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Spectra of supersaturation and liquid water content (LWC) fluctuations in cloud turbu-
lence are theoretically studied. Equations for the variance spectra are derived using the
Lagrangian renormalized approximation and examined through asymptotic analysis. Our
results show that the wave-number-dependent Damkohler number, defined as the ratio
of the turbulent eddy turnover time to the phase relaxation time of the supersaturation,
controls the scalar transfer functions and the supersaturation excitation by turbulence. Ad-
ditionally, the supersaturation spectrum E(k) has three power-law ranges. Here two ranges
follow k=/3; however, their amplitudes differ depending on the large-scale Damkdohler
number and the input ratio of the supersaturation excitations in the associated range. The
third range of E,(k) oc k~'~28Px includes Cy and Dy representing the Bachelor constant
and Damkohler number corresponding to the Kolmogorov time, respectively. The LWC
spectrum E (k) reveals two power-law ranges: k=/3 for k < kg, and k! for kg, < k, in
which the transition wave number k.7 is given by the input ratio of the supersaturation ex-
citations in the two k=53
results.

ranges by the turbulence and is consistent with field measurement
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I. INTRODUCTION

Recent developments in the measurement of cloud properties has allowed for the accumulation of
a considerable amount of cloud microphysics data, gathered by various means including airplanes
[1-5], high-elevation measurements [6], and cloud kites [7]. The power spectrum of liquid water
content (LWC), in particular, has attracted much interest [1,2,6,8—11]. The LWC spectrum is k=33
at low wave numbers but trends toward k~! at 2—5 m, which corresponds to k7 =~ 0.002, where 7
is the Kolmogorov length [1,9]. High-elevation measurements from a mountain top have indicated
an LWC power spectrum of f~>/3 for low frequencies; however, the spectrum is shallower and
shows a transition at around 3 Hz (Fig. 12 of Siebert et al. [6]), corresponding to k7 =~ 0.0018.
Notably, this transition occurs at wave-number values well inside the inertial-convective range.
These findings lead to questions as to whether the observed k! spectrum is the Batchelor spectrum
for a high Schmidt number [12], as well as why the transition wave number is so low compared to
the theoretical condition of k77 > 1.

Much effort has been directed towards clarifying these observations. Among the arguments posed
it is considered that the observed spectrum reflects actual physical phenomena and is not due to
sampling error, and that the intermittency of the LWC is irrelevant for the spectrum which is the
second order moment, but tends to manifest in high-order moments [13,14]. Mazin [8] argued
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the effects of the phase relaxation time 7, to LWC fluctuations in turbulence. When 7, > i,
a significant phase change cannot take place; in this case, the LWC is just a passive scalar. However,
when 7, < T, the supersaturation responds quickly to the ambient turbulent field and attains a
statistically steady state. In both cases, the LWC spectrum obeys k—>/3 scaling. On the other hand,
when 7, & 7y, the dynamics of the scalar transfer changes and the k=373 spectrum is modified, and
the deviation of the LWC spectrum can be interpreted as the transition from one k~>/3 to another
k=33 spectrum. However, how the two spectra match in the wave-number space is not debated.
Jefferey [10] (see also [9,11]) examined the LWC spectrum enhancement at high wave numbers for
rapidly changing random velocity (Kraichnan model [15-17]). A passive scalar such as the LWC
is assumed to be excited by condensation-evaporation, which originates from the axisymmetric
vertical structure of the mean field depending on the vertical coordinate and the vertical turbulent
velocity. The result is an enhanced LWC spectrum, and the transition from k=3 to k~! is found
to occur at the wave numbers as seen in the observations. However, in the authors’ view, it is
questionable that the anisotropy at scales where the k~! spectrum is observed leads to such a large
enhancement of the LWC spectrum. And use of the random velocity which is delta correlated in
time masks the role of the phase relaxation of the supersaturation relative to the turbulent mixing
time that depends on scale.

