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Abstract: Mixing under high pressure conditions plays a central role in several engineering appli-
cations, such as direct-injection engines and liquid rocket engines. Numerical flow simulations
have become a complementary tool to study the mixing process under these conditions but require
complex thermodynamic modeling as well as validation with accurate experimental data. For this
reason, we use experiments of supercritical single-phase jet mixing from the literature, where the
mixing is quantified by the mixture speed of sound, as a reference for our work. We here focus
on the thermodynamic modeling of multi-component flows under high pressure conditions and
the analytical calculation of the mixture speed of sound. Our thermodynamic model is based on
cubic equations of state extended for multi-components. Using an extension of OpenFOAM, we
perform large-eddy simulations of hexane and pentane injections and compare our results with
the experimentally measured mixture speed of sound at specific positions. The simulation results
show the same characteristic trends, indicating that the mixing effects are well reproduced in the
simulations. Additionally, the effect of the sub-grid scale modeling is assessed by comparing results
using different models (Smagorinsky, Vreman, and Wall-Adapting Local Eddy-viscosity). The com-
prehensive simulation data presented here, in combination with the experimental data, provide a
benchmark for numerical simulations of jet mixing in high pressure conditions.

Keywords: high pressure jet mixing; supercritical fuel injection; real gas thermodynamics; computational
fluid dynamics

1. Introduction

Mixing at high pressure conditions plays a central role in several engineering ap-
plications. Examples include direct-injection engines [1,2] and liquid-propellant rocket
engines [3]. High pressure and temperature conditions as well as limited optical access
can make experimental measurements challenging. For this reason, numerical flow sim-
ulations have become an essential tool for the development of future liquid-propellant
rocket engines and internal combustion engines, complementing experimental investiga-
tions. By providing high-resolution, three-dimensional flow field data, numerical flow
simulations can allow deeper insights into the underlying physics and enable detailed
investigation of specific aspects. However, the validation of such simulation tools is an
essential first step. To this end, detailed and quantitative experimental flow field data
of different configurations and at well-defined conditions is required. In addition, the
quantitatively measured variable has to be accessible in the simulations, and its correlation
and background have to be well understood.
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The first investigations of jet mixing at high pressure conditions were based on experi-
mental studies. Quantitative data of jet mixing was measured using laser-based spectro-
scopic techniques, such as Raman scattering and laser-induced fluorescence. Mayer et al. [4]
conducted Raman scattering measurements in cryogenic nitrogen jets discharged into ni-
trogen at sub- and supercritical temperatures. They measured the density decay in the
axial direction and radial profiles at selected axial positions. Later, Oschwald et al. [5]
performed quantitative density field measurements using Raman scattering in coaxial
liquid nitrogen/gaseous hydrogen jets. Recently, Klima et al. [6] employed an enhanced
Raman scattering methodology to quantitatively study ethanol/air-mixtures. Using laser-
induced fluorescence, Roy and Segal [7] and Roy et al. [8] examined the planar density
fields of the jet mixing zones of supercritical fluoroketone injections. An alternative exper-
imental measurement technique is laser-induced thermal acoustics (LITA) [9]. Recently,
Baab et al. [10] performed LITA measurements to provide a comprehensive speed of sound
database for binary jet mixing zones at high pressure conditions. They examined the mixing
for five different configurations with well-defined experimental conditions, considering
the injection of hexane, pentane (two different injection temperatures), and fluoroketone
(two different chamber pressures). To obtain an insight into both the axial decay and the
transversal mixing, the quantitative speed of sound values were measured along the jet
center line and in the radial direction.

As mentioned in the beginning, numerical simulations have become an essential com-
plementary tool for the design of future engines. These investigations include Reynolds-
Averaged-Navier—Stokes (RANS) studies [11,12], most commonly transient large-eddy
simulations (LES) (e.g., [13-17]), and a few examples of computationally expensive direct
numerical simulations (DNS) [18-20]. For validation against experimental data, a realistic
turbulent inflow profile at the nozzle outlet is essential, since it affects the jet characteris-
tics [21-24]. To this end, either the injector flow can be included in the simulations [25],
a separate precursor LES of a pipe flow can be conducted [16,26], or a synthetic inflow
generator [20,27], such as the one by Klein et al. [28], can be employed. Another aspect
of LES studies of trans- and supercritical flows represents the sub-grid scale modeling.
Since common modeling approaches were originally developed for incompressible flows,
their suitability for investigations at supercritical pressures and with complex real gas
thermodynamics cannot be generally assumed [29]. For example, Miiller et al. [16,26]
and Petit et al. [30] studied the effect of different sub-grid scale models on LES simula-
tions of nitrogen injections [4] and co-axial injections [5,31,32]. In addition to this, another
important aspect for numerical simulations is the thermodynamic modeling. To capture
the complex thermodynamics, particularly the non-linear behavior around the critical
point, sophisticated thermodynamic modeling approaches are required. An approach
commonly used in early [30,33-35] as well as recent studies [13-16,20,36,37] is the em-
ployment of a thermodynamic model based on a cubic equation of state (EoS). Moreover,
theoretical models for the transport properties are necessary, with the correlations by
Chung et al. [38] being commonly employed (e.g., [13-17,39]). An alternative approach to
an EoS-based framework is the usage of tabulated thermodynamic reference data [25,40].
In general, all these thermodynamic frameworks have evolved from single-component
systems to multi-component systems, where non-linear mixing rules [41,42] are required to
reproduce the highly non-ideal mixture properties, to multi-component systems including
phase separation [14,15,43].

