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THERMODYNAMICALLY CONSISTENT HYDRODYNAMIC MODELS
OF MULTI-COMPONENT COMPRESSIBLE FLUID FLOWS*

XUEPING ZHAO', TIEZHENG QIAN#, AND QI WANG?

Abstract. We present a systematic derivation of thermodynamically consistent hydrodynamic
models for multi-component, compressible viscous fluid mixtures under isothermal conditions using the
generalized Onsager principle and the one-fluid multi-component formulation. By maintaining mo-
mentum conservation while enforcing mass conservation at different levels, we obtain two compressible
models. When the fluid components in the mixture are incompressible, we show that one compressible
model reduces to the quasi-incompressible model via a Lagrange multiplier approach. Several different
approaches to arriving at the quasi-incompressible model are discussed. Finally, we conduct a linear
stability analysis on all the binary fluid models derived in the paper to show the differences of the
models in near equilibrium dynamics.
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1. Introduction

Fluid mixtures are ubiquitous in nature as well as in industrial applications. In a
fluid mixture, when fluid components are compressible, the fluid mixture remains com-
pressible. While in some fluid mixtures, when each fluid component is incompressible,
the fluid mixture may not be incompressible especially when the densities are not equal.
This fluid mixture was named a quasi-incompressible fluid and its hydrodynamic model
has been derived under the assumption of the simple mixture and applied to various
multi-phase fluid flows [18,19,27,32]. The fluid mixture may be truly incompressible
only when all the fluid components are incompressible and of the same specific densities.
For immiscible fluid mixtures, sharp interface models and phase field models can both
be used to describe fluid motions. While for miscible fluid mixtures, sharp interface
models are no longer applicable. So, the phase field model becomes a primary platform
to describe the fluid motion in the mixture. We use the name of phase field model in
this paper to refer to the model in which order parameters in the form of concentrations
(molar or mass density) or component fractions (volume or mass fraction) are used to
describe the internal component or structure of the material system. It encompasses
both immiscible and miscible fluid mixture models.

Phase field methods have been used successfully to formulate models for fluid
mixtures in many applications like in life sciences [38, 39, 42, 46, 49] (cell biology
[26, 33, 38,48, 50, 51], biofilms [45-47], cell adhesion and motility [8, 30, 33,34, 38], cell
membrane [2, 15,41, 43], tumor growth [42]), materials science [3,7,9], fluid dynam-
ics [14, 31, 32,40], image processing [6, 28], etc. The most widely studied phase field
model for binary fluid mixtures is the one for immiscible fluid mixtures of two in-
compressible fluids of identical densities [1,29]. While modeling binary fluids of two
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immiscible fluids using phase field models, one commonly uses an order parameter,
known as the labeling or a phase variable (a volume fraction or a mass fraction), ¢
to distinguish between distinct material phases. For instance ¢ =1 indicates one fluid
phase while ¢ =0 denotes the other fluid phase in the binary fluid mixture. For the
immiscible binary fluid, the interfacial region is tracked by 0 < ¢ < 1. For miscible fluid
mixtures or blends, order parameter in the phase field model is normally given in the
form of component fractions or concentrations, in which phases of the fluid mixture are
distinguished by the physically significant stable mixtures of the material system. For
instance, in blends of polymer A and B, two stable phases can co-exist in which neither
are pure polymer A or polymer B. A transport equation for the phase variable(s) along
with the conservation equations of momentum, the continuity equation together with
necessary constitutive equations constitute the governing system of equations for the
fluid mixture.

In a compressible fluid, the total density p is a variable and the mass conservation
is given by

%—i-v-(pv)zo, (1.1)

where v is the mass average velocity field. In a single component incompressible fluid,
the density p is a constant so that the mass conservation Equation (1.1) reduces to

V-v=0. (1.2)

In multi-component fluid models in forms of phase field models, continuity condition
(1.2) may not be valid in light of the consistency condition with the second law of
thermodynamics. In these models, the divergence-free condition has to be modified to
accommodate the potential fluid compressibility or quasi-incompressibility. A system-
atic derivation of the phase field model for such fluid mixtures of viscous fluids was
given by Lowengrub and Truskinovsky using the mass fraction as the phase variable for
binary fluid mixtures [32] and by Li and Wang using the volume fractions as the phase
variables for multi-component fluid mixtures [27]. The derivations were based on the
thermodynamic laws, especially, the second law of thermodynamics and the simple mix-
ture assumption [25] coupled with the additional constraints imposed by the transport
equation of the components consistent with the Onsager linear response theory.

It’s known that a hydrodynamic model of a single phase incompressible fluid can be
derived from the corresponding compressible model by imposing the incompressibility
constraint. The resulting model is called a constrained theory in continuum mechanics.
In nature and industrial applications, there are many material systems comprising of
multi-component compressible or incompressible components. For instance, in modeling
tissues, there is the issue of cell proliferation which makes the volume of the material
system and mass grow; in tertiary oil recovery, the mixture of CO5 and n-decane are two
important compressible fluid components in the gas-oil mixture. In fact, there are many
more material systems in real world applications in this category, where the material
components are compressible.

In this paper, we present a systematic derivation of thermodynamically consistent
compressible phase field models for multi-component fluid mixtures through a vari-
ational approach in light of the generalized Onsager principle [44]. The generalized
Onsager principle consists of the Onsager linear response theory and positive entropy
production rule [35,36]. Thermodynamical consistency indicates the models satisfy the
thermodynamical laws (including the first and second laws of thermodynamics). Histor-
ically, there have been several theoretical frameworks for one to derive thermodynamical
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and hydrodynamical models for time-dependent dynamics. The Onsager principle is the
one we adopt in this paper. The Onsager maximum entropy production principle based
on the Onsager-Matchlup action potential is another approach to deriving models for
purely dissipative systems [13,35]. Equivalently, the second law of thermodynamics
formulated in the form of Clausius-Duhem relation is yet another classical approach
to deriving transient dynamical models [22]. The Hamilton least action principle is
a classical one for formulating models for Hamiltonian or conservative systems. The
Hamilton-Rayleigh principle is an incarnation of the Onsager maximum entropy princi-
ple [4,12,16,17,20,21]. There are also more elaborate GENERIC and Poisson bracket
formalism for non-equilibrium theories [5,10,11,23]. These formulations share the com-
monality in that the non-equilibrium models have a unified mathematical structure
consisting of a reversible (hyperbolic) and irreversible (parabolic, dissipative) compo-
nent in the model governing the evolutionary process. Some of these equations represent
conservation laws for the material system such as mass, momentum and energy conser-
vation while others serve as constitutive equations pertinent to the material properties
of the material system. The different methods may differ however in how they handle
the boundary conditions as well as if one uses the dissipation functional or the mobility
(or the friction coefficient) to derive the constitutive equations.

There are two general approaches to describing multiphasic materials in general.
One uses multi-fluid formulation to describe the density and velocity for each phase
explicitly [4,12,16,17,20,21]. Another one uses an average velocity, normally the mass
average velocity, together with chemical potentials to describe kinematics for each phase
[5,10]. In the latter approach, the average velocity is a measurable hydrodynamic
quantity in fluids. For this reason, we choose this approach to formulate our phase field
model for multiphasic fluid flows. Since we consider isothermal fluid systems in this
paper, we will use the word “multi-phase” and “multi-component” fluid interchangeably.

We formulate the hydrodynamic phase field model for compressible fluid of N-fluid
components (N > 1) using the one fluid multi-component formulation in this paper [5].
As it is alluded to earlier, hydrodynamic models that obey necessary conservation laws
do not necessarily satisfy the second law of thermodynamics, if the constitutive equations
are not derived in a thermodynamically consistent way. The second law or equivalently
the Onsager positive entropy production principle is thus an additional condition that
any well-posed model should satisfy. It does not yield an additional governing equation
for the model. Instead, it does impose an additional constraint on the model and
dictates how entropy is produced during the transient dynamical process as the system
approaches the steady state.

