the boiling
temperature and average pressure in the area of influence on the particle surface. Considering latent heat in

heat balance equation leads to a modified formulation of Equation 2.105:

dT,

dm
g ’

= adp(Tx — Tp) + €pApo (0% — T,)) — —Lhysg (2.113)

My dt

where dm,,/dt represents evaporation rate in kg/s. In general, mass flux of vapor from the droplet to
surrounding gas depends on driving concentration gradient, which is explained in detail in Mass Transfer
section.[Clift et al., 2013],[Ansys Inc, 2013]
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2.2.3 Mass Transfer and Reaction Kinetics
2.2.3.1 Mass Transfer

Following literature has been used as information source for this section : [Boyadjiev, 2014],[Krishna and
Wesselingh, 1997],[Lewis and Whitman, 1924],[Michaelides, 2006],[Francis and Allan, 2007].

The principle underlying the physical process of mass transfer mechanism is non equilibrium condition
between different phases or concentration gradient within a single phase.

Mass transfer phenomenon is analogous to chemical reaction equilibrium, i.e. in the equilibrium state forward
and reverse reaction rate are equal and there is no net measurable change in the concentration with time.
Mass transfer equation for diffusive and advective transport are exactly the same, whereby temperature
variable is replaced by concentration and thermal diffusivity by mass transfer diffusivity. Diffusion mechanism
occurs in solids, stationary media and in the boundary layers between the phases.

Implementation of the component mass with a nonuniform concentration in the Equation 2.2 substituting

elementary volume mass with pc leads to:

% +V(pc-v)=0 (2.114)

where c is concentration of the component per unit mass of the fluid. Hence, the mass transfer over the closed
surface of defined volume region is result of the molecular diffusion due to motion of nonuniform distribution
and motion caused by convective transport over the surface. Concentration distribution nonuniformity causes

diffusive mass flux over the surface that encloses control volume, which is described by Fick’s first law:
ac = —DV(pc) (2.115)

where D molecular diffusion coefficient. Implementing divergence of mass flux into mass balance defined in

Equation 2.114 leads to convection-diffusion equation:

% +V(pc-v)+Vge =0 (2.116)

which in combination with Equation 2.115, assuming D and p constant, can be written in following form:

% +V(c-v) =DV (2.117)

For the stagnant fluid the above equation reduces to Fick’s second law:

% =DV?c (2.118)

Mass transfer in turbulent flow is result of small-scale turbulent motion which is analogue to molecular
diffusion and large-scale turbulent pulsation which leads to turbulent diffusion in the fluid flow. Therefore,
turbulence significantly increases diffusion effect in a streaming medium, which means that the only difference
to laminar flow is the diffusivity.

In the near wall region, due to velocity decrease and consequent decrease in turbulent intensity, turbulent

diffusion depends on the wall distance and mass transfer rate is limited by the diffusion sublayer.
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In gas-liquid binary composition the system tends to achieve an equilibrium state, so if the liquid is not
saturated with the gas under given condition, absorption phenomena occurs. The escape of gas, in the
case that fluid is supersaturated, can be considered as reverse process, i.e. negative absorption. In the
contact region of two phases, on the the gas side develops a layer where the convective mixing rate is
negligible compared to main gas region. Similarly, on the fluid side of the interface there is a layer without
influence of the mixing caused by convection. Which means that existing surface films are totally free
of convective transport and exclusively influenced by diffusion. Convective transport, in this case, causes
uniform concentration of the solute in the solvent.

Diffusion on the gas side of the film is directly proportional to the concentration difference of the gas in the
film and outer region. On the other hand, diffusion rate on the liquid side depends on the concentration
difference between inner region and concentration on the interface. As the film thickness is very small,
concentration of the solute within it is negligibly small compared to transferred rate of the solute, which
means that mass transfer through resistance films on the both sides can be considered equal.

The resistance to diffusion occurs due to molecular collision which is cause of the greater density of liquids
and accordingly greater on the liquid film side. Even though the ratio of the viscosity to density is greater
for the gases, consequently is the film thickness causing additional mass transfer barrier grater on the gas
side, the main diffusion resistance arises due to collision effect.

Figure 2.18 illustrates described two film model:

Mass transfer rate of the solute is proportional to the interface surface area, diffusion coefficient per unit

| P
i PR i
Liquid ' ;
Gas
) L 4] ¥
: st : g :
: = PO :
: 8 i B :
; E . :
: g : :
Ci :
] CL/
| ela

Figure 2.18: Mass Transfer

area and concentration difference between interface and region outside of liquid and gas film as a driving

force:
dm
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Here,k, and kz, are diffusion rate coefficients on the gas and liquid side known as mass transfer coefficients,
C is concentration of the gas compound on the liquid side of the gas-liquid interface, P is concentration on
the gas side, subscripts 1,G and L stand for interface, gas and liquid respectively and A is reference surface.
Depending on the solubility of the solute there is distinction between three different cases : very soluble
gases, slightly and intermediate soluble gases. For the extreme cases the main resistance to absorption is
determined either by the diffusion rate through the gas film for very soluble gas or through the liquid film
for slightly soluble gas, so that the resistance on the other side of interface can be neglected.