Numerical studies performing a quantitative comparison with experimental data can
be summarized as follows. Numerous research groups [17,26,30,34,44—47] have performed
simulations of cryogenic nitrogen injection at supercritical pressure following the experi-
ments of Mayer et al. [4]. Binary systems, such as coaxial nitrogen/hydrogen injections [5],
have been studied numerically, by e.g., Miiller et al. [16] and Jafari et al. [47]. More recently,
Traxinger [12], Jafari et al. [27] and Foll et al. [48] studied the hexane injection case of
Baab et al. [10]. Mixing processes with phase separation effects have been considered in
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several recent studies [13,15,25] quantitatively comparing the liquid and vapor penetration
lengths with experimental data.

In the present work, we aim to further exploit the data by Baab et al. [10] and to use
them for more extensive comparisons. To this end, we first examine the characteristics of
the mixture speed of sound and its analytical evaluation. Then, we present LES simulation
results of hexane and pentane injections covering three of the five documented configu-
rations. We validate our modeling approach by comparing the axial and radial profiles
with the experimental data. Furthermore, we also evaluate the effects of the sub-grid
scale modeling on the simulation results and compare the results with the experimental
data. Based on the findings of previous studies [26,30], we consider the Smagorinsky [49],
the Vreman [50], and the WALE [51] model, extending the previous studies by another
validation case. Moreover, the mixture speed of sound and the distribution of the mass
fraction in the simulation results are analyzed in detail. In our LES studies, we use an
extension of OpenFOAM, specifically adapted for real gas simulations and successfully
validated for high pressure injections [12,16,26]. The employed thermodynamic model is
based on a cubic EoS extended for multi-component configurations. The digital filter-based
inflow generator [28] is employed to provide turbulent inflow data.

The paper is structured as follows. The numerical method and thermodynamic model
are presented in Section 2. Section 3 presents the considered configuration and the numerical
setup. Results are analyzed in Section 4, where we first assess the thermodynamic modeling.
Then, the simulation results are compared with experimental data. Afterwards, the effect of
the sub-grid scale model is studied, and at the end, more detailed analyses of the simulation
results are conducted. Section 5 summarizes the paper.

2. Mathematical and Physical Model

This section presents the mathematical and physical models. The governing equations
are the Navier-Stokes equations (see Section 2.1), and the thermodynamic modeling is
based on a homogeneous mixture model combined with a multi-component cubic equation
of state (EoS) (see Sections 2.2 and 2.3). For the sub-grid scale modeling, eddy-viscosity
models are employed (see Section 2.5).

2.1. Governing Equations
We consider the three-dimensional, compressible Navier—Stokes equations for mass

dp | d(pu;) _

momentum 5 5
d(pu; u;u; d Tjj
() , Olpurj) _ op 9%

ot aX] N ax; ax] ! @

and energy conservation

o(ph)  dpu;h _op u'aip _9q; 3)
ot dax; ot laxi ox;’

where p, u;, p, and h denote the density, velocity, pressure, and enthalpy. The viscous stress
tensor T;; is calculated using Stokes” hypothesis

1
Tij = 2p <5ij - 35ijskk)r (4)

where y is the dynamic viscosity, S;; the deformation tensor

1 ou; au]
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and ¢;; the Kronecker Delta, which is 1if i = jand 0 if i # j. The heat transfer ¢; is modeled
by Fourier’s law. Neglecting pressure gradients, g; can be approximated by [12]

A oh
gi=——=- (6)

cp ox;’
where A denotes the heat conductivity and ¢, the heat capacity at constant pressure.
Using the single-fluid approach [52], the governing Equations (1)—(3) are considered
for a mixture fluid defined by the mixture quantities within a computational cell. For each
additional species, a transport equation for the mass fraction Y is solved

ApYe) | puiYy) _ ik

ot axl- - axi ’ (7)

Since we consider a two-component mixture, we solve only one additional transport
equation for the mass fraction. The diffusion of species k in i-th direction ji ; is described by
Fick’s law

Jki = —PDp=—. 8

The diffusion coefficient Dp is modeled species independent and here obtained from
the heat diffusivity assuming a constant Lewis number Le = A/(Dpcyp) = 1 following
Zips et al. [53] and Traxinger [12]. Yao et al. [54] studied the influence of different diffusion
models on the prediction of single-phase instabilities in high pressure flames and observed
no significant effects.

The governing equations are closed using an EoS and expressions for the heat ca-
pacity and enthalpy (see Section 2.2) together with constitutive relations for the transport
properties (see Section 2.3).

2.2. Thermodynamic Model

The cubic equation of state by Peng-Robinson (PR) [55], extended for multi-component
mixtures, describes the relation of the pressure, density, temperature, and molar composi-
tion. All other quantities are derived using the departure function formalism. The transport
properties viscosity y and heat conductivity A are calculated with the correlations by
Chung et al. [38]. A detailed description of the employed thermodynamic model can be
found in Trummler et al. [56].

2.2.1. Generalized Cubic Equation of State

We here consider the generalized formulation of a cubic EoS [57]

(v T)— RT _ an
PRt =07 (v+01b)(v+d2b)”

)

where the pressure p is a function of the molar volume v and the temperature T. R denotes
the universal gas constant with R = 8314.472 J/(kmolK); é; and ¢, are additional EoS
parameters for the generalized form and are constants for the PR EoS, having the values
6 = 1+ V2 and 6 = 1— V2. The traditional EoS parameter are ax and b, where a
represents the attractive forces and reads for the PR EoS

272
a = 0.45724 (RPTC ) (10)
[

with T; and p. being the critical temperature and the critical pressure; a2 is multiplied by a
temperature dependent correction factor

w = (1+K(l—\/T/TC))2, (11)
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where « is a function of the acentric factor w
% = 0.37464 + 1.54226 w — 0.26992 w? . (12)

Then, b represents the repulsive forces and reads for the PR EoS

b = 0.0778 ( RIc ) ) (13)

Pe

To solve the cubic EoS (Equation (9)), the equation is reformulated using the dimen-
sionless compressibility factor Z = pv/(RT). Details on solving cubic EoS can be found in
the literature [13,15,39,56,58].