In this paper, we first derive two classes of hydrodynamic phase field models for
compressible fluid mixtures using the Onsager principle. After we obtain the “general”
compressible models for multi-component fluid mixtures, we hierarchically impose ad-
ditional “conservation” and/or “incompressibility” conditions to the material system to
arrive at constrained, quasi-incompressible theories to show the hierarchical relationship
between the compressible model and the constrained models for multi-component fluid
mixtures. Through this systematic approach, we demonstrate how one can derive the
constrained models via the generalized Onsager principle in a variational formulation
involving Lagrange multipliers, extending the method applied to single phase materi-
als to multi-component material mixtures in the context of one fluid multi-component
framework. In the more general compressible model, we enforce the global mass con-
servation so that the model can be used to describe material systems undergoing mass
conversion among different components. We then study near equilibrium dynamics of
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the general models and their various limits through a linear stability analysis. Note
that we derive the models for viscous fluid components in this paper. However, this
approach can be readily extended to complex fluids to account for viscoelastic effects
due to mesoscopic structures in the fluid systems [44].

The paper is organized as follows. In §2, we formulate two classes of hydrodynamic
phase field models for fluid mixtures of compressible fluid components and a quasi-
incompressible model for the fluid mixture of two incompressible fluids with different
mass conservation constraints. In §3, we generalize the derivation to compressible fluid
mixtures of N fluid components. The non-dimensionalization of the models is carried
out in §4. In §5, we discuss near-equilibrium dynamics of the models using a linear
stability analysis. We give concluding remarks in §6.

2. Hydrodynamic phase field models for binary fluid flows

We present a systematic derivation of thermodynamically consistent hydrodynamic
phase field models for binary compressible fluid flows with respect to various conditions
on mass conservation and incompressibility following the generalized Onsager principle
[44].

2.1. Compressible model with the global mass conservation law. We
first consider a mixture of two compressible viscous fluids with density and velocity
pairs (p1,v1) and (pa,va), respectively. We define the total mass of the fluid mixture
as p=p1+p2 and the mass average velocity as v= %(plvl +pava). We allow the mass
of fluid components to change via conversion, generation, or annihilation at specified
rates. In this general framework, the mass balance equation for each fluid component

is given respectively by

Ipi
ot

-‘rV'(ini):?“i, 1=1,2, (2.1)

where 7; is the mass conversion/generation/annihilation rate for the ith component.
The corresponding momentum conservation equations are given by

%+V'(iniVi)ZV'Oi+Fi7e+TiVi, 221,2, (2.2)

where (p;ViVi)ag = piVi.aVig, 0, 8=1,2,3, 0; is the viscous stress of the ith fluid compo-
nent, (V-0;)o = ag’ﬁ”’* ,a=1,23 F; . the extra force density of the ith fluid component
including the friction force between different fluid components and some elastic forces,
and r;v; the rate of momentum change due to mass conversion/generation/annihilation
in the ith fluid component.

We rewrite the mass conservation equations using the average velocity as follows

Opi

BN +V-(piv)=3;, i=1,2, (2.3)

where j; =V - (p;(v —v;)) +7; is the excessive production rate of the ith fluid component.

If we add mass balance Equations (2.3) and linear momentum Equations (2.2) of
all the components, respectively, we obtain the total mass balance equation and total
linear momentum balance equation as follows

9 2 2
SV (V)=>"5i=> "
=1

=1
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a(pv)
ot

+V-(pvv)=V-0°+F,, (2.4)
where F, = Ezj (Fie+r;v;) and o° = sz (oi—pi(vi—v)(v;—V)) is the stress tensor.
The angular momentum balance implies the symmetry of o*. All j;, i=1, 2, 0® and F,

will be determined later through constitutive relations.
We assume the free energy of the system is given by

FZ/ f(p1,p2,Vp1,Vp2)dx, (2.5)
\4

where f is the free energy density function and V' is the domain which the fluid mixture
occupies. The total energy of the system is given by

Brooa = [ [gollvIF + flax. (2.6)

We next calculate the total energy dissipation rate as follows.

dE, 1, . . .
%ﬁal:/ [~0*: D+ (Fe+p1 Vi +p2Vipz = 5 (1 +52)v) v+ (1) + p2(2) ] dx
1%
ol of  Om of  Op2
+ o’ ——|lv||*— — v+ —+ —]-ndS. (2.7
|l =3I o= pap) v+ s S 2SO nas. )
where p1 = 8371‘1 -V 83];17 Lo = 6‘?—;2 -V 8@];2 are the chemical potentials with respect

to p1 and pa, respectively, D=1 (Vv+VvT) is the rate of strain tensor. It contains the
energy rate of change in time in the bulk, which is known as the energy dissipation rate
and the rate of change due to boundary fluxes. We focus on the bulk energy dissipation
rate firstly.

We define the elastic force as

1, . .
FeZ—Plvm—PzVﬂ2+§(Jl +J2)v. (2.8)

This indicates that the elastic force density F. does not contribute to the energy dissi-
pation. Using the Onsager principle, we propose

o®=2nD +vtr(D)I, (2.9)

(‘;;):—M(Z;) (2.10)

where 7,v are mass-average shear and volumetric viscosities, respectively, and M is an
operator. The bulk energy dissipation rate reduces to

dEtotal _

sl —— [ gD D oD i) M- el (21)

It is non-positive definite provided M is non-negative definite and 7,v are non-negative.
The constitutive relation gives a general compressible model for binary fluid flows.

The energy dissipation rate related to the boundary conditions is equally important.
It defines how the material system interacts with the surrounding environment. For
example, the following boundary conditions make the term vanish:

n- of =n- of _
OVp1  OVpy

v=0, 0 or pr=pi(x),p2=p2(x). (2.12)
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Another set of boundary conditions makes it dissipative:

_o, Oy n 0 O O
v=0, T Ain N ot A2 Vs (2.13)

where A; 2 >0. We can consider more general boundary conditions using the Onsager
principle at the boundary, which we will not pursue in this study.
In practice the interesting scenarios are the following two:

1 [y>ie 17"1 0; s0, [, > i 1ji:0.
(2) r;=0,1=1,2; so, Zizljizo.

The first condition yields the compressible model of global mass conservation law while
the second one gives the compressible model of local mass conservation law. For the
first case, a special choice of the mobility operator is the following

jl ZV'MHV/Jq +V'M12V}L2,

Jo=V M1V +V- MoV, (2.14)

where Mj;;,¢,5=1,2 are mobility coefficients. If we set the boundary conditions as in
(2.12), the surface terms vanish in the energy dissipation functional so that the energy
dissipation rate reduces to

dE ota
c;tt l:*/ 27D : D +vtr(D)? +(Vr, Vig) - M- (Vg Vo) dx, (2.15)
|4

where M= (M;;). It is non-positive definite provided 7, >0 and M is non-negative
definite.

We summarize the governing system of equations in the hydrodynamic model for
binary compressible fluids with a global mass conservation law as follows:

apl'i‘v (p1v)=51=V-Mi1 -V +V-Mis- Vs,

[2mm}8”2+v-(p2v):j2=v Moy -V +V-Mas- Vs,

[2mm r”ww (pvv) = 3 (1 +42)v =2V (D) + V(¥ -v) = p1 Vjis — p2Via.
(2.16)

We denote the shear viscosities of the fluid component 1 and 2 as 77,72, and the volu-
metric viscosities of the two components as v1,vs, respectively. There are several options
of defining average viscosity coefficients in the binary model.

(1) Viscosity coefficients are interpolated using mass fractions and given by

n= &77—1— 772, V= &u —1——1/2 (2.17)
p pp

(2) Viscosity coefficients are interpolated through volume fractions ¢ and (1— ¢) in
quasi-incompressible models (presented later) and given by

n=¢m+(1—9¢)ne, v=¢pvi+(1—¢)ra, (2.18)

where ¢ is the volume fraction of fluid 1.
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(3) By the Krieger-Dougherty law, the shear viscosity 1 exhibits a strong non-linear
dependence on the local solute concentration and is given by

n(@)=no(l—x)~", (2.19)

in which z is the solute concentration (p; or ps in this model), ng is the viscosity

of the pure solvent. For example in mixtures of COs and n-decane, the solvent

is n-decane and solute is COs. The volumetric viscosity is obtained analogously.