In previous studies, the LWC fluctuations have been examined with respect to the measured
LWC spectrum; however, supersaturation has not been considered. Given that supersaturation is
responsible for the growth or decay of cloud droplets through the condensation-evaporation process,
arguments that do not include analysis of supersaturation effects may lack the essential physics
necessary to explain the LWC spectrum. Thus, the problem regarding LWC spectrum modification
has yet to be resolved.

The purpose of the present paper is to answer the questions proposed and to gain insight into the
spectral dynamics of the LWC and supersaturation variances over the entire range of the wave
number. For this purpose, first, by taking a closer look at LWC and supersaturation from the
micrcoscopic viewpoint, we derive the fundamental and simple equations to the problem which
allow theoretical analysis. Second, by using direct numerical simulations (DNSs) and the statistical
theory of turbulence, we study the scaling of the supersaturation and LWC variance spectra.
We stress also a viewpoint that spectral dynamics of scalar in turbulence which has its inherent
characteristic time, such as the phase relaxation time that is independent of scale, poses a new type
of the problem in the turbulent mixing. It is interesting and important to the physics of turbulence
to study where the scaling behavior of the scalar fluctuations is broken and how the spectrum is
modified.

The remainder of this paper is organized as follows. In Sec. II the Batchelor theory is reviewed
as it plays a key role in the analysis, and we examine its performance by comparing the theory
with DNS data. Section III presents the derivations of the governing equations for supersaturation
and LWC. In Sec. IV the equations for the spectra of the supersaturation and LWC variances
are derived. An asymptotic analysis of the spectra and the results are presented in Sec. V for the
supersaturation and in Sec. VI for the LWC. Section VII provides a discussion of the results, and
Sec. VIII summarizes our findings.

II. BATCHELOR’S THEORY

In this section Batchelor’s theory of mixing of passive scalar with a high Schmidt number, Sc =
v/k, is reviewed [12]. These ideas are classical, but their understanding is essential to appreciate the
results on cloud turbulence in the following sections, where the complex physics of supersaturation
and droplet condensation is treated in a simplified framework of passive scalars.

Fluctuations of passive scalar 0 at scales smaller than the Kolmogorov length 77 are assumed to
be convected by random straining motion, which is approximately uniform over the domain of size
of 7. In local coordinates such that the rate of the strain tensor e;; = (1/2)(du;/dx; + du;/0x;) is
diagonal, the velocity field is expressed as u = axje; + Bxye; + yx3e3, where the eigenvalues «,
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and y are ordered as y < 8 < « and e;’s are the corresponding eigenvectors. The equation for 6 in
the small blob is given as

a6 a a ad )
— 4+ —(ax10) + —(Bx20) + —(axx30) =k V0. (1)
Jat 0x1 0x> 0x3
The scalar blob is quickly squeezed into a smaller size under the fluid motion of yx3(y < 0) until
the molecular diffusion balances, and then the equilibrium state is established and characterized by

¥l d (x30) @ 2
—|y|l=—x30) = k —.
v dX3 3 dx%
The equation of the two-point correlation function of the scalar is given by
d(eo’) d*(60")
—lylr =2k ) 3)

dr dr?

where 6’ = 0(x + re3) and r is the separation distance along the direction of the least eigenvalue
of the rate of the strain tensor [12]. The corresponding equation of the scalar spectrum Ejy in the
statistically isotropic state at small scales can be obtained as [12,15]

d
|y | = kEq (k) = —2ick®Eg (k). 4)

Here Batchelor replaced |y | by Cz ' (€/v)!/? because y is fluctuating, where Cg > 0 is the Batchelor
constant and € is the mean dissipation rate of the kinetic energy per unit mass. The scalar spectrum
is then easily obtained as

—\ —1/2
Ee(k)ZCB70<§> ke Calk )", (5)

—1/2

where ¥, is the mean dissipation rate of the scalar variance and 775 = 7S¢ <« 7 is the Batchelor

length. When k75 < 1, the viscous-convective range exists and Eg (k) is

—1/2

Ey(k) = cm(%) k' ©6)

It is important to note that when both the Reynolds number and Schmidt number are very high the
inertial-convective range (k; << k < k; = 1/7) and the viscous-convective range (ky < k < kp =
1/7,,) exist, and the scalar flux injected at k; is constant and equal to Ty = ¥, throughout the two
ranges k; < k < kg according to Yaglom’s 4/3 law [13,18-20].