Besides the correlation provided by the EoS, expressions for thermodynamic prop-
erties internal energy e, entropy s, enthalpy /, and specific heats ¢, and ¢, are needed
for the numerical flow simulations. These quantities are evaluated using the departure
function formalism [59,60]. The formulations presented here are obtained from Matheis [39]
and reformulated for the generalized cubic EoS.

For the internal energy e, this reads

e(v,T) =€o(T)+£<Tg§‘ —P> do, (14)

where the subscript 0 denotes the ideal reference state. Solving the integral yields

daw
e—ey = (atx — TE)T> K, (15)
with . 5h
. v+ 01
K= b(éy —52)Zn<v+5zb>' (16)
Thus, the enthalpy h
h—hy=e—ey+ pv—RT (17)
can be evaluated with
h—hy = <ao¢—Taaaﬁ)K+pv—RT. (18)

The correlation for the heat capacity at constant volume ¢, reads

9%an
(CZ} - CUO) = _TWK, (19)
where ¢y is evaluated using ¢y, = ¢y — R, and ¢y denotes the heat capacity at constant
pressure at ideal reference state and is determined with the seven-coefficient NASA poly-
nomials using the values provided by Goos et al. [61]. Then, the heat capacity at constant
pressure ¢, can be determined using

2
_ op op
Cp_CUT(aT U) /80 , (20)
4 T
with 5 5
dgp| _ R daxl
aTU_Q—b JT N 1)
and
al _ RT an(2v 4 (61 + 52)b) (22)
iy (w-b)p2 N2 /




Energies 2023, 16, 2113 6 of 23
with the denominator
N = (v+01b) (v + 62b) = v* + (&1 + 62)bv + 516,b%. (23)
Finally, the speed of sound c can be evaluated using Equations (19), (20) and (22)
cpop| 22
= [0 =, 24
cp 00 ; M (24)

2.2.2. Multi-Component Modeling

For multi-component mixtures, the EoS parameters aa and b in Equation (9) are cal-
culated as a function of the molar composition, represented by the molar fraction z;.
Following conventional mixing rules [41], they are determined as follows

N N
ax — ZZZ,’Z]'QI’]‘M]‘, (25)
i
Ne
b= Zzibi . (26)
i

The coefficients a;; and a;; are evaluated with the pseudo-critical mixing rules [42], where both
are evaluated according to Equations (10) and (11) using the pseudo-critical quantities

Teij =/ Te,iTe,j(1 = kij),
Zc,ij = O'S(Zc,i + ZC’]‘),
1 3
Ui = g [Uif + viﬂ g @)
Peij = Zc,ij(RTe,ii/vcif),
wjj = 0.5(w; + w])
kij is the binary interaction parameter and assumed to be kij = 0. Thus, 4;; and «;; are
calculated as follows

RZTgﬁ
a;; = 045724 ( —L (28)
Pe,ij
and
2
&ij = (1 +rij(1 =/ T/Tc,ij)> (29)
with

i = 0.37464 + 154226 w;; — 0.26992 W}, . (30)

The thermodynamic properties of the mixture are calculated as described in Section 2.2.1
using the EoS parameters of the mixture Equations (25) and (26). Hence, the mixture speed of
sound is evaluated with Equation (24) inserting the properties and derivatives of the mixture.

2.3. Transport Properties Viscosity and Heat Conductivity with the Chung Correlations

For numerical flow simulations, suitable relations for the transport properties viscosity
u and heat conductivity A are required. The correlations by Chung et al. [38] are often used
for real gas simulations [13-17,39]. For a detailed description of the model, we refer to
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Chung et al. [38] and Poling et al. [59] and provide only a brief description in the following.
uand A are calculated with

p=prt+ppand A = A+ Ap, (31)

where p; and Ay dominate at low pressures and are based on the Chapman-Enskog theory
for diluted gases; y;, and A, dominate at higher pressures and are based on empirical
correlations. The input for the model is composed of the temperature, the density, and the
heat capacity ¢y, where the latter only affects the evaluation of A.

2.4. Numerical Method and Flow Solver

The finite volume method is used to solve the governing equations (Equations (1)-(3) and (7)).
For spatial discretization, second-order centered differences are employed. The time integration is
performed with a second-order implicit backward scheme.

For the simulations in this work, an in-house extension of the flow solver OpenFOAM
by the Institute for Thermodynamics at the Bundeswehr University Munich is used. In it,
the pressure-based framework in OpenFOAM is adapted following Issa [62,63] to be
applicable to weakly compressible flows, where Jarczyk and Pfitzner [64] modified the
algorithm to be applicable to real gas flow simulations using cubic EoS. Miiller et al. [16,26]
successfully validated this extended OpenFOAM framework for injections at high pressure
conditions. Recently, the solver has been extended to supersonic flows [65-67]. A detailed
description of this OpenFOAM extension can be found in the literature [12,68].

The pressure equation is solved with the PIMPLE algorithm, combining the Semi-
Implicit Method for Pressure Linked Equations (SIMPLE) algorithm of Patankar and Spald-
ing [69] and the Pressure-Implicit with Splitting of Operators (PISO) algorithm by Issa et al. [70].