As a customary approximation, we assume the free energy density function f is
composed of the conformational entropy, and the bulk energy h as follows

1
f(p1,p2,Vp1,Vp2)=h(p1,p2,T)+ 5(%[»1 (Vp1)? 42613 (V 01,V 02) 4 K py py (V2)?).
(2.20)

where T is the absolute temperature, h(p1,p2,T) is the homogeneous bulk free energy
density function, K, ,,,Kp,p, and k,,,, are parameters parameterizing the conforma-
tional entropy, which are all functions of T. For example, for the partially miscible
binary fluid mixture of n-decane and CO,, where n-decane is denoted as fluid 1 and
COs as fluid 2, the Peng-Robinson bulk free energy density is defined by the following

TmpP1+ P2 TmpP1+ P2 mo

_ Tmpitp2 a ln[m2+(rmp1+p2)b(1+\/§)]
ma  2v2b  ma+ (rppr +p2)b(1—V/2)

PP ppp TmPL_, TmPL P2 g, P2 g (g9
ma TmP1+p2  TmPr+p2  Tmpr1+p2  Tmp1+p2

where R is the ideal gas constant, ¢(T') = —RT(1—1log(A\?)) is a temperature-dependent
function, A is the thermal wavelength of a massive particle, m; is the molar mass of
component i for i=1,2, respectively, r,, =mso/m; is the ratio of the molar mass of
carbon dioxide mgy to the molar mass of n-decane my, b(p1,p2) is a volume parameter
and a(p1,p2,T) is an interaction parameter. This free energy was proposed to extend
that of the Van der Waals’ to describe the deviation away from the ideal gas model.
Another example of the bulk free energy density for polymeric liquids is given by
the Flory-Huggins-type mixing energy density
kT .p1, p1 p2, p2 pP1P2
[Nllnp+N2lnp+x ) 1, (2.22)
where m is the mass of an average molecule in the mixture and V; 5 are two polymer-
ization indices.
Notice that j;,i=1,2 in (2.16) are obtained from the constitutive equation and if

h(p15p27T) =

2?21 ji #0, this model does not necessarily conserve mass locally. However, fV (p1+
p2)dx is a constant. So, the mass of the system is conserved globally. This model
describes a binary viscous compressible fluid system in which mass is conserved globally
but not locally. In this model, the exact physical meaning of the velocity is lost due to the
lack of local mass conservation. It is no longer a mass average velocity! Therefore, what
does the momentum equation stand for becomes less clear physically. The applicability
of this model needs to be scrutinized further. A more general model can be built from
(2.9) by specifying a more general mobility operator M. However, we will not pursue
it in this study.

Next, we impose the local mass conservation constraint to arrive at the model that
conserves mass locally.
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2.2. Compressible model with local mass conservation law. If j; +j2 =0,
the total mass of the system is conserved locally, i.e.,

% +V-(pv)=0, (2.23)
which imposes a constraint on the mass fluxes:
2 2
>N VM-V =0. (2.24)
i=1j=1

We obtain the governing system of equations for the compressible fluid mixture as
follows

%—FV'(pv)zo7
%+V'(PiV)ZV'Mi1'VMH-V'MQ'V/JQ, 1=1,2, (2.25)

ALV - (pvv) =2V - (D) + V(¥ -v) =37, pi V.

We note that among the first three equations in the system, only two are independent.
So, we could have used p, p; as the fundamental variables in the derivation of the
thermodynamic model in lieu of p; and ps since p=p; +p2. With these variables, we
reformulate the free energy density function

F(p1,02,Vp1,Vp2) = f(p1,p—p1,V 1,V (p—p1)) = f(p1.p, V1,V )

1, - .
=h(p1,p,T)+ 5 (oo (Vp1)?+ 2Fpp, (Vp, V1) + HPP(VP)2)7 (2.26)

where  Rp,p, =Kpipy +Kpaps = 26p1pasKpps =FEpips —Fpaps, and Kpp=FKp,p,, Where
Kpip1sKpips>Kpap, are the coefficients of the gradient terms in free energy (2.20). The
corresponding chemical potentials are given by

__Of _8f  5f 9ps _6f 6f Op2

o opy opaopr T THE TS TS 0 T (2.27)
From these, we have,
p1 =+ i, 2 = fi. (2.28)
System (2.25) reduces to
G +V-(pv)=0,
91 1V (p1v) =V [Mi1 - Vi + (Mg + Mi2) - Vi, (2.29)
2 1V (pvv) =2V - (nD) + V(¥ -v) = p1 Viis — pV .
If we assign
Mg =Ms =—M1, May=Mi, (2.30)
system (2.25) reduces further to a special model
@ +V-(pv)=0,
90 1V - (pyv)=V My - Vi, (2.31)

‘““”V’ +V-(pvv) =2V (D) + V(vV -v) = p1 Vjir — pV .
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This is a special model for compressible binary fluid mixtures among infinitely many
choices in the mobility matrix. Apparently, model (2.29) is more general.

The boundary conditions at a solid boundary are given by (2.12) except that the
last one is replaced by n- af =0 equivalently when p is used as a fundamental variable.
The energy dissipation rate of the special model reduces to

dEota N N
#”:—/ [2nD : D + vtr(D)? 4 jig M1 i1 dx <0, (2.32)
\4

provided n,v >0 and M7; >0. This is a compressible binary fluid model that respects
mass and momentum conservation. For the more general model (2.29), the energy
dissipation property is warranted so long as the mobility matrix M is non-negative
definite. So, this class of models is thermodynamically consistent.

We next show how this (special) model reduces to another class of compressible mod-
els when the two fluid components are incompressible, known as the quasi-incompressible
model [27,32]. For the more general compressible model with a local mass conservation
law, an analogous result can be obtained.

2.3. Quasi-incompressible model. When the fluid mixture consists of two
incompressible viscous fluid components, where the specific densities p; and go are
constants, we denote the volume fraction of fluid component 1 as ¢ and the other by
1—¢. Then, the densities of the two fluids in the mixture are given as follows

pr=9¢p1, p2=(1—0)p2. (2.33)

The total density of the fluid mixture is given by

p=0p1+(1—9)po. (2.34)

If we use p; as a fundamental physical variable, p is represented by p; as follows,

p=pr1+ (1= )y =pot (1-22)py. (2.35)
1 1

This means that the two variables p and p; are related linearly in this fluid mixture
system. This mixture is known as the simple mixture [25]. We view this as a special case
of the fully compressible model subject to a constraint given by (2.35). To accommodate
the constraint, we augment the free energy density by 7(p2+ (1 — %)pl —p), where 7 is

a Lagrange multiplier. We denote the modified free energy density function as f ,

f=f(p1,vp1,p,vp>+7r[ﬁ2+(1—%)pl—py (2.36)

The corresponding chemical potentials and their relations to the chemical potentials
in the compressible model are given as follows

N pa, . 6f __of
= 1_7 = —— = — =
w 1 H1 +7T( Al )7 1% P M=, M1 6/71 |P7
_of 5f 5p1  6f, dp
i %h}l? ‘f’(sqs |p15¢ prfin+(p1— pa)fi. (2.37)
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From the mass conservation of the mixture system (2.31)-1, we have

(1~ 2) (2 +9-(6V)] 452 v =0 (2.38)

The transport equation of p; is rewritten in terms of the volume fraction as follows

96 1 A
G TV OV) = (VM V) ). (2.39)

The linear momentum conservation equation is rewritten into

o +v-Vv

(8t )=V-2nD)+V(vV-v)=VII— ¢V 4, (2.40)

where 7, v are volume-averaged viscosity coefficients and the hydrostatic pressure is
defined by