For a general case of intermediate solubility we assume that the Henry’s law holds for the given concentration
range. Henry’s law is given as:

C=HP, (2.120)

where H is Henry constant, C and P refer to the concentration of the gas component in the liquid and gaseous
phase, respectively.

From the Equation 2.119, Equation 2.120 and ideal gas equation after some algebraic transformation follows:

dm
— =Kg(Pg—Pp) =K (Cec—Cp) (2.121)
Adt
with
Hkp ke
Kg=——"—" 2.122
¢ Hkp + ke ( )
and
Ky, = B __kike (2.123)

H ~ Hkp + ke
It should be considered that the Henry’s law is in general applicable only over the narrow temperature
range and depends on the pressure and the type of the solvent. The Henry’s constant increases in the lower
temperature range and after reaching maximum, decreases in the higher temperature range. Even small
temperature differences of 10-20K can cause change of constant for factor 2-3, dependent on specific mixture
pair.

Extrapolation of Henry coefficient from a known value at given temperature H;(7Tj) to temperature 77 can

be done using following relation: .
H(Ty) M (T)ps™(Th)
Hi(To) ™ (Ty)psat (Ty)

(2.124)

Temperature dependence of infinite dilution activity coefficient %?nf near the ambient temperature is
negligibly small, so that change of H; is primarily affected by the variation of vapor pressure pi*’. In
that case Equation 2.124 can be simplified to:

H;(Ty) ~ i (Ty)
Hi(To) — pi*(To)

i

(2.125)

The temperature dependency of vapor-pressure pi®(7T) is experimentally determined for many solutes,

whereas data for infinite dilution activity coeflicient are rarely available.
An alternative approach for temperature dependency estimation of Henry’s coefficient that uses solute

enthalpy AHol is known as Vant’s Hoff extrapolation:
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A~ (25 2

This approximation provides good results for temperature differences of perhaps 20K, which is dependent on
solute-solvent pair. Applicable temperature range can be even extended if the heat capacity for solutes are
known, so that temperature dependency of solutes enthalpy AHy,; can be taken into consideration.

Henry’s law is used to describe equilibrium state of a soluble species between two phases:
[NH3|Ggas <— [INHs) aqueous
However, in the aqueous phase partitioning of the ionized molecules occurs:
[N Hs) Aqueous + [H20] +— [NH |+ [OH].

Partitioning of the solute in the aqueous phase in the presence of additional chemical reactions which
include any of dissociated species enlarges absorption and the amount predicted by Henry’s law is smaller.
Analogously, the concentration of the solute in the gaseous phase at equilibrium will be smaller then predicted.
Important factor that influences absorption, as can be seen from the above equations, is mass transfer
coefficient which depends on the character of the absorption process.

If the limiting factor is diffusion trough gas film, any factor such as streaming gas velocity that reduces film
thickness on the gaseous side will enhance absorption process.

On the other hand, if the absorption is controlled by liquid film thickens, which is the case by slightly soluble
gasses, the agitation of the fluid increases absorption rate.

Increased temperature leads to a lower viscosity on the liquid side and in the last consequence decreased
liquid film thickness increasing mass transfer rate coefficient k;. On the other hand, absorption controlled
by gaseous film thickness decreases with higher temperature as the density to viscosity ration for the gases
decreases.

For less soluble gas an apparatus with gas bubbles dispersed in liquid would lead to a higher mass transfer rate
due to continuous exposure to the fresh liquid film, whereas gaseous film has relatively constant characteristics.
Dispersed droplets in gaseous environment is the apparatus concept for very soluble medium, as it provides
possibility to influence gas film thickness.

Mass transfer coefficient is, similarly to heat transfer coefficient, calculated from Sherwood correlation, where

the Sherwood number is given as :

kd e n
Sh = Hp =a+bRe, Sc", (2.127)
where Sc is Schmidt number defined as :
7
== 2.12
Sc D’ ( 8)

D stands for diffusion coefficient in surrounding medium and a,b,m,n are constants. Numerical values for

the model constants suitable for spray calculations are given in Table 2.6:
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b m n
06| 1/2|1/3

Table 2.6: Empirical constants for calculated Sherwood number

As for the Nusselt number, there are numerous empirical Sherwood correlations from diverse authors
describing absorption phenomena based on data from different experimental set ups, which has to be
taken into consideration by the choice of the appropriate formulation. If the particle reaches vaporization
temperature mass transfer to the gaseous phase is driven by vapor concentration gradient between particle
surface and surrounding gas:

N, =k(Pi s — P ), (2.129)

where N; is vapour molar flux, k is mass transfer coefficient calculated from Equation 2.128, P, ; vapor
concentration on droplet/particle surface and P; o, vapor concentration in the bulk gas. Under assumption
that the partial pressure at the interface corresponds to the saturation vapor pressure by the particle

temperature, vapor concentration on the surface is computed by following equation:

psat(Tp)
Py == 2.130
.= (2130)
Vapor concentration in the surrounding gas is obtained from the equation:
Xip
P = 2.131
7,00 RToo ( )

with X; as local mole fraction of the component in bulk gas, p stands for absolute pressure and Ty, is gas

temperature. Change in droplet/particle mass is calculated in every time step:
mp(t + At) = mp(t) + N;ApM; At (2.132)

where A, is particle surface and M; stands for molecular weight of the component i.
The equation above is solved coupled with the equivalent heat transfer equation for the particle with variable
mass.
Formulation of mass transfer model based on Fick’s is valid under following conditions:

e system consists of binary mixture

e one species is diluted in an multicomponent mixture

e there are no other additional force fields of influence such as electrostatic or centrifugal

e there are no cross-effects (reverse or osmotic diffusion)
The Maxwell-Stefan approach enables description of multicomponent systems based on molecular balance
with possibility to model therms for additional forces. Still, it is quite complex model for numerical

implementation which needs extra effort for determination of diffusion coefficients for multicomponent

systems.
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Stefan convection

Experimental studies showed that the change of fluid viscosity influenced by mass transfer from the drops
can be approximated using reference viscosity for the estimation of transport coefficients, which given by
following equation:

1
Pres = bs + 3 (Hoo — f1s) (2.133)

where ps represents fluid viscosity at the sphere surface and oo viscosity of the fluid phase far from sphere.
This correction equation for the viscosity, which is experimentally confirmed by several authors, can be used
for correction of the standard drag curve for ellipsoidal drops if the relative ratio of the axes doesn’t exceed

10%. The effective diameter of the ellipsoid used for the calculation:
deyp = Va2b (2.134)

with a as major and b as minor axis of the ellipsoid.
For vaporization rate By < 3, with
(2.135)

where Ty, stands for fluid temperature at the sphere surface, T, temperature of the surrounding fluid far
from sphere surface and L is characteristic length, standard drag coefficient of a droplet may be used. In this
case, reference temperature 7.y and reference concentration Y,y are estimated using 1/3 rule:

Tog =T+ 5 (T~ T,)
1
3

(2.136)

Ytref:YVs'i_ (YOO_YS)

[YUEN and CHEN, 1976]

For high vaporization rates mass transfer from the particle or droplet surface causes significant change in the
boundary layer.

The effect of the convective flow between particle or droplet surface and bulk gas induces change in transport

properties through:

e change of thermophysical properties, especially viscosity, due to temperature and concentration gradient

change
e reference surface area of droplet changes with variable mass
e convective flow induces weak radial velocity field

e influence on drag coefficient

Mass evaporation and Stefan convection tend to reduce drag force, which makes it necessary to define
correction therm for drag coefficient.
Eisenklam [Eisenklam et al., 1967] proposed following correlation for drag coefficient correction based on
experimental studies:

Chbpo

Cp = T+ B (2.137)
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where Cp o stands for initial drag coefficient obtained without mass transfer. Blowing coefficient B,,,
sometimes referred to as Spalding number, takes into account mass fraction of vapor on the droplet surface
and in surrounding medium:
B, = Yim Yoo (2.138)
1-Y;

Accordingly, droplet mass change rate is evaluated using following relation:

d
% = kAypos(1+ Buy) (2.139)

Analogously, mass flow of the phase change influences heat transfer from the particle. Therefore, modified
Nusselt number is used for computation of heat transfer coefficient:

ad, _ In(1+ By)

N:
Y= B,

(2 + 0.6Re,/* + Pr'/?) (2.140)

Blowing effect is an important issue considering heat transfer from the particle with corresponding mass
transfer at its surface, in the case that time scale of the mass transfer is of equal or lesser magnitude then
the time scale of the energy transfer. Which means, that the correction coefficient for the heat transfer has
to be implemented if it is of equal magnitude or fast in comparison to mass transfer process.

The functional forms of the equations for the correction factors recommended from different authors based

on the experimental study are very similar and yield often results correct to a few percentages.

For the simple cases, in the absence of more accurate information, viscous spheres can be approximated
by adequate formulation for rigid sphere, which yields fairly accurate prediction. If the transient and
aggregation effects are of the same order of magnitude, time-average quantities are sufficient for the
approximation. For higher accuracy, especially for the complex systems, it is unavoidable to define proper

transport coefficients.[Michaelides, 2006],[Aggarwal and Peng, 1995]

2.2.3.2 Diffusion coefficient

Diffusion coefficient is an important parameter used to describe how fast the substances in binary system
diffuse into each other. When diffusion coefficient is known total mass transport can be calculated from the
Equation 2.115.