The k~! spectrum is theoretically valid at wave numbers much higher than k,. However, some
studies have shown that the k! spectrum is observed at much lower wave numbers [10,21-24]. For
the moment, we put aside the theoretical condition k > k; and see where k=>/* and k~' spectra
match. In the inertial-convective range Ey (k) is

Ep(k) = Cocxp k8, 7)

where Cyc is the Obukhov-Corrsin constant [25-27]. Given the requirement that the spectrum of
Eq. (7) matches the spectrum of Eq. (6) at k., the transition wave number yields

C.. 3/2
kg = (F) ~ 0.038. (8)

B
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FIG. 1. Compensated spectra of kinetic energy and scalar variances. Red: € 23k’3E(k); blue:
%y € Pl Ey (k) (excited by Gaussian random injection); green: Y;'?‘/3k5/3Eq(k) (excited by the mean
uniform gradient) [14]. Collapse of two curves of the scalar spectra except the low wave-number range indicates

the fact that the scaling of the scalar spectrum is not affected by the scalar gradient.

The Obukhov-Corrsin and Batchelor constants are 0.7 and 6.2, respectively, through DNS, as de-
scribed in the following. The computed transition wave number k.77 = 0.038 = (0.7/6.2)3/? is much
smaller than the condition k7 >> 1 that the Batchelor theory assumes; rather, it is approximately at
the upper end of the inertial convective range. Indeed, as seen in Fig. 1, the bump features in the
compensated spectra ¥, '€'/*k>/3Ey (k) and %, €’ 3k3/3E, (k) for the variances of passive scalars
6 and g, respectively, and € *3k>/E (k) for the kinetic energy obtained by DNS begin at wave
numbers very close to k.77 = 0.038, where 0 and g are convected by the same isotropic turbulence
and excited by different scalar injection methods that are described below [14].

For Cyc, we use a DNS with the number of grid points at 4096%, R; = 803, and Sc = 0.72 [14].
The velocity is maintained by a random force corresponding to Gaussian white noise. 6 is excited
by the Gaussian random noise of the Ornstein-Uhlenbeck process, and g by the mean uniform scalar
gradient.

The two compensated spectra collapse well and are horizontal for 0.002 < k7 < 0.03, meaning
that Ey (k) and E,(k) follow the k=3 spectrum, from which the Obkukhov-Corrsin constants are
evaluated as Cy = 0.725 and C; = 0.699, respectively, and we take C, ~ 0.7. The horizontal curves
begin to increase at about k.77 = 0.038, with a slope close to 1/3 that is slightly smaller than
2/3 = —1+5/3, which is known as the spectral bump. There is an explanation for the bump
formation, such that one of the legs in the triad interaction is lost, due to the molecular dissipation
[28]. However, it is not certain at this point whether the same physics can be applied to Eq. (8).

The excellent agreement of k.77 = 0.038 with DNS data suggests that turbulent straining motion
is acting on the passive scalar as if the rate of the strain tensor is effectively uniform over the domain
of size 1 < r/n < 1/0.038 if the same mechanisms as the one by Batchelor can be applied to this
domain. Given that the viscosity is irrelevant in this range, we consider that it is not appropriate to
call this wave-number range the viscous-convective range. Alternatively, we refer to this range as
the strain-convective (SC) range in this study. It should be noted that the transition wave number
(frequency) of the LWC spectrum found in field measurements is one order smaller than k.77 =
0.038.