2.5. Sub-Grid Scale Modeling

In LES, the smallest turbulent flow scales are not resolved on the computational grid.
Thus, the effects of these unresolved sub-grid scales must be modeled to correctly represent
the physical energy cascade process. We use an explicit LES approach relying on the eddy-
viscosity concept. Favre filtering of the governing equations (Equations (1)—(3) and (7))

yields the sub-grid scale fluxes 13¢5, ¢7¢° and ]lf iGS in the filtered momentum, energy, and

o)
transport equation, which have to be modeled. To this end, the following correlations

are employed

~ 1 —
TiS,GS — —2]4565 <Sl] — 35kk5ij> (32)
SGS A7
sGs _ _H oh
i o PTt axi (33)
and oGS oo
SGS u>o° 9Yy
Jki Sc; ox;’ (34)

where x = p*x/pp and * denote the Favre averaging and finite volume averaging, respectively.
For the sub-grid scale heat and mass fluxes, the turbulent Prandtl number (Pr;) and the
turbulent Schmidt number (Sc;) are assumed constant. Although this assumption of
a constant turbulent Prandtl number is widely used, it should be taken with caution,
especially for wall-bounded flows including heat transfer [40,71]. Following previous
studies of similar configurations, we set Pr; = 1[12,14,16,26] and Sc; = 1[12,14,16]. For the
modeling of the sub-grid scale viscosity #°C°, we employ three different well-established
models. Mainly, we use the Wall-Adapting Local Eddy-viscosity (WALE) model [51], where
1°6% is modeled with

SGS_*(C A)Z (§Z§Z)2/3 (35)
T PR 5)5 7 + (SEsy
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Cw denotes the model constant, which is set to Cyy = 0.325 using the default parameter,
and A is the filter size. gg- denotes the traceless symmetric part of the square of the velocity
gradient tensor

§ = (& + ) — 38 with g = gz] (36)

The WALE model has been specifically designed to return the correct asymptotic wall
behavior for wall-bounded flows but also showed good modeling capabilities for various
configurations, including compressible flows with phase transition [24,72]. The choice of
the WALE model for most of the presented simulations has also been motivated by the
fact that Koukouvinis et al. [25] have recently successfully employed it for simulations of
transcritical injections with phase transition (ECN spray A).

In addition to the WALE model, we also conduct comparative studies with the
well-known Smagorinsky model [49] and the Vreman model [50]. For the Smagorinsky
model [49], the modeling of 1#°C° reads

u5® = p(CsA)?4 /255 (37)

The model constant Cg = 0.17 has been used following Traxinger [12]. Several previous
LES studies of high pressure injections employed the Smagorinsky model (e.g., [12,26,3547]).
Vreman [50] proposed the following correlation

B
SGS _ = B
=pCyy | ——— 38
with

B = B11B22 + Br1Pss + P22z — Plo — Bls — Bas (39)

2 ot
,Bij =A (Xkl'lxk]‘ and Xjj = g (40)

1

The model constant Cy has been setto Cyy = 2.5C§ [50], where Cg is the model constant
from the Smagorinsky model. For example, Miiller et al. [16,26] used the Vreman model for
trans- and supercritical flows.

3. Considered Configurations and Numerical Setup

Our numerical setup is based on the experiments by Baab et al. [10], where various hot
fluids (T, ~ 600 K) were injected into a chamber filled with nitrogen at room temperature
(T.;, = 296 K) and at supercritical pressure with respect to the pure components. The injector
nozzle is a straight single-hole injector with a diameter of D = 0.236 mm and a length
of Lnozzle = 0.8mm (Lynozze/D =~ 3.4). Using laser-induced thermal acoustics (LITA),
the mixture speed of sound at selected axial and radial positions has been determined.

We consider three selected cases listed in Table 1. The first case, SoS_1, refers to the
injection of hexane (C4H14). The second and third cases, SoS_2 and So0S_3, are the injections
of pentane (CsHjy) at different injection temperatures. Table 2 lists the critical properties of
the pure components. It can be seen that the pressure in the chamber is supercritical with
respect to the pure components.

For the considered configuration, the dimensionless Reynolds number is of relevance.
The Reynolds number describes the ratio of inertial forces to viscous forces

ul

Re = 41
e=—" (41)
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where u, L, and v denote a representative velocity, a representative length scale, and the
kinematic viscosity v = u/p. Injection processes can be characterized by the Reynolds number

i.D
Rep = Lue

(42)
evaluated with the nozzle diameter D, the mean velocity at the nozzle exit ii,, the density
of the injected fluid p, and the dynamic viscosity of the injected fluid u. In the simulated
cases (see Table 1), the Reynolds number Rep is at the order of O(10°), indicating turbulent
injection processes.

Table 1. Considered configurations. T, p, Te, u., and Rep denote the chamber temperature, the
chamber pressure, the temperature and the mean velocity at the nozzle exit, and the Reynolds number.

Case Fluid T, [K] p [MPa] T, [K] 1, [m/s] Rep

S0S_1 CeHia 296 4.99 627 91 1.31 x 10°
5052 CsHip 296 5.00 597 96 1.22 x 10°
5053 CsHip 296 5.00 526 76 1.35 x 10°

Table 2. Critical properties obtained from Coolprop [73].

Pc [MPa] Tc [K]
Hexane CeH14 3.04 507.82
Pentane CsHyp 3.37 469.70
Nitrogen Ny 3.40 126.19

For compressible flows, the Mach number

u
Ma = —
c

(43)
is also of relevance, setting the velocity u in relation to the speed of sound c. The Mach
number evaluated with the mean velocity at the nozzle exit and the speed of sound at
injection condition is Ma ~ 0.3, and therefore the considered configurations are subsonic
dense jets.