Most of the diffusion coefficient models are based on Chapman-Enskog hard sphere model:

Dap = Py (I\Ma + 1\MB) (2.141)

3 [SkT 12
32no4

T
In the equation above n stands for the total concentration of both species, T is the temperature in K, k
Boltzmann constant, M4 p is molecular mass and o4p is collision diameter i.e. distance between molecular
centers upon collision where o = %(JA +op).

The limitations of this model are temperature dependence to power of 3\2 which doesn’t correspond to
experimental observations and very few available o values that are additionally only valid for narrow
temperature ranges.

For prediction of binary gas phase diffusion Fuller [Fuller et al., 1966] derived following half-empirical
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temperature and pressure dependent correlation neutralizing physical and mathematical restrictions of the

other models:
1.013 - 10~ "THO75(1\M 4 + 1\Mp)"\?

p[(EAUA)l/S + (ZBUB)1/3:|

Dap = (2.142)
where C and b are arbitrary constants, p is pressure, T temperature, vy p diffusion volume and My p is
molar mass of the individual component. Here, the diffusion volume is a special parameter with assumed
additive characteristics.

Model constants are calculated by authors using non-linear least squares analysis from the experimental
data for bright range of binary systems.

It has to be noted that the model developed by authors is fully reliable only for the systems used for method
development. Otherwise it has to be compared with experimental data or some more reliable theoretically
based method.

Table 2.7: Atomic and Structural Diffusion Volume Increments.

C 16.5 (Cl) 19.5
H 1.98 (S) 17.0
O 5.48 Aromathic or Hetero-

(N) 5.69 cyclic rings -20.2

Table 2.8: Diffusion Volume of Simple molecules.

H, 7.07 CO, 26.9
D, 6.70 N>O 35.9
He 2.88 NH, 14.9
N, 17.9 Hy0 12.7
0, 16.6 (CClyF) 114.8
Air 20.1 (SF) 69.7
Ne 5.59

Ar 16.1 (Cly) 37.7
Kr 22.8 (Br) 67.2
(Xe) 37.9 (SO,) 41.1
Co 18.9
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Diffusion volume increments listed in Table 2.7 are to be used for the systems with organic vapors, whereas
diffusion volume for simple molecules can be taken from Table 2.82.[Fuller et al., 1966]
2.2.3.3 Chemical Reactions

Overall chemical reaction in general is given by chemical equation:

VAA+vpB+ ... ‘:VFF—I—UgG—I—...,Zl/iPi =0 (2.143)
i

where v; is stoichiometric coefficient which is negative for reactants and P; stands for the i, the chemical
component. According to Hess’ law of constant heat summation, enthalpy change of a chemical reaction is
pathway independent and standard enthalpy of reaction Ar H°(T°) is equal to the sum of standard enthalpy

of formation ArH(T°) for each component on reactant’s and product’s side:

ARH®(T?) Z v ApHO(TY). (2.144)

Temperature dependency of enthalpy change for known specific heat capacity function for a given temperature

range, according to Kirchhoffs’ law, is given by:

ArHO(T Zz/lAFHO (T%) + Z”/ (2.145)
T

Analogously to enthalpy, standard reaction entropy ArS°(T?,p%) is equal to the sum of standard enthalpy

of formation ApS°(TY, p?) for each component and can be written as:

ARST Z viApS°(T°, p°) (2.146)

Considering temperature dependency, standard reaction entropy for given pressure p and partial pressure p;

of the component we obtain:

T
0y _ 00 ,0 cep(T) i
ARS(T,p") = ArS°(T",p )—l—;ui/TdT—&—R;mlnpo (2.147)

Equations above are used for the calculation of free standard reaction enthalpy, also know as Gibbs free

energy or Gibbs function, under consideration of temperature and pressure change dependency:

ARG(T,p°) = ARH®(T) + TARS(T, p°)

ArGO(T VARG (T
rGY(TP") Z rGT,P) (2.148)

ARG(T,p) = ARG(T, p°) +RTH1 (po) ,

2() indicates that listed value is based on only a few data points
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A significant fact that follows from the definition of Gibbs free energy is that its change equals to zero for
the system in equilibrium state and decreases, i.e. the change is negative, upon the occurrence of chemical
reactions.