=iy (ji— ). (2.41)
With this definition, the transport Equation (2.39) for ¢ is written into

¢ 1 pP1
¢ TV (V)= E(V'Mn'v)(/%*n(l*g)) (2.42)

Combining mass conservation law (2.38) and transport Equation (2.42) for ¢, we obtain

pry 1 P
Vv (1*E)E(V'MHV)(%JFHU*K;)) (2.43)

We summarize the governing equations of the quasi-incompressible model as follows

V«v:(l 825 (V- M1 - V) (g +11(1 - £1)),
V- (¢v) =55 (V- M1 V) (g +11(1 - 1)), (2.44)
p[%w.vw:v-(an)+V(uv.v)— IT— ¢V g

The free energy density reduces to

Fl01:0.91,99) = (0) + S IV, (2.45

where  h(@) =h(p16, (1 — p2)d+ P2, T), Rop = Fopypy A1 + 2R p o1 (P1 — f2) + Fipp (1 —
p2)%. This is the equation system for quasi-incompressible binary fluids obtained in [27].
The upshot of the derivation shows that we can obtain the constrained theory from the
unconstrained theory by augmenting the free energy with the algebraic constraint via a
Lagrange multiplier. When the boundary conditions annihilate the energy dissipation
through the boundary, the energy dissipation rate of the binary quasi-incompressible
fluid flow (2.44) is given by

dE, ota y {0
c;tt ! :—/ [2nD:D+VtT(D)2+V,u1'M11 -Viin]dx <0, (2.46)
Vv
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provided n,v >0, My; >0, where fi; = i(,qu +II(1— & £1)). When, in addition p; = po = p,
the system reduces to an incompressible model

V.-v=0,
V- (6v) = (V- M1 - Vg, (2.47)
plFF+v-VV] =V (21D)+ V(1Y -v) = VII- 6V 1.

This is the incompressible model derived by Halperin et al. [24].
These derivations can be readily extended to account for multi-component fluid
systems.

3. Hydrodynamic phase field models for N-component multiphase com-
pressible fluid flows

When fluid mixtures are composed of N fluid components, we use p;,i=1,2,--- N
to denote the mass density of the ith component and assume the free energy of the fluid
mixture is given by

F:/ f(p1,Vp1,-,pn,Vpn)dx, (3.1)
0

where f is the free energy density. The derivation of the hydrodynamic phase field
models follows the procedures alluded to in the previous section. We present the results
next.

3.1. Compressible model with the global mass conservation law. We
choose p1,---,pn as the primitive variables. Following the procedure outlined in the
previous section, we obtain the governing system of equations for the N-component
multi-phase viscous fluid mixture as follows

% 4V (piv)=ji=3 4y V- Mij- Vi, i=12, N,

(3.2)
\ N

TV (pvv) - 1(21 1JiV=2V - (D) + V(Y -v) = 3L, 0V,

where M;;,1,j =1, ..., N, are the mobility coefficients, and n= Zl s L= va 1 1/,';
are mass-average Viscosmes, respectively. The bulk energy dissipation rate is given by

E
M - _/ [2nD:D +utr(D)2
dt v

+(VM17VM27 7V/J'N) ‘M- (VMl,V,LLQ, 7VNN)]dX§07 (33)

provided n,v >0, M= (M;;) gzl is a symmetric non-negative definite mobility coeflicient
matrix. The boundary conditions are chosen to annihilate the surface energy dissipation
rate.

3.2. Compressible model with the local mass conservation law. If
Eij\;lji =0, the total mass of the system is conserved locally, i.e.,

dp

5 TV (v)=0. (3.4)
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We obtain the governing system of equations as follows
N N
%—FV-([)V):O, or 1> =1 VM-V =0,
3P7+v ( )ZZ;V:1VMZJV/J’J7 i=1,2,--- N, (35)
U 4V - (pvv) =2V - (D) + V(¥ -v) = 1L, pi Vs,

where 7, are mass-averaged shear and volumetric viscosities, v is the mass average

velocity and M= (Ml-j)ﬁlj:l is the symmetric mobility coefficient matrix. In this case,

the bulk energy dissipation rate is given by

dEyotq
Ll:f/ (27D : D +vtr(D)?
dt v

+(Vp1, Vg, ,Vun) - M- (Vu, Vs, -, V)] dx <0, (3.6)

provided n,v >0 and M is as mmetrlc non-negative definite mobility coefficient matrix
subject to the constraint »." 12 V- M;;-Vp;=0.

Analogously, we choose p1,---, p N—1,p as the primitive variables, where p= vazl Di-
Then, we represent py =p— Zz 1 p, The free energy density is written as

N-1

f(/’lavfoh7PN7VPN):f(p17vP177;0_ prv(p_ sz))

:Jg(plvala"‘ypN—hvp), (37)

The corresponding chemical potentials are given by

_6f of Of dpn ‘
Hi = 6Pz 5pz m 6pz =Hi; —HUN, 2:17"'7N713
G008 dow
dp  Opn Op
i = i+ [, iy = fi- (3-8)

The transport equations of the densities are given by

ap; =

N
o V- M;;-Viij+ ZV-MM);}, i=1,2,---,N—1. (3.9)

+V(

1
j=1

The mass conservation equation implies

N N-1 N
SN VM-V + (> VM- V)ia=0. (3.10)
i=1 j=1 ,j=1

The mobility coefficients must satisfy the above constraint. If we assign

—1N-1

Min=— ZM” Mpyi, Myn=-— ZM’LN ZzMzg, (3.11)

i=1 j=1
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the constraint is satisfied and system (3.2) reduces to a special model
PV (pv) =0,
i 4V (piv) =0 VM Vi, i=1,2, N -1, (3.12)
X 1V (pvv) =2V - (nD) + V(¥ -v) = X1 pi Vi — pVi.

This is a special model for compressible fluid mixtures of N-components. The bulk
energy dissipation rate is given by

E
d tOtal:—/[217D:D—|—ytr(D)2
dt .

+(vﬂ1avﬂ27"' 7vﬁN71) M(Vﬂlvvﬁ% 7V/-LN71)]dX§Oa (313)

provided 7,v>0 and M= (M;;)N.—

i 11 is a symmetric non-negative definite mobility co-
efficient matrix.

3.3. Quasi-incompressible model. When each of the fluid component is
incompressible in the viscous fluid mixture, we denote the volume fraction of the ith
component as ¢; and specific density as pg; fori=1,---, N, respectively. Then, Zfil ¢; =
1 and the total mass density in the mixture is given by

N N—1 N—1 N—-1 N— 1,0
P:Z¢iﬁi= Z¢iﬁi+(1— Z@)PNZZM =)p (3.14)
i=1 i=1 i=1 i=1 i=1 p
We assume the volume fraction of the Nth component is nonzero. Then, the free energy
density is a functional of the first N — 1 volume fractions (¢1,---,¢n—1). If we augment
the free energy by W(Zz]izl pi+(1— Zi\;l %)p}v —p), where 7 is a Lagrange multiplier,
then, the modified free energy density function is given by
N—-1 N-1
;g pz
F=Fpr. Vo1, pn-1,Von-1.0. V) + 7[> pit Slen=pl. (315)
i=1 i=1 "

Following the procedure alluded to in the previous section, we derive the following
governing system of equations of the quasi-incompressible fluid from the special com-
pressible model as follows

Vo= 1(1f&>%<v.Mﬁ~v><u¢y+H<1f%>>’
S 4V (0v) =30 S (VM V) (g, +TI(L— £2)),i=1,2,- N =1, (3.16)
p[%—:+v.vV]:v-<2nD>+V<N-v)—VH—Eiif@Wma

where

8

i = y 1
fi=go = (3.17)
fli =i +m(1— ‘)7 i=1,---,N-1, p=p-—m, (3.18)

of _of bpi Of Sp ..