Figure 1 depicts the domain and the grid of our simulations. We simulate the outflow
region after a round nozzle with a diameter of D = 0.236 mm, following the corresponding
experimental study [10]. To this end, we consider a cylindrical domain with a diameter of
64 x D and length of 128 x D, see Figure 1a. The domain is discretized with a structured
grid. Figure 1b shows the grid on the midplane overlaid to simulation results and Figure 1c
the grid resolution in the nozzle cross section. The grid has a high resolution in the near
nozzle region and the region of the jet mixing layer and then a smooth stretching in the out-
wards direction. The simulation results presented in this work have been obtained on a grid
with 45 cells over the diameter, corresponding to a cell width of Ax = 5.24 x 10 ®mand a
resolution of about Ax/# = 20 at the nozzle outlet; 77 denotes the Kolmogorov length scale
N~ LiRe3/% which is estimated using the turbulent Reynolds number Re; = u'L; /v [74].
The velocity fluctuations u’ as well as the turbulent length scale L; are obtained from the
inflow data. The grid resolution of about 20 Ax /7 is well-suited for LES studies and in
the range of previous LES studies [75]. This grid resolution yields 3.8 x 10° cells for the
whole domain. In addition to this justification of the grid resolution, we have conducted
a grid convergence study, shown in Figure 2. To this end, simulations of case S0S_1 on
three different grid resolutions have been performed and compared. The statistics were
obtained over approximately 10 flow-through times of the relevant near nozzle region
(x/D < 40). Figure 2 shows that the mean density in axial direction does not change sig-
nificantly between the medium and the fine grid resolution, which indicates convergence.
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Moreover, we refer to previous numerical investigations [12] that also demonstrated grid
convergence for the used resolution for a configuration resembling case SoS_1.

The boundary conditions are chosen as follows: At the inlet, a turbulent inflow is pre-
scribed using the digital filter-based inflow generator by Klein et al. [28]. The OpenFOAM
implementation of Immer [76] is employed to filter the random inlet data at specified grid
points to obtain coherent, turbulent structures. In the present study, a turbulence intensity
of 4% has been chosen, which is comparable to the value used in previous numerical
investigations of liquid jets [77] and supercritical jets [27]. The turbulent length scale L;
isset to Lt = 1/6 D. At the walls and the front plate, no-slip conditions are prescribed.
The domain outlet is modeled as a pressure outlet.

128 x D

o mxb

64x D

Inlet
(diameter D)

(@)

10

0 10 20 30 40 45
x/D diameter D

(b) (c)

Figure 1. (a) Simulation domain; (b) grid on the midplane overlaid to the temperature distribution on
the midplane; (c) grid resolution in the nozzle cross section. To promote visibility only every second
grid line is shown. Note that there are graphical artifacts from the visualization using ParaView.

The domain is initialized with nitrogen at chamber conditions. At the inlet, the
injected fluid at injection conditions is prescribed. A grid sequencing strategy is applied
to reduce the computational cost. This means that for each case, we let the flow field first
develop on a coarser grid and then refine the grid over several refinement levels to the final
grid resolution. After the flow field has completely developed, the statistical sampling is
started. Statistical data have been averaged over approximately 10 flow-through times of
the relevant near nozzle region (x/D < 40).
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120 :
- - -coarse
\ med]um
100 } —fine
C’?E
= SOF
A
S8
60
40 : ' '
0 10 20 30 40

z/D [-]

Figure 2. Grid convergence study for the mean density extracted along the center line for case SoS_1.
Coarse, medium, fine refer to grid resolutions 30, 45, and 60 cells over the nozzle diameter.

4. Results

In this section, we first present a detailed assessment of the thermodynamic modeling
in Section 4.1. Then, in Sections 4.2 and 4.3, the simulation results of the three selected
operating points are compared with experimental data. The results using different sub-
grid scale models are compared in Section 4.4. At the end of this section (Section 4.5),
more detailed analyses of the simulation results are presented.

4.1. Thermodynamic Modeling

As a first step, we assess the accuracy of the thermodynamic modeling of the injected
fluids at injection conditions (nozzle exit). Afterward, we study the temperature composi-
tion diagrams of the considered configurations. Finally, we evaluate the mixture speed of
sound as a function of the molar composition and compare the data with the experimental
reference data.

Figure 3 compares the thermodynamic modeling of each component—hexane (case SoS_1)
and pentane (cases S0S_2 and SoS_3)—at chamber pressure p = 5MPa (p = 4.99 MPa for
S0S_1) as a function of the temperature. The reference data are obtained from Coolprop [73]
and correspond to the Helmholtz EoS. Overall, the thermodynamic model based on the
Peng-Robinson cubic EoS reproduces the non-linear behavior of the physical quantities well.
Especially for the higher temperatures, which correspond to the injection conditions, a good
agreement can be observed. For more details on the modeling accuracy of hexane and pentane
using the Peng—Robinson cubic EoS, we refer to Kim et al. [58] and Trummler et al. [56].

In all considered cases, a hot fluid (T, = 526 — 627 K) is injected into nitrogen at
room temperature. Consequently, the injected hot fluid is at a gas-like supercritical state
at the inlet, see Figure 3. Assuming adiabatic mixing between the injected fluid and the
nitrogen in the chamber, temperature composition diagrams can be generated, which are
shown in Figure 4. Therein, the mixing temperature is plotted against the molar fraction
of the injected fluid. The left end (xrjiq, VE1uid, ZF1uia = 0) corresponds to pure nitrogen at
chamber temperature (T,, = 296 K) and the right end (Xr,ig, YFiuid, ZFiuia = 1) to the pure
injected fluid at injection temperature (see Table 1). Here, x, y, and z refer to the liquid
phase composition on a molar basis, the vapor phase composition on a molar basis, and the
overall mole fraction. Thus, the path of the adiabatic mixing temperature, which starts at
the nozzle outlet and ends somewhere in the chamber in the far field of the jet, would be
from right to left in the temperature composition diagram. Additionally, the two-phase
region, limited by the bubble-point line (blue) and dew-point line (red), is indicated in
Figure 4. The considered cases were designed to study single-phase jet mixing. For this
reason, the injection temperature has been chosen high enough to avoid re-condensation
due to cooling of the injected fluid, in other words, to avoid crossing the two-phase region
in Figure 4.
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Figure 5 plots the mixture speed of sound over the mass fraction of the injected
fluid. The figure compares the mixture speed of sound obtained with our modeling
approach with the experimentally reported data. The mixture speed of sound depends
on several quantities (see Equation (24)) and is affected by the temperature (see also
single-component effect visible in Figure 3) and the molar composition altering the mixture
quantities. In all cases, the mixture speed of sound decreases from pure nitrogen (Y;,;; = 0)
to the pure injected fluid (Yg;,;s = 1). Additionally, it can be seen that the mixture speed
of sound describes a parabolic profile peaking at a mass fraction of about Y,y ~ 0.2.
The comparison with the experimental reference data demonstrates that the thermodynamic
modeling cannot capture the peak and underestimates the mixture speed of sound at this