Hence, thermodynamic equilibrium state constant can be defined as:

k
Arc%(T,p%) i\ Vi
K(T)=e¢ "mr =] (3) : (2.149)
where the partial pressure of the component is defined as:
D = V; ¥ D, (2.150)

with distinction between products (indices p) and reactants (indices r) components, equilibrium constant can

be written as:

Shaw [T vi
p) v [l vy (2.151)

K(T) = (£ T
i=1"4,r

Po
For the liquid mixtures and solutions, using molar concentration of the component [C;] instead of partial

pressure, equilibrium constant can be expressed as:
a RG"(T »%) b
K(T)=e" H (2.152)

In the case of ideal gas mixtures conversion between K and K. can be calculated directly using ideal gas

equation:

piV =niRy, T = p; = [Ci] Ry, T

) =11 (ijo) — K.(T) f[ ()" = KC(T)(RmT)Z?:l "

i=1 i=1 Po Po

(2.153)

Under real condition, the interaction between components causes discrepancy compared to an ideal state. A
measure of this effective non-ideal state is called activity a;, which depends on pressure, temperature and
composition of the solution. Relation of the activity to the ideal state is quantified by correctional activation

coeflicient ~;:
Pi

: 2.154
b (2.154)

a; =%[Ci) =i

Hence, the equilibrium constant K, can be formulated under consideration of the thermodynamic activity:
a RGO(T »%) b
K,=e" H (2.155)

[Klell, 2012]
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2.2.3.4 Reaction Rate Constant

The time evolution of chemical reaction systems (chemical kinetics) is quantified by reaction rate which is
negative for reactants and positive for products. For each component ¢ of the chemical reaction it is defined

as temporal change of concentration:
d[C}]
. = 2.156
re =2 (2156)

Using stoichiometric coefficients from Equation 2.143 and considering mass conservation, reaction rate r can

be written as:
Te, 1 d[C’z]
_ e 2 2.157
" V; v; dt ( )

In general, reaction rate is pressure, temperature and concentration dependent physical quantity that is

usually experimentally determined. Relating to Equation 2.143, it is often found to be of following form:
r=k(T)-[A]*-[B]”-...- [F) - [G)?..., (2.158)

with a, b, f, g as reaction order exponents determined by reaction mechanism, that are not necessarily equal
to stoichiometric coefficients and k(T") defined as reaction rate constant with temperature dependence that
can be estimated by Arrhenius-equation:

Eq

k=A-e FmT, (2.159)

In some cases, temperature dependence of pre-exponential factor A needs to be taken into account using

following relation:

Eq

k=A-T®. ¢ RmT (2.160)

Equilibrium constant can be expressed as ratio of reaction rate constants of the forward (k) and reverse (k)

chemical reaction process:
kg

K. =
kn

(2.161)

[Klell, 2012]

2.2.3.5 Mass Transfer with Chemical Reactions

The transport of the solute due to mass transfer mechanism with simultaneous chemical reaction in the liquid
phase increases the absorption capacity. Therefore, absorption model has to be expand for an additional term
that approximates influence of the chemical reaction in the mass transport mechanism that consists of the
following steps:

e transport of the solute to the phase interface

e diffusion through surface film into liquid phase

e transport of the reactant to reaction zone

e chemical reaction and further transport of the products
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CHAPTER 2. GENERAL MODEL

Resulting increase in the mass transfer coefficient due to presence of chemical reaction is quantified using
Enhancement factor E as a ratio between additional chemical and pure physical absorption:

p= e (2.162)
kL

There are numerous ways proposed for mathematical description of enhancement factor dependent on the
mass transfer model chosen. For the two film model, if the reaction occurs solely in the liquid phase,
enhancement factor is identical to Hatta number Ha. For two component (¢ and j) in a gaseous and liquid

phase, with reaction order m; and m; and reaction rate constants k; ;, Hatta number is expressed as:

mjfl
o \/Di%ki,jcf,L 'c;.

H
kr

(2.163)

In the case of instantaneous reaction on the interface between phases (3 < Ha) enhanced absorption rate is
given as:

dm
— =kr-Cir-Ha 2.164
Adt — PR (2.164)

[Vaidya and Kenig, 2007)
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Chapter 3

Numerical principles

3.1 Meshing

Meshing is process of discretization of the calculation domain into small, in a case of three-dimensional mesh,
volume elements. Such discrete geometry model with finite-volume calculation approach enables numerical
calculation of partial differential equations in respect of conservation laws as described in General Model.
There are three distinctive mesh types : structured unstructured and hybrid combination of previous two.
Usually, three-dimensional structured mesh is built of hexahedral elements, while unstructured mesh is
tetrahedral or polyhedral. The interior vertices of a structured, mostly hexahedral meshes, are topologically
alike following an uniform pattern with face normals of a volume element intersecting at the center, whereas
vertices of unstructured mesh are arbitrarily varying.

Structured hexahedral mesh of a cylindrical geometry used for simulation of lycopodium dispersion is shown
in Figure 5.8a. Interior cell arrangement of a segment in a cutting plane normal to y axis is illustrated in
Figure 5.8b.