= = ; = Pilli i ) 1
Mo = 5o m\p&m 5ol 5g, — Pl +(pi—pN) i (3.19)
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M=—pnm+pnp, (3.20)

and II serves as the hydrostatic pressure.
The bulk energy dissipation rate is

dEiota
Lot l:—/ 27D : D +vtr(D)?
dt v

+(vﬂlavﬂ27"' 7vﬂN—1) ‘M- (vﬂlvv,&Qa'“ ,V[LN_l)]dXSO, (321)

provided n,v> 0 M=(M )ngqu is a symmetric non-negative definite matrix, where fi; =

[u¢] +II(1— o £13] A more general model can be derived from the general compressible
model by enforcing the incompressibility constraint. But, we will not present it here.
For a fluid mixture with p; = p, the system reduces to an incompressible model

V-v=0,

G4V (i) =00 H (V- My - Vg, i=12, ,N-1, (3.22)

Pl +v-VV]=V-(24D)+ VvV -v) = VII- S 6, Vg,

3.4. Alternative derivation of the quasi-incompressible model. For
phase field models of N components where N > 2, there exists a second way to derive
the quasi-incompressible phase field model. We begin with a fully compressible model
of N+1 components, each of which is of density p;,i=1,---,N and p. We assume the
free energy density depends on (p1,---,pn,p). The second approach to derive the quasi-
incompressible model is to augment the free energy by W(Z?;l pi—p)+B (Ziv 1B,
where 7 and B are two Lagrange multipliers. We define the modified free energy density

function by

N
F=1p1, V01, N, Von) sz )+ B( %—1). (3.23)
i=1 i=1""
The chemical potentials are given by
5f 8 1
Az:i i+ B+ _//41+TB+777 7’:]-77N7
dpi  Opi P Pi
6f
1 —TT. 3.24
=5y~ (3.24)

The governing system of equations with IV + 1 components subject to the two constraints
is given by

9 1V (pv) =0,
3P1+v ( )ZZjV:IVM’LJVﬂJa Z-:1?27"'71\[7 (325)
X £V (pvv) =2V (D) + V(¥ -v) = S, pi Vs — Vi,

where M is the symmetric mobility matrix, which satisfies Z
This is a more general quasi-incompressible model.

V- M,;- Vi, =0.

1,7=1
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In fact, if we assign My; = M;ny = ZN ! M;; and apply the constraints Zf.vzlpi =

0, Zf\;l ¢; =1 and p; = ¢;p;, we obtain the chemical potential with respect to ¢;, i=1,2,
-, N-1, in the quasi-incompressible limit,

§f  6f dp; Of O §5f 0
f_0f9pi o0f Op  Of Opn _ A

P - ~ rou AiAi [ [ 'N) — P71 A7':13"'5N'
i = 50 = 5 00; T 5000, T 5om 005 PP + (i — PN ) — PN N o
3.26
If we define
M=pn(fi+pn)=pNnpn +B, (3.27)

(3.4) reduces to

it Dy <1—,§’—;>pp (M), 410 £2)),
834)7 V- (¢iv)= ZJ 1 pp (V- M;; - V)(F‘% +I(1— )) 1=1,2,--- N—1, (3.28)
pl% +V-Vv]:V~(277D)+V(1/V-v)—VH—Zf\;lquiVu@,

which is exactly the quasi-incompressible model given in (3.3).

4. Non-dimensionalization
Next, we non-dimensionalize the binary model equations.

4.1. Compressible model with the global mass conservation law. In
model (2.16), selecting characteristic time scale ty, characteristic length scale Iy, and
characteristic density scale pg, we nondimensionalize the variables and parameters as
follows

-t - t ~ M;;
t:—» i‘:f, 51:&’ p~2:&, v:VOa Ml]: ”? Za.]:152a (41)
to lo Po Po lo topo
1t 1 . 1 8 _th Jito .
=n= 1, =Vv= v, p1= /”‘17 M2 = 75 2, Ji= 722152a
Reg pol? Re, pold 2 12 " po

where Res, Re, are the Reynolds number corresponding to the shear and volu-
metric stresses. The scaling of chemical potentials pq, p results from the non-
dimensionalization of the total energy. We summarize the governing equation with
non-dimensional variables and parameters as follows, dropping the ~ for simplicity,

I LV (prv)=J1 =V M-V +V-Mia- Vo,
ap2 +V (pQV):J2:v~M12~V}L1+V'M22‘V,LL2,

2oY) LV (pvv) = 2 (1 + J2)v =2V (D) + V(Z-V-v) = p1 Vi1 — p2Vio.
(4.2)

4.2. Compressible model with the local mass conservation law. Anal-
ogously, in model (2.31), we nondimensionalize the variables and parameters as above
and in particular

~ My,

My =——. 4.3
H topo (43)
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We summarize the governing equation with non-dimensional variables and parameters
as follows, dropping the ~ for simplicity,

ap1 +V-(p1v) =V M-V, (4.4)
D)+V(5e-V-v) = p1Viin = pVi.

W) 4 - (pvv) =2V - (51

4.3. Quasi-incompressible model. In model (2.44), in addition to the above,
we nondimensionalize two new ones as follows:

ﬂ¢=$u¢, ﬁ:Hﬁ- (4.5)

Dropping the ~ on the non-dimensionalized variables and parameters, the governing
equation system of the quasi-incompressible fluid flows is written as follows,

Vov=( —ﬂ)%(v My - V) (pg+TI(1 — )),

P2

5t +V (@)= 2 (V- My V) (g +11( —g», (4.6)
pIFF+v-VV] =2V (7-D)+V(5-V-v) = VI - ¢V puy.

5. Near equilibrium dynamics

We investigate near equilibrium dynamics of the models derived previously by con-
ducting a linear stability analysis of the models from each class about a constant equil-
brium state. Through analyzing dispersion relations of the selected models, we identify
the intrinsic relation among compressible, quasi-incompressible and incompressible mod-
els, focusing on the consequence of the hierarchical model reduction. We show the result
on models of binary fluid mixtures in this study.

5.1. Linear stability analysis of the compressible model with the global
mass conservation law. This compressible model admits constant solution:

v=0, pi=p}, p2=ph, (5.1)
where p,p9 are constants. We perturb the solution with the normal mode as follows:

v= eeat-i-ik‘xvc’ p1= p(lJ _'_eeat—i-ik-xplc’ po = pg _i_eeoct-i-ik‘xpzc. (52)
where € is a small parameter, representing the magnitude of the perturbation, and
ve, p§,p5 are constants, « is the growth rate, k is the wave number of the perturbation.
Without loss of generality, we limit our study to one-dimensional perturbations in k in
2D space. Substituting these perturbations into the equations in (4.1) and truncating
the equations at order O(e), we obtain the linearized equations. The dispersion equation
of the linearized equation system is given by the algebraic equation of a:

(R +ap ){Oé p0+a2k2[R +pOM11(hplp1 +’€p1p1 k2)+pOM22(hpzp2 +’€p2p2k2)]

+a?k2[20° Mo (hp, py + Ky k)] +a[p” -C-p+p” - K- pk?]k?

1
+()‘ﬁ[]\/-fll(hmpl +"5p1p1k2) +M22(hpspy + Epaps kQ) +2M12(hp, py + K py o k2)]k4
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+04100|M|[(hp1p1 T Epips kQ)(hpzpz + Epaps k2) - (hmpz tEpips kz)Z]k4
1
+ k“(EIMIkQ + Maa(p)? + My (p3)* — 2Mi2p79).
[(Poprpr + Fpipn k2>(hpzp2 + Kpaps k2> —(Ppyps +Kp1 o kz)Q]} =0. (5.3)

where p=(p?,p9)” and #- =27+ -—. |[M] is the determinant of the mobility coeffi-

cient matrix M= (M; ;) , K is the coefficient matrix of the conformational entropy
K= <"€P191 Kp1ps > , (5.4)
KP1P2 HPsz
C is the Hessian of the bulk free energy h(p1,p2,T') in (2.20) with respect to p; and po,
C= (hmpl hplpz) ’ (5.5)
p1p2 Pipaps

hy,p; represents the second-order derivative of the bulk free energy density h(p1,p2,7)
with respect to p; and p;, i, j =1, 2.
One root of Equation (5.3) is given by
L
P’ Res

ap= (5.6)
This is the viscous mode associated to the viscous stress. The other three roots are
governed by a cubic polynomial equation and their closed forms are essentially impen-
etrable. Instead, we present them using asymptotic formulae in long and short wave
range and numerical calculations in the intermediate wave range, respectively.