position by about 5%.
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Figure 3. Thermodynamic modeling using the Peng—Robinson EoS for nHexane in (a) and for
nPentane in (b). Reference data [73] is included for comparison. Figures are generated using

realtpl [56].
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Figure 4. Temperature composition diagram for hexane/nitrogen (S0S_1) in (a) and pentane/nitrogen
(505_2, 505_3) in (b). The two-phase region, limited by the bubble-point line (blue) and dew-point
line (red), is additionally indicated.
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Figure 5. Mixture speed of sound as a function of the mass fraction of the injected fluid (Yy,;;) for
S0S_1 (a), SoS_2 (b), SoS_3 (c). “PR” refers to the data obtained with our thermodynamic modeling
approach and “Experiment” to the experimental reference data [10].

4.2. Single-Phase Jet Mixing

Figure 6 compares an experimental shadowgram of a hexane injection with an in-
stantaneous snapshot of our LES study of SoS_1. The compared configurations are not
identical, since the experimental work [10] does not contain a visualization of one of the
considered cases and only provides a shadowgram of a comparable configuration with
T. = 600 K instead of T, = 627 K. For the LES results, the temperature field on the midplane
is depicted. The temperature distribution is associated with the jet mixing and for this
reason often used in the analysis of numerical simulation results [12,14,15]. As discussed in
Section 4.1, no phase separation takes place in the considered configurations. Moreover, the
considered mixing process is dominated by both turbulence and diffusion effects. As a
result, finger-like structures are formed at the periphery of the jet, and the jet gradually
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dissolves into the environment, as can be seen in the experimental visualization in Figure 6a.
Similar structures are visible in the jet periphery of the LES results. Furthermore, the global
jet characteristics of the experimental data and our simulations agree well. There is a
comparable jet opening, and both figures depict a dense jet core up to x/D = 20.

y/D

H i i H H
10 50 60 70 80 90

(@)

20

2o
=

-20

m——tpemh it

0 10 20 30 40 50 60 70 80 90

x/D 206K 627K
(b)

Figure 6. (a) Exemplary shadowgram of a hexane jet (T, = 600K, p.;, = 5MPa, T,;, = 293 K) reprinted
from Baab et al. [10] (a shadowgram corresponding to one of the considered cases was not provided
in Ref. [10]); (b) instantaneous temperature field on the midplane of case S0S_1 (hexane) (T, = 627K,
Pen = 4.99MPa, T, = 296K).

The mixing of such configurations is often approximated by adiabatic mixing; see, for
example, corresponding temperature composition diagrams in the experimental work [10].
The suitability and applicability of the adiabatic mixing model depends on the relative
importance of the local diffusion fluxes and therefore also on the configuration-dependent
time and length scales. Baab et al. [78] and Forster et al. [79] showed that the mixing
of under-expanded jets can be described well by adiabatic mixing. The high injection
velocities at these conditions, together with the eruptive discharge of the fluid, allow for
the assumption that heat and mass diffusion are not the dominant effects in the mixing
process. For subsonic dense jets, Foll et al. [48] conducted an extended analysis of the
binary jet mixing and examined the experimental data [10] considered in the present work.
To this end, they evaluated the applicability of the similarity law of Chen and Rodi [80],
describing the axial concentration decay for momentum controlled mixing. In Figure 7 the
comparison from Foll et al. [48] is reprinted. Contrary to the data of the under-expanded
jets [78], not all cases are well described by the similarity law (see Figure 7 and Ref. [48]).
While the experimental data of SoS_1 match well with the similarity law and only show
minor deviation close to the nozzle exit, the experimental data of SoS_2 and SoS_3 have
a higher concentration of the injected fluid in the region after approximately x/D > 20,
where for SoS_3 the deviation is even more pronounced. The higher concentration at
the axial position in the experiments implies that the adiabatic mixing overestimates the
mixing compared to the experiment. SoS_3 has a lower injection temperature and lower exit
velocity than the other two cases (see Table 1), which affects the temperature gradient and
the time scale compared to the other two cases. Foll et al. [48] conjectured that the Dufour
effect, which refers to a heat flux due to a concentration gradient, might be related with
the observations for this case. However, based on LES studies incorporating the Dufour
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contributions, they could not clarify the influence of the Dufour effect on the jet mixing
process due to a presumably too large influence of numerical diffusion.

For LES studies of high temperature and/or high pressure configurations, not only
the numerical diffusion itself plays a role, but also whether a fully- or a quasi-conservative
formulation of the governing equations is used [15,81]. Ma et al. [81] showed that adiabatic
and isochoric mixing are respective limits of the fully- and quasi-conservative formulation,
where previous comparative numerical studies of high pressure injections [15,48] found that
the experimental data are more accurately predicted by the adiabatic mixing assumption.