Advantage of a structured domain, especially in a sense of coding and memory usage, is that node locations
are functionally related thus neighbor cells are easily and fast accessible. Unstructured mesh disretizes
complex geometries more precisely enabling definitions of refinement regions. Additionally, polyhedral
unstructured mesh can approximate directional dependencies of fluxes much better, as well as gradient
values. The number of cells in this type of mesh after conversion is significantly smaller compared to

tetrahedral. Still, some numerical methods are better suitable for one type of mesh then another.

The meshing process for polyhedral mesh is divided into two steps : generation of tetrahedral mesh with
refinement for the zones with expected higher field gradients and subsequently conversion into polyhedral
mesh.

Tetrahedral mesh generation in ANSYS-ICEM® is based on Delaunay triangulation techniques that creates

mesh of nonoverlapping, contigous triangles from the set of discrete points with the constraint that there are no
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Lo n

(a) Hexahedral mesh of a cylindrical geometry (b) Projection on cutting plane

Figure 3.1: Structured hexahedral mesh

vertices lying within the area defined by circumcircle of any triangle.Figure 3.2 illustrates described principle.

To avoid possible extremely long edges algorithm maximizes minimum of the interior angle. Conversion of

Figure 3.2: Delaunay Triangulation principle

tetrahedral mesh to polyhedral is done in ANSYS-FLUENT®. Beside other advantages mentioned above in
this chapter, dependent on the initial geometry, conversion to polyhedral mesh reduces number of cells by
factor 3-5.

Maximum or minimum mesh and cell size for implicit method discussed in following section is case dependent
and there is no accurate predictive model. Grid independence check has to be obtained for every working
condition, id est that the final solution doesn’t change with further mesh refinement. [Sack and Urrutia,
2008],[Springborn, 2008]
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3.2. DISCRETIZATION

3.2 Discretization

After the set of governing equations is defined on the discretized computational domain, discretization of the
equations leads to the system of algebraic equations. For that purpose it is necessary to define numerical
schemes for calculation of diverse quantities. Describing in detail all possibilities and characteristics is out
of scope of this work, therefore only the main classification will be considered. For further information is
referred to literature used in this section: [Moukalled et al., 2016],[Ferziger and Peri¢, 2002]. Numerical
schemes usually have to be specified for following categories:

. . . 2
e first or second time derivatives - %, %7)

e gradient scheme - (V)
e divergence schemes - (V-)

e laplacian schemes - (A)

interpolation schemes for interpolation of cell to face quantities

e scheme that approximates gradient of the component normal to a cell face

Numerical simulation of the physical quantities approximates values at the cell and face centroids of the
meshed geometry. The cell centered variable calculation is currently most used arrangement. It should be
noted that discretization error of this arrangement is highly dependent on mesh smoothness and discretization
of the diffusion term on non-orthogonal cells.

Dependent on the art of information transported and quantity to obtain, there are two basic numerical

solution methods:
e explizit
e implizit

Explicit method evaluates quantities directly from the previously known values without further iterative
steps, whereas implicit method is solving coupled set of equations iterative for the variables from the current
and later state of the system.Stability criterion, as an indicator whether the given equation system is solvable,

for explizit schemes is given by Courant-Friedrichs-Lewy condition:
"L g,
CFL=AtY -“-<1 3.1
250 < o

It means that for transient problems it is sufficient to limit the size of the time step to ensure stability. For
the implicit methods, stability control can be achieved using under relaxation factor. For some quantity ¢,

relaxation factor for an iterative step is implemented as follows:
(bnew _ ¢old + Rf(¢Predicted _ ¢old) (32)

If the relaxation factor 0 < Ry < 1, method is called successive under relaxation and controls stability of

the iterative calculation but slows down the convergence of the solution. Ideally, convergence is achieved if
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there is no change between iterative successive solutions. Practically, solution is converged if the relative
change between consecutive iterations is smaller than some vanishing value. For example, recommended
value for mass equation is below 1073 and for energy and species below 1076, Using over relaxation in case
that 0 < Ry < 1 increases convergence rate of solution simultaneously decreasing stability. For the solution
of coupled set of non-linear conservation equations described in chapter General Model iterative implizit

method was used.

Furthermore, for numerical solution of the partial differential equations characteristic for fluid dynamics, it
is necessary to define boundary conditions and thermo-physical constants or functions.

There are numerous types of boundary conditions but the most common are scalar values specified on
boundary and implemented directly known as Dirichlet boundary condition, and a flux value known as a

Neumann boundary.

3.3 Solving algorithm

Flow chart shown in Figure 3.3 represents implementation of the general model described in Continuous
Phase, Discrete Phase andMass Transfer and Reaction Kinetics sections.