The asymptotic expressions of the three growth rates at |k| <1 are given by

a1 =21k* + 1k +O(K°),  as3=m23k+y23k> +O(K?), (5.7)
where
o= — 91|C| o a— _@
1 pT.Cop’ 123 PO
ylz_;[i|MHC|+dgl]—7[p0x§+x%(i+p0M:C)
pT-C-p ' Re p’-C-p Re
1
+a1(p°IMJ|C|+ -M:C+p” K-p)], (5.8)
1 1

[Mll (p(ljhplpl +pghP1P2 )2 + Moo (p(l)hmpz + pghpzpz )2]

Y23="— 200Re 2pT-C-p

where d:hplplﬂmpz_'_hpzpzﬂplpl _thlpzﬂplpfz and g1 :MQQ(p(lJ)2+M11(p8)2_
2M12p(1)p8 >0, since M >0.
When |k|>1, the three growth rates are given by

1
12 =11 2k  +y1 2k* +O(k), 043:36314?2—5-934'0(%)’ (5.9)
where
M: K 1 1 1
R (MK p0)2 — 4] —M: K + 09 M|[K -
Z12 5 2P0\/( r°) [Re +°M|[K]], 3 Re’
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— 2 IM|[K| =23 5 (& +p"M:C) — 21 2(3-M: K+ p°[M]d)
32t 50" + 221 29" (M: K) + p° M| K] ’

y1’2 = (510)

1

1 1
- [22(,"M:K OM|d+ —M:K)+|M|—d K||.

Y3 =
The thermodynamic mode «a; is related to the mobility matrix and Hessian matrix
of the bulk free energy exclusively. The other two eigenvalues a3 are coupled with
hydrodynamics.

Obviously, aq is negative so the viscous mode is stable. From the asymptotic
expansions of « at |k|>1, we observe that all three eigenvalues aj 23 are negative
(5.9) since K>0,M >0 and viscosity coefficients are positive. This indicates that the
model does not have any short-wave instability near its steady states, which is physically
meaningful.

When |k| <1, we notice that the leading term in «; is determined by the combi-
nation of mobility coefficient matrix M and Hessian matrix C of the bulk free energy.
We assume that M >0 and it has at least one positive eigenvalue, so g; >0. We discuss
the dependence of the leading order term of a7 on C.

Qp (651 (65) Qs
C>0 negative negative negative negative
C<o0 negative positive positive negative
pl-C-p has the | If p7-C.-p>0: negative;
Cis negative same sign with negative
indefinite |C|: negative; If p”-C-p<0: positive.
Otherwise, positive.

TABLE 5.1. Sign of the eigenvalues when |k| <1 in different regimes of C. Negative sign indicates
stability while positive sign indicates instability.

en C>0, the leading term ——-r=-k* <0, then a1 <0. 5o, this mode 1s
1) When C>0, the leadsi gUCL 12 <0, th 0. So, this mode i

p”-Cp
stable.
(2) When C <0, the leading term —%kg >0, then oy >0. This instability is
due to the spinodal decomposition in the coupled Cahn-Hilliard-type equations
of p1 and ps.

(3) When C is indefinite and p’ - C-p has the same sign as |C| , the property of a;
is the same as the case where C > 0; otherwise, the property of oy is the same
as the case of C<0.

o 3 represent the two coupled modes. Their signs depend on the model parameters.
Since the leading term is determined by the properties of the Hessian matrix C, we
discuss their dependence on C below.

(1) When C>0, (—p% T.C-p) is imaginary. In this situation, the leading order

growth rate in as3 is the quadratic term (fﬁﬁfﬁ(Mll(p?hmmqt

P01 p2 )2+ Moo (00R 1 py + PSP paps)?) )k <0. So, the two modes are stable.

(2) When C <0, the leading term is given by +, /(—p%pT -C-p)k, indicating there
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exists an unstable mode. This verifies the fact that the steady state at a concave
free energy surface is unstable.

(3) When C is indefinite and p?'-C-p >0, the property of a3 is the same as the
case where C>0. Similarly, the property of ag 3 is the same as the case of
C <0 when p”-C-p<0.

The stability property of the model with respect to C in the long-wave regime is sum-
marized in Table 5.1. For the intermediate wave regime, we compute the growth rate
numerically for specific free energy density functions.

5.2. Compressible model with the local mass conservation law. Notice
that the compressible model with the local mass conservation law also admits the same
constant solution (5.1). We repeat the same normal mode analysis analogous to the
previous model and obtain the dispersion equation as follows:

1 - - 1
(cp”+ R7k2>{a3po +a?[p k2 M1 (R, p, +Fopyp, k%) + Re
S

: ~
k24D Cpk? 4+ K- pk ]+ My (0°) (B

+ k2 py 1) (Brpp + Foph?) = (ppy + K Fppy )?) } =0. (5.11)

k‘2]+a[k2M11(ime1

+ I%Plpl kg)

11
p° Res

Again, ag= k? is a root of this algebraic equation. We present the rest asymp-
totically.
When |k| < 1, we have

_ Mu(IC s 280 280" Minhgip + ]+ 20T KP4 gy M ]

— +
pT-C-p ( pT-C-p
_ Mll(pO)Q[hplpl kﬂp"’hPP"%PlPl - 2hﬁP1 Rﬂpl] )k4 +O(/€5) (5_12)
p"-C-p ’
1 1 1 My 07 07 247.2 3
Qo3 == (—EPT'C'p)k—(ﬁfpo m(ﬁﬂ%m*‘ﬂ hop ) )"+ O(K?),
where xoz—%. When |k|>1,
a1 =—MuRp, p k' = Mithy, o, kK +O(k), (5.13)

_ 1 1 y2_yp—1 0)3 = ~ =L = -
s= Re * \/( Re)? — 4R (P°)* (K] K24 —M11(0°)?[hp py Ropp + RopFoor o1 — 2Pipps Foppy )

Q2 ! .

2p° 222,309 M11Rpy py +M11“P1mé

_ 3 30" + 3 3[0" Mirhp, py + 2]+ 32,3[M11hp, o, = +P" - K- p] +O(l)

222,30 Mi1Rpypy +M11Rp, oy é )

- L 1 y2_ -1 N3
where x9 3= A/ R€)2p§mplp1(p ) \K\7
(thp thpl > (5.14)
hppl hﬂlpl

is the Hessian matrix of the bulk free energy density function h with respect to p and
p1 and evaluated at the constant steady state, and

K= (f*ﬂp Fopn ) (5.15)

Kpp1 Kpip:



1460 HYDRODYNAMIC MODELS OF COMPRESSIBLE FLUID FLOWS

is the coefficient matrix of the quadratic conformational entropy term in the free energy
density function (2.26).

Like in the previous model, the first growth rate aq is the viscous mode associated
to the viscous stress exclusively; the second growth rate a; is a thermodynamic mode,
related to the transport equation of density p; and dictated by the mobility matrix and
Hessian matrix of the bulk free energy. The other two growth rates s 3 are coupled
modes.

Obviously, aq is negative so the viscous mode is stable. For the other three modes,
we adopt the same strategy to analyze their stability, combining asymptotic analysis
in long and short waves with numerical computations in intermediate waves. From
asymptotic expansions (5.13) of a at |k|>>1, we observe that all three eigenvalues
o ,2,3 are negative, given that K and the mobility coefficients are both positive definite.
This indicates that the model does not have any short-wave instability near its steady
states. The properties of the three modes in the long-wave regime are identical to the
cases discussed in the previous section for the more general compressible model and
summarized in Table 5.1.