On-hex., Tj,; = 630 K (Case 1) ¢ FK, po, = 2.5 MPa (Case 4)
on-pent., Tj,; = 600 K (Case 2) v FK, p., = 3.5 MPa (Case 5)
An-pent., Tin; = 530 K (Case 3) —— Similarity law
1
0.8
g 06
=
]
= 04
g
0.2

Figure 7. Comparison of the axial mass fraction distribution of the experiment [78] (symbols) with
the similarity law of Chen and Rodi [80] (solid line). Case 1, Case 2, and Case 3 correspond to SoS_1,
S0S_2, and SoS_3. The figure is reprinted from Foll et al. [48].

4.3. Validation with Experimental Data

In the experiment, Baab et al. [10] measured the mixture speed of sound at specific
axial and radial positions. Figure 8 (top panel) visualizes the measurement positions
marked on instantaneous LES results. Figure 8 (main panel) compares the mixture speed
of sound obtained in the LES with the experimentally measured ones. The error bars
in the experimental data represent the double standard error of the sample mean [10].
Overall, a good qualitative agreement for all three cases can be observed. In the axial
direction (Figure 8a—c), the mixture speed of sound gradually increases and asymptotically
approaches the value of pure nitrogen with increasing downstream position. The simulation
results for SoS_1 tend to slightly underestimate the mixture speed of sound, while these
of S0S_2 and SoS_3 tend to overestimate it. In addition to this, SoS_1 and SoS_2 indicate
an underestimation at the very downstream positions, where numerical effects, such as a
coarser grid, may already have an impact.

In the radial direction (Figure 8d), the mixture speed of sound is increased at the jet
periphery due to the higher nitrogen content in this region. Here, only SoS_1 and SoS_3
are compared with the experimental data, since only for these two cases data have been
provided. In general, the characteristic curve of the mixture speed of sound is well captured
by the LES. In the experimental data, an asymmetry of the profiles is present, which might
be associated with the nozzle geometry.

Based on these comparisons, we conclude that the LES qualitatively represents the mixing
well under the considered conditions, although the quantitative comparison shows some
deviations. We conjecture that besides the differences in experimental and numerical setup
(nozzle geometry, boundary conditions, etc.) and numerical effects (grid resolution, numerical
scheme, etc.), the fact that adiabatic mixing is not applicable to all the cases of the considered
configuration (see above) plays a key role. The simulation results of SoS_2 and SoS_3 tend to
overestimate the speed of sound, with the overestimation being more pronounced for SoS_3.
Applying these observations to the mixing means that SoS_2 and 50S_3 tend to overestimate it,
which is in excellent agreement with the observations by Foll et al. [48].
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Figure 8. Top panel: Experimental measurement positions of the mixture speed of sound indicated
on LES results. Main panel: Comparison of the mixture speed of sound of the LES (orange) and the
experiment (black) (error bars represent the double standard error of the sample mean) for the cases
S0S5_1 (a), SoS_2 (b), and SoS_3 (c) in the axial direction and for the cases SoS_1 and So0S_3 in the
radial direction at the position x/D = 35 (d).

4.4. Effect of the Sub-Grid Scale Model

In order to assess the effect of the sub-grid scale modeling, additional LES studies of
case 505_1 using the Smagorinsky model and the Vreman model were conducted. Figure 9
compares the averaged mixture speed of sound obtained from the different LES studies. All
three models reproduce the general mixing behavior well. In the axial direction (Figure 9a),
the mixture speed of sound of the results obtained with the Smagorinsky model and the
Vreman model is higher than that of the WALE model, indicating a higher nitrogen content
and thus more mixing, which can be assumed to be associated with the more dissipative
character of these models. The difference between the models is more pronounced close to
the nozzle outlet and vanishes further downstream.

In the radial direction (Figure 9b), the characteristic increase of the mixture speed of
sound in the jet mixing region is captured well by all three models and peaks at the same
radial position. Regarding the mixture speed of sound in the center region, again, the more
dissipative character of Smagorinsky and Vreman compared to WALE is visible. At this
axial position (x/D = 35, center), the WALE model matches the experimental values better
than the other two models.
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Figure 9. Comparison of the mixture speed of sound of LES studies using different sub-grid scale
models (color) and the experiment (black) for the cases SoS_1 in the axial direction (a) and in the
radial direction at the position x/D = 35 (b).

For a comparison of the effects of different LES models in transcritical injections at
high pressure, we also refer to previous investigations (e.g., [16,26,29,30]). Miiller et al. [26]
quantitatively compared and studied results of trans- and supercritical nitrogen injec-
tions [4] obtained with the explicit eddy-viscosity models of Smagorinsky and Vreman and
the implicit LES approach Adaptive Local Deconvolution Method (ALDM) [82,83]. They
found that the sub-grid scale model is less important for the distribution of the averaged
quantities than, for example, the inflow conditions (the inflow temperature plays a decisive
role in the configuration considered in their study) or the thermodynamic modeling. Jafari
et al. [27] presented a qualitative comparison of the results of a transcritical injection with
phase transition [14] of the Smagorinsky and the structural Sigma model [84] and observed
a shift of the position of the jet break up further upstream and a better agreement with
experimental jet opening angle using the Sigma model. Furthermore, for transcritical simu-
lations with phase transition of ECN Spray A, the suitability of the WALE model [25] and
the implicit ALDM [13,17,39,43] have been recently demonstrated, where liquid and vapor
penetration lengths have been qualitatively compared with experimental data. Further-
more, Lagarza-Cortés et al. [36] obtained good results for LES studies of the Mayer jets [4]
using the selective structures-function model by David [85] (see also [86]). For transcritical
simulations with phase transition of ECN Spray A, the suitability of the WALE model [25]
and the implicit ALDM [13,17,39,43] have been recently demonstrated, where liquid and
vapor penetration lengths have been qualitatively compared with experimental data.