After initialization of the meshed geometry with predefined boundary conditions the calculation starts with
a new time step. Continuity, impulse, energy equation and chemistry are solved in the Eulerian frame of
reference for the continuous phase. In the next step, turbulence modeling is solved using k — € relizable model
and accordingly eddy viscosity is updated. After that follows injection of the dispersed phase in Lagrangian
frame calculating all relevant models described in Discrete Phase section coupled with a phase time step of

the continuous phase until convergence criterion is reached.
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Calculation Flow Chart
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Figure 3.3: Solving algorithm
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Chapter 4

Experiments

4.1 Droplet size distribution

Droplet size distribution is the initial condition for the numerical simulation that can be determined either

experimentally or modeled mathematically based on maximum entropy principle.

The principle used for the optical droplet size measurement is based on Frauenhofer diffraction of
monochromatic light on moving particles, where diffraction pattern is related to the droplet size. Intensity
of scattered light is measured using photo diodes and additionally converted into droplet diameters. The
limitation of this technique is multiple scattering problem in the dense regions of the spray as the light beam
can be scattered by multiple drops. Multiple scattering phenomena leads to broader distribution spectrum

and smaller droplet average size.[Lefebvre and McDonell, 2017]

Optimum measuring range of the sensor used for the experimental particle size analysis is between
9um and 3500um. The measurement has been performed for various pressure conditions and resulting mass
flows. [Kittinger and Lubensky, 2014]

Experimental set up is shown in Figure 4.1.
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Water reservoir

Figure 4.1: Experimental set up - Droplet Size Distribution [Kittinger and Lubensky, 2014]
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The overall measurement results are summarized in Table II.

Q3 P V |p Vi |p Vo ip Vioip Vi |p Vi ip Vo |p Vi ip |4
4.0 0.60 | 5.0 0.66 | 6.0 0.71 | 7.1 0.76 | 8.0 0.81 9.3 0.87 | 10.1 0.9 | 10.8 0.93 | 11.9 0.97
parl | 0] | bar] | [0s] | Bar] | 0] | Barl | 0] | fbar] | 0] | Par] | 0] | Barl | 0\ | ar] | [0\s] | bar] | 00
0.05 321.1 264.8 247.5 203.7 188.8 149.8 149.8 138.7 128.6
0.1 422.8 357.7 345.7 283.9 269.0 215.4 214.0 198.9 186.9
0.15 505.8 432.3 428.9 352.1 335.8 275.5 269.7 252.9 237.2
0.16 521.4 445.9 444.1 365.3 348.6 287.4 280.4 263.3 247.0
0.2 583.7 500.1 504.8 417.2 398.8 335.7 323.3 304.8 285.6
0.25 658.6 563.4 576.2 484.5 461.3 396.8 376.8 356.1 334.7
0.3 731.6 626.3 645.0 556.2 524.3 458.3 431.9 407.4 385.4
0.35 798.8 688.8 712.5 631.2 588.1 519.7 489.4 459.1 439.1
0.4 865.2 752.5 7773 709.0 653.8 580.9 549.9 511.7 495.7
0.45 923.9 817.3 841.7 786.2 720.0 642.7 611.8 566.6 557.7
0.5 982.7 883.4 905.0 863.1 789.3 704.9 676.4 624.5 622.4
0.55 1040.4 952.4 967.9 936.1 858.6 770.0 742.5 687.0 691.6
0.6 1096.4 1021.4 1031.1 1009.1 931.3 836.0 811.5 754.9 764.0
0.65 1152.3 1097.2 1096.4 1081.1 1004.1 908.2 882.3 828.8 838.7
0.7 1208.,3 1172.9 1161.6 1152.8 1081.4 983.8 957.6 909.3 916.8
0.75 1272.8 1253.9 1228.2 1225.3 1159.8 1069.0 1035.0 994.6 996.3
0.8 1339.5 1343.3 1306.9 1307.9 1242.2 1163.2 1122.4 1088.6 1083.8
0.84 1393.0 1414.8 1369.8 1374.0 1318.5 1245.5 1192.4 1166.7 1156.5
0.85 1406.3 1432.7 1385.5 1390.5 1337.5 1271.5 1209.8 1186.2 1174.7
0.9 1485.0 1551.0 1467.2 1481.7 1432.8 1401.4 1327.7 1305.6 1286.4
0.95 1612.5 1682.1 1604.2 1618.5 1576.7 1578.7 1449.6 1436.3 1418.9
1 1740.0 2060.0 2060.0 2060.0 1740.0 2060.0 1740.0 1740.0 1740.0
Sauter | 739.69 654.73 615.53 553.54 492.43 420.79 414.76 398.97 358.34

Table 4.1: Measurement results for various nozzle pressure conditions [Kittinger and Lubensky, 2014]
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Chapter 5

Application of the DPM

The model developed in this work has been implemented to describe time-varying dispersion of lycopodium
particles in a pipe and spreading of the chlorin and ammoniak in the environment. Additionally, it has been
extended and adapted for Flash-Reactor pilot plant developed for recovery of zinc and iron from steel mill

dusts.