For the intermediate wave regime, we have to compute the growth rate using a
specific free energy density function numerically. We use the Peng-Robinson bulk free
energy as an example [37], given by

- Tmp1+(p—p1) Tmp1+(p—p1) ma
T)= T)— T -
h(plnoa ) Mo QO( ) Mo R ln(TmPl'i‘(P—Pl)
_Tmprt(p=py) a . m2+(7“mf01+(0—01))b(1+\/§)}
me 2V2b  ma+ (rmp1+(p—p1))b(1—V/2)
L TPt (p—p1) RT T P1 In TmP1
ma Tmp1+(p—p1) Tmp1+(p—p1)

+
Tmp1+(p—p1)  Tmpr+(p—p1)

where T'=377.6K, p; is the mass density of n-decane and ps the mass density of COs,
p=p1+p2 is the total mass density. This is obtained by replacing pi, p2 in the free
energy density given in (2.21) by p1,p2=p—p1. This free energy density is either
positive definite or indefinite in its entire physical domain. The positive definite domain
and indefinite domain are shown in Figure 5.1 in (p1,p) space. Notice that in this
example, when C is indefinite, we always have |C| <0, it is impossible to have two
unstable modes a1 and oy exist simultaneously according to Table 5.1. We then search
the parameter space to sample all the possible instabilities associated to the compressible
model with this free energy.

As an example, we choose the steady state given by (p°,p,vo)=(400,2,0,0) to
show the positive growth in a;. To show positive growth in the coupled mode as,
we choose (p°,p¥,vo)=(1000,0.025,0,0). Figure 5.2 plots the three growth rates a2 3
with a; >0 at the first constant solution. The corresponding eigenvector to «; of the
linearized system is (0,1,0,0), indicating the unstable variable in the linear regime is
p1- The three growth rates o 23 with the coupled mode az >0 at the second solution
are plotted in Figure 5.3. The corresponding eigenvector to as is (0,1,0,0) as well,
indicating the instability is still associated with p;. When C >0, the corresponding
constant solution is stable. We choose constant solution (p°,p?,vq) = (400,200,0,0) as
an example. The three growth rates a; 2 3 of negative real parts are shown in Figure 5.4.
The numerical results show that the asymptotic analysis is accurate in their respective
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wave number ranges of applicability.

From the linear analysis above, we conclude that linear dynamics of compressible
model (4.1) and (4.2) are qualitatively the same. Next, we investigate the near equilib-
rium dynamics of the quasi-incompressible model.

1800 b

Indefinite Domain

1600 1

1400 4

1200 1

1000 b
800 Positive Definite Domain d
600 1
400 1

100 200 300 400 500 600 700 800 800
&

F1c. 5.1. Domain of concavity of the Peng-Robinson free energy.
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Fic. 5.2. Numerical growth rates and the corresponding asymptotic ones as functions of the
wave number when a1 >0 and all others are negative in compressible model (4.2) at constant state
(p%,p9,v)=(400,2,0,0) with the Peng-Robinson free energy. The vertical azis is the growth rate and
the horizontal one is the wave number. (a). a1 in the long wave range. (b). a1 in the intermediate
wave range. (c). a1 in the short wave range. (d). a23 in the short wave range. (e). az3 in
the intermediate wave range. (f). ag,3 in the short wave range. The parameter values used are:
M11=0.0001, Res =1, Rey, =3, Rpp=0.000106, Rp;p; =0.0001, Rpp,; =0.

5.3. Quasi-incompressible model. The quasi-incompressible fluid flow model
equation admits constant solution:

v=0, ¢=¢", IM=II,, (5.17)



HYDRODYNAMIC MODELS OF COMPRESSIBLE FLUID FLOWS

5 4
o0 0210 o
—Numerical Results
’ 2 ] a Asymptotic Expansior
ﬂu -
Ja -4
-2| o -2
a "
a
-3| 4 2 0
‘o -8 ° 5 s
£ -10]
o &
-4 . o -10 -4t 9 5001000502000
LLe Asymptotic Expansior 12
5
0 1 2 3 4 £ o5 1 15 2 25 8 500 7000 1500 2000
x10 x10
(a) a1 when |k| <1 (b) o (¢) a1 when |k|>1
~x 10" 10 10"
—Numerical Results —Numerical Result of o,
o Asymptotic Expansior s
6| a
4
4
6
4|
4
2
2
0! 0 0
[¢] 0.2 0.4 06 08 1 0 05 1 15 2 25 3 0 05 1 1.5 2
x10° x10° x10°
(d) a2 when |k|< 1 (e) a2 (f) a2 when |k|>1
5 4
0 10 0 =10 0
—Numerical Results —Numerical Results
1 o Asymptotic Expansior 2 a Asymptotic Expansior
-1
2 -4
-2
3 -6
3 2 0
-4 -8 g .5
2 10—
5 R N 10 -4t ° s00100050@000
6 -12 -
0 1 2 3 4 E 05 1 152 25 3 500 1000 1500 2000
x10 x10°

(g) a3 when |k| <1

(h) a3

(i) a3 when |k|>1

Fi1a. 5.3. Numerical growth rates and the corresponding asymptotic ones when ag >0 while the
others are megative compressible model (4.2) at constant state (po,p(l),v):(1000,0.025,0,0) with the
Peng-Robinson free energy. The vertical axis is the growth rate and the horizontal one is the wave
number. (a). (d). (g). Growth rates in the short wave range. (b). (e). (h). Growth rates in the
intermediate wave range. (c). (f). (j). Growth rates in the short wave range. The parameter values
used are: M1 =0.0001, Res =1, Rey =3, &pp=0.000106, Rp, p, =0.0001, &pp, =0.

where ¢°,II; are constants. We perturb the constant solution as follows:

v= 6eat-i—ikocvc7 ¢: (bO _’_Eeozt-ﬁ—ik»x(bc7 H:HO _i_Geoct-l-ik‘xl-Ic7 (518)
where € is a small perturbation, and v¢,¢¢,I1¢ are constants.

The dispersion equation of the linearized system is a factorable, third-order poly-
nomial in «

1 p1 1 1 p1 1
— k2 +ap®) (@®(1— )2 My k20 + ok + — (1= 55)2 — My, k*
(e p”)(a”( ) S Mk [k°+ 2o ( pQ) 57 Mu ]
~ . 1 )
+k4M11(h¢¢+k2n¢¢)ﬁ12[1—( —%)%}2):0. (5.19)
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Fic. 5.4. Numerical growth rates and the corresponding asymptotic ones without any unstable
modes in compressible model (4.2) at constant state (p°,p),v)=(400,200,0,0) with the Peng-Robinson
free energy. (a). and (d). Growth rates in the short wave range. (b). and (e). Growth rates in the
intermediate wave range. (c). and (f). Growth rates in the short wave range. The parameter values
used are: M11=0.0001, Res =10°%, Re, =3x 108, &,, =0.000106, &, », =0.0001, Fpp, =0.

i.e.
1 Prio 1 P 1 _ 1
—k*+ap’ 2 — M k(@0 +af[(1-25)2 —5 Myt + =k
(e or )0 B Mk 02 o= 52 M 7+ ok
R o +Kgg) 60— =2 ) =0, (5.20)
The growth rates are given explicitly by
1 1
= —k?
&%) R@SPO 9
—2k2 (g + k2 fps) Q
ay = (oo + kR , (5.21)
(k2 + A) 44/ (Fok? 4+ A)2 — 40Ok2 (g + ki) Q)
(R A) (R A)2 =402 (g + ) Q°
a2_ 2p0 )
where
D 1 1 1 D 1
0 P2 P12 -1
—— —=2—+—>0, A=[1-F7)"—M > 0. 5.22
Q=¢"— -p Re ‘Re. ' Rel [( p2) e 11] (5.22)

The stable hydrodynamic mode is in ag again. The thermodynamic modes are now
given by a1 2. Re(ap) can be positive only when hyg <0, in which Re(a1)>0 when
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0<k<y/ —%. This instability is due to the spinodal decomposition in the coupled

Cahn-Hilliard equation of ¢. Given that the viscosity and mobility coefficients are all

positive, Re(as)<0. So, the second coupled mode is a stable mode. In the long wave
range (k| <1), a;~— Ap{legfzd’ (P14 (PL— p2)9°) k2.
When p1 = g2, the model reduces to an incompressible model with the following two

growth rates

11,
g = — —
0 Res po )
1 e A
OélifﬁMllhmbk 7A72,‘€¢¢M11k . (523)
P2 P1

The thermodynamic mode decouples from the hydrodynamic mode completely in
the linear regime. The possible instability only lies in the spinodal mode of the Cahn-
Hilliard equation. In fact, A,Q — oo in this limit. So, the growth rate associated with
s in the quasi-incompressible model is lost in the incompressible model.