Further investigations of the impact of the sub-grid scale modeling in this configuration
are the subject of ongoing research at our institute. Due to the strong correlation of the
mixture speed of sound with the local molar composition, we consider the LES comparisons
of this case to be a valuable extension of previous studies.

4.5. Detailed Analysis of LES Results

The LES data (WALE model) allow for more detailed analysis and provide a compre-
hensive database. In the following, we examine the time-averaged data of the mixture
speed of sound and the mass fraction distribution in more detail.

Figure 10 compares the mixture speed of sound in the axial direction for the three
investigated cases. Due to the different speed of sound values at the injection conditions,
the mixture speed of sound starts at different positions at the nozzle outlet (x/D = 0)
and stays at this value until x/D =~ 3. This corresponds to the central stream core of the
injected fluid (mass fraction Yg;,;; ~ 1) and is usually very clearly pronounced in CFD
simulations [16,20], as described and discussed in detail by Banuti and Hannemann [44].
Due to the similar Reynolds numbers, the length is approximately the same for all three
cases. Then, the mixture speed of sound slowly increases downstream due to an increasing
nitrogen content, approaching the speed of sound of pure nitrogen. For the cases SoS_1 and
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S0S_2, the mixture speed of sound overshoots that of pure nitrogen due to the characteristic
curve of the mixture speed of sound, see Figure 5.

Figure 11 depicts the radial profiles of the mass fraction of the injected fluid (Figure 11a—c)
together with the mixture speed of sound (Figure 11d—f) at the positions x/D = {3,10,20}.
Again, we see this characteristic increase of the mixture speed of sound at the jet periphery,
which results in an overshoot at this position in SoS_1 and SoS_2 (see Figure 11d,e). At
S0S_3 (Figure 11f), no overshoot is visible, which is correlated with the modeled mixture
speed of sound, see Figure 5c.

The data provided here containing both the mixture speed of sound and the mass
fraction for three different high pressure injections can serve as a benchmark for future
numerical investigations in this field. The availability of both data sets allows for easier
identification of reasons for deviations and discrepancies.
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Figure 10. Time-averaged mixture speed of sound along the center line. The horizontal line at
¢ =~ 355m/s corresponds to the speed of sound of pure nitrogen.
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Figure 11. Radial profiles of the mass fraction of the injected fluid (a—c) and the mixture speed of
sound (d—f) at the axial positions x/D = {3,10,20}. Data in (a,d) correspond to SoS_1, in (b,e) to
50S_2 and in (e,f) to SoS_3.
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5. Conclusions and Outlook

We have presented the thermodynamic modeling and LES simulation results of multi-
component jet mixing at high pressure conditions. The employed thermodynamic model is
based on a cubic EoS for multi-component flows and combined with the Chung correlations
for modeling the transport properties. The LES studies were conducted using an extended
version of the open-source code OpenFOAM, including special modifications to account
for real gas thermodynamics. Using this framework, we simulated three selected cases
from the experimental study by Baab et al. [10]—one hexane injection and two pentane
injections that differ in injection temperature and injection velocity.

First, we assessed the accuracy of thermodynamic modeling and the characteristics
of the mixture speed of sound. With the employed thermodynamic modeling approach,
we were able to capture and reproduce the strongly non-linear behavior at the considered
pressure and temperature conditions. Moreover, the evaluation of the mixture speed
of sound was presented, and its behavior along the adiabatic mixing temperature was
analyzed for the three considered cases.

Using the experimental data, we were able to validate our numerical approach and
demonstrate the suitability of LES studies for mixing processes. The LES results show
the same characteristic trends observed in the experiments. The quantitative comparison
revealed certain deviations that seem to be associated with the fact that adiabatic mixing is
not globally applicable to the considered configurations. The observed deviations can be
well explained with recent analyses in the literature.

In addition to this, we compared simulation results obtained using the Smagorinsky,
the Vreman, and the WALE sub-grid scale model. All three models can capture the charac-
teristic mixing, but the less dissipative WALE model showed the best agreement with the
experimentally measured radial distribution of the mixture speed of sound. More thorough
investigations are necessary and part of current research.

Finally, detailed data from the LES study were presented and discussed. For this
purpose, data on the mixture speed of sound and the corresponding mass fraction were
extracted at selected radial positions of the jet.

The main findings can be summarized as: (i) the mixture speed of sound is well-
suited to quantitatively investigate mixing processes in experimental as well as numerical
studies; (ii) single-phase jet mixing can be well represented by LES investigations; (iii) all
three applied sub-grid scale models (Smagorinsky, Vreman, and WALE) can capture the
characteristic mixing.

The present work extends the previous numerical studies on this subject presenting an
LES study of three cases, which were experimentally documented, and closely examining
the thermodynamics and the correlation of multi-component mixing and the mixture
speed of sound. Nevertheless, further validations and investigations in this field are
required. Unfortunately, due to the limited data on fluoroketone and the limitations of the
thermodynamic model used, studies on the other two configurations of the experiment
cannot be performed. To further validate our modeling approach and shed more light
on the underlying physics, joint experimental and numerical studies of multi-component
jet mixing are planned [87]. Based on the complementary insights from numerical flow
simulations and experiments, a more comprehensive understanding of the underlying
physical mechanisms and phenomena may be gained.
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The following abbreviations are used in this manuscript:
ALDM  Adaptive Local Deconvolution Method

EoS Equation of state
LES Large-eddy simulations
PR Peng-Robinson

SoS Speed of Sound
WALE  Wall-Adapting Local Eddy-viscosity
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