5.1 Time-varying dispersion of Lycopodium particles in a pipe

The simulation model created in OpenFOAM® describes dispersion of lycopodium particles with uniform
distribution (d, = 30um) of 10° injected representative parcels per second. Simulation results are used to
develop experimental model for dust explosions, especially position for dust injection, mass flow and time
needed to achieve, as far as possible, homogeneous dust concentration of 200g/cm? in the entire volume.
Euler-Lagrange approach was used for the air-filled pipe under ambient conditions with the surface area
defined as wall boundary and four injection areas symmetrically positioned around the center origin of
circular inlet surface.

Turbulent motion of continuous phase caused by spreading of free falling particles, especially in a near wall
region, is modeled using modified low Reynolds k-epsilon model.

The number of collisions between particles is considered negligibly small and therefore only rebound
interaction of the particles on the wall boundary is of relevance.

Stochastic discrete random walk model is implemented to predict particle dispersion under the influence of
turbulent motion in the continuous phase.

Relaxation factors used in OpenFOAM case are given in Table 5.1

Table 5.2 summarizes set up for numerical schemes used in OpenFOAM for the solution of relevant equations.
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H Fields/Equations | Under-Relaxation factor H

fields
P 0.5
rho 0.9
equations
U,k 0.5
epsilon 0.3

Table 5.1: Under-Relaxation factors OpenFOAM

H Schemes ‘ Discretization H
H ddtSchemes ‘ Euler H
H gradSchemes ‘ Gauss linear H
divSchemes
div(phi,U) Gauss linearUpwindV
div(phid,p) Gauss upwind
div(phi,k) Gauss upwind
div(phi,h) Gauss upwind
div(phi,epsilon) Gauss upwind
div(U) Gauss linear
div(muEff*dev2(T(grad(U)) Gauss linear
div(R) Gauss linear
div(rho*R) Gauss linear
div(phi*R) Gauss upwind
laplacianSchemes Gauss linear corrected
interpolationSchemes linear
H snGradSchemes ‘ corrected H

Table 5.2: Numerical schemes OpenFOAM
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5.1. TIME-VARYING DISPERSION OF LYCOPODIUM PARTICLES IN A PIPE

Particle velocity in m/s and mass concentration of lycopodium in kg/m? in the pipe over the time in a plane

perpendicular to the inlet surface that includes axis of rotation is shown in Figure 5.1 to Figure 5.8.
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Figure 5.1: Particle velocity profile and concentration t=0.5s
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5.2 Dispersion of Ammonia and Chlorin

In order to predict chlorin and ammoniak spreading in the environment with constant ambient conditions
(air, 1 bar, 25°C), discretized geometry includes 1m? area source of spreading toxic gas, two parallel rows of
nozzles inclined at an angle of +20° to the yz plane and constant wind velocity in x direction.

The trajectory of the dispersed drops are calculated as the Lagrangian phase, concentrations of the
components in the surrounding air as Eulerian phase and additionally an user defined function in a
C programming language for the absorption of the gases in the water drops has been implemented in
ANSYS-FLUENT®. Additionally, a chemical kinetics to dechlorinate water drops with sodium thiosulfate
has been implemented, but due to almost instantaneous reaction with chlorin very small particle time step
size is needed to simulate interaction between phases, which leads to unaffordable high computational costs.
For the description of turbulence phenomena, k-epsilon relizable model was used as the most suitable for
turbulent axisymmetric free jet flow.

Statistical propagation of spray concentration under the influence of the turbulent eddies around the mean
trajectory in the continuous phase is approximated using cloud model. Secondary brake up of droplets caused
by deformation due to oscillation and distortion in the interaction with continuous phase is modelled using
Taylor Analogy Breakup model. For the higher wind velocities in x direction, particle collision effect becomes
significant, as can be seen in Figure 5.9, and has to be considered as well.

Table 5.3 summarizes discretization schemes used for the numerical solution of relevant equations.
Calculations are started with using first order and after stabilization of the residuals switched to second

order scheme.

H Equation Discretization H
Pressure Standard
Momentum Second Order Upwind

Turbulent Kinetic Energy | Second Order Upwind

Turbulent Dissipation Rate | Second Order Upwind

Energy Second Order Upwind

Species Second Order Upwind

Table 5.3: Discretisation schemes
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Under-relaxation factors given in Table 5.4 are used to achieve stability of the implemented numerical model.

It should be noted that discrete phase relaxation factor is sequentially increased to the given value.

H Equation Under-Relaxation factor H
Pressure 0.4
Density 0.8
Body Force 0.8
Momentum 0.6
Turbulent Kinetic Energy 0.5
Turbulent Dissipation Rate 0.5
Turbulent viscosity 0.7
Species 0.95
Energy 0.95
Discrete Phase Sources 0.5

Table 5.4: Underrelaxation factors
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