5.4. Summary of linear stability results. In compressible phase field mod-
els, there are four modes in the 1D perturbation analysis: «q is the hydrodynamic mode
dictated by the viscous stress, a; is the thermodynamic mode dominated by the mo-
bility and the bulk free energy, the other two modes a3 3 are coupled, which couples
dynamics of phase behavior with hydrodynamics and may be unstable depending on
the composition of the fluid mixture. When the Hessian matrix of the bulk free energy
C>0, 1/(fpiO T.C-p) is imaginary. So =+, /(fp%pT~C~p)k represents a wave that
does not contribute to the amplitude change in growth rates of the linearized system.
The scenario on stability of the steady state is tabulated in Table 5.1.

When the quasi-incompressible constraint is added, i.e. p; =pg1¢,p2 =p2(1—¢@). The
positive definite matrix C reduces to a singular matrix

1 _ Alﬂ
Ch¢¢( oL ”f”) (5.24)

T Pipz p2p2

Obviously, |C|=0 and p?-C-p=(2¢—1)2 for p{ =¢p1, p3=(1—¢)p2. The growth
rates reduce to two modes labeled as a;2. They are not necessarily related to the
a1 2 in the compressible model. When the quasi-incompressible mode reduces to the
incompressible model further, the coupled hydrodynamic modes reduce to one mode in
Qaq.

The analysis shows that the more constraints we have on the composition of the
fluid mixture, the less coupled the equations are in linearized systems. In 3D models,
the total number of growth rates will increase as the number of equations increases. But,
the number of unstable modes will not change. In this paper, the perturbation analysis
is carried out in a 1D wave number direction in 2D space and it can be extended to the
multi-dimensional wave number space as well. We will omit the details for simplicity.

6. Conclusion

We have presented a systematic derivation of hydrodynamic phase field models for
multi-component fluid mixtures of compressible fluids as well as their reductions to
quasi-incompressible and incompressible fluids under isothermal conditions. The gov-
erning equations in the models are composed of the mass and momentum conservation
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law as well as the constitutive equations, which are derived using the generalized On-
sager principle to warrant an energy dissipation in time. By relaxing or enforcing local
mass conservation law while keeping the total mass conserved, we obtain two classes
of compressible models, one conserves the local mass while the other does not. Via a
Lagrange multiplier approach, we reduce the compressible model with the local mass
conservation law to a quasi-incompressible model when the constituent fluids are all
incompressible and the mixture is assumed simple. The quasi-incompressible model
further reduces to the incompressible model while the constituent fluid components are
of the same densities.

We then study linear stability of the hydrodynamic models. The properties of linear
stability are studied and differences of the models in the linear regime are identified:
there exist three types of growth/decay rates among the models. The first type is dom-
inated by the viscous property of the fluid, known as the viscous mode. The second
type is the thermodynamic mode, which is dominated by the mobility and Hessian of
the bulk free energy density. The third type is the coupled mode among the phase
variables and hydrodynamic variables. When more constraints are imposed to reduce
the models from compressible, to quasi-incompressible and then to incompressible mod-
els, the number of coupled modes reduces accordingly, indicating that these constraints
weaken the coupling of the equations in the model at least in the linear regime. This
study not only develops a general framework for the derivation of compressible models
and their reduction to quasi-incompressible and incompressible models, but also iden-
tifies differences between compressible and incompressible models in near equilibrium
dynamics.
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DMS-1815921, OIA-1655740, DOE grant DE-SC0020272 and a SC EPSCOR GEAR
award. Tiezheng Qian’s research is partially supported by Hong Kong RGC Collabora-
tive Research Fund No. C1018-17G.

Appendix. Dispersion equations of the 2D hydrodynamic models. We list
the dispersion equations in determinant forms of all hydrodynamic models derived in
this study in two space dimensions in this appendix.

A.1. Dispersion equation of the compressible model with the global mass
conservation. The dispersion equation of the linearized equation system of the
compressible model with the global mass conservation is given by a 4x4 determinant
as follows

a+ A Aqo i)k 0
Ao a+ Ay zpzk‘ 0
det —0, (A1
U ik () D11 + pID12) ik (Y Das + pY D12 ap® + A k2 0 (A1)
0 0 O ap® —|—Re k?

where A1y =k*(My11D11+Mi2Dis), A1z =k?(Mi1 D1+ Mi2Dss), Ay =k*(Mi2D1y+
Ms3D13), Ass=k*(M12D12 +M22D22) and  Diy=hp,p, +k°Kpp, Dz =Np,p, +
kgﬁp2p2, Dis=hy,p, —|—k‘2;‘€plp2, é = 1 . The growth/decay rate in the hydro-
dynamic mode associated to the viscous stress is given explicitly by osz——lc2
which decouples from the rest of the modes. This decoupling is inherited by all its
limiting models given below.

A.2. Dispersion equation of the compressible model with local mass con-
servation.  The dispersion equation of the linearized equation system of this model
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is given by a 4x4 determinant as follows

o 0 ipk 0
det . (kQMu)Dlg .Oé+(]€2M11)D22 Zp(le‘ 0 -0 (A 2)
ik(p{ D12+ p°D11) ik(p9 Do+ p° Do) apo—i—ﬁk2 0 ’ :
0 0 0 ap® + gk

—7 2 _7 2z _7 2z 1 _o 1
where Dll_hﬂp+k Kpp; D22_hmp1+k Kp1p1» D12_hﬂﬂl+k Kpp1) and E_2Re5 +
1
Re, ®

A.3. Dispersion equation of the quasi-incompressible model. The re-
sulting dispersion equation of the linearized system of this model is given by a 4 x4
determinant as follows

0 —a(1-2)  ik—ik¢"(1—L5L) 0
1 21 _ P 1 2 i1 A0
det | 7T MUR (1= 8 ot e Muk? Dy zkél ) 0 =0, (A.3)
ik ik’ Dy ap’+ gk 0
0 0 0 ap0+%%k2

where Dy = hyg+ Rggk?, hop= g%; is the second-order derivative of the bulk free energy
density function h with respect to volume fraction ¢ at the constant solution, and g4
is the coefficient of the conformational entropy. If we multiply (1— Z—;) by the second
row and add it to the first row of the dispersion relation matrix, we obtain

S M (1- 2% (1-2) -5 Muk*Dy, ik 0
1 _ P12 1 2 7. 10
det plell(l pé)k a+pA12M11k Dy ik¢ 0 =0, (A4)
ik ik’ Dy ap®+ A-k? 0
0 0 0 ap’ + k2
A.4. Dispersion equation of the incompressible model. The dispersion
equation of the linearized system of the incompressible model is given by
0 0 ik 0
0 a+-=5Mk*Dy  ik¢” 0
P1 —
ik kD, apr iR 0 0. (A-5)
0 0 0 ap” + pk?

This can be obtained from that in the quasi-incompressible model by equating gy = g
in (A.3).
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