Given that the above DNS for the passive scalar was made at Sc = 0.72, the molecular diffusivity
may introduce some ambiguity in interpretation of the above results. To make the physical setup
simpler and more transparent, an alternative numerical simulation method for computing the scalar
spectrum at an infinite Schmidt number was applied; the details are reported elsewhere [29]. Here
we provide a brief description of the method and the results that are especially relevant for the
present study.
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FIG. 2. Compensated three-dimensional spectra of scalar variance carried by particles X' (€/v)"/2kEy (k).
The curves are plotted from top to bottom for increasing Dy = ¢ /7y, Where 7, is the scalar relaxation time
of the particle. The top curve is for R, = 387 and the others for 225, respectively. The Batchelor constant
Cp = 6.2 is computed for 7, = 200. Vertical thin line indicates k7 = 0.038.

Scalar transport via temperature, as an example, by monodisperse particles that are convected by
turbulence is assumed to obey the equations

dX ;
%” = u(X;(1).1), )

DO 0,(x,t
2r_ 0 )+F9(X 0,0, (10)
Dt
where % =0/0t+u-V,X;{t)is the position of the jth particle, and 6,(X ;(¢), t) is the particle
temperature given by

N,
C

Op(x.1) = = "m;0;8[x — X ;(1)]. (a1
LoCo e

and 7y is the relaxation time of the particle temperature. Here 6; and m; represent the particle
temperature and mass, respectively, and ¢y and pg are the specific heat and density of the fluid,
respectively. ¢, is the specific heat of the particle, and N, is the number of particles inside a grid cell.
Fy is the Gaussian random noise, whose spectral support is at low wave numbers. The computation
of Egs. (9) and (10) is made with the Lagrangian method. The fluid velocity at the particle position
is linearly interpolated and the particle temperature as a continuum is computed at the grid points
of the fluid by the linear interpolation. The spectrum of the fluctuation variance of the particle
temperature is computed using fast Fourier transform analysis, by subtracting the shot noise due
to the discreteness of the particle and by removing the spatial filter effects arising from the linear
interpolation [30]. Thus, the obtained spectrum of the particle temperature (as a passive scalar)
corresponds to that for an infinite Schmidt number.

The DNSs were done with N = 5123 grid points, kpnax7 = 1.61 at R, = 225 for most of runs and
N = 10243, kmax7] = 1.58 for R, = 378. Figure 2 shows the variation in the compensated spectrum
X 1 (€/v)'/?kEy(k) for Damkohler number Dy, defined as

D, = = = ((€/v)"1y) 7", (12)
To

= (¢/v)~"/% is the Kolmogorov time. At low wave numbers the spectrum is close to k~>/3
0.038 when Dy is very small (large 1), meaning that the

where T
and becomes horizontal at around k7 ~
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FIG. 3. Variation of exponent « in Eq. (14) against Dy. Straight lines show the slope 28 = 10.6 and 5.38,
respectively.

transition from k>/3 to k! occurs at kn = 0.038. When Dy increases, the slope of the compensated
spectrum decreases, as expected from the decay term in Eq. (10); however, the transition point
remains unchanged.

Let us apply the Batchelor theory to the above particle temperature spectrum. The point is that the
velocity field is assumed to be smooth and treated as linear in the local coordinates. The spectrum
equation in the steady state is then given by

1 (e “/deE oo 2
E(;) T KEo (k) = _EEH(k)’ (13)
where |y| in Eq. (4) is replaced by the representative Kolmogorov timescale 8~!(€/v)~!/2, and
B(> 0) is a positive constant. The solution is given by
\ 12
kEq (k) o<79<;> (k) 2PP% o k. (14)

The spectrum obeys the power law, and the slope of kEy (k) decreases with an increase in Dy, which
is consistent with the observation in Fig. 2. The computed exponent « against Dy is shown in Fig. 3.
For small Dy, the slope of the curve is 28 = 10.6, such that 8 = 5.3 is close to Cg = 6.2. In the
analysis to follow, we use 8 = Cg.

We now return to the Batchelor’s problem. The spectral equation of the passive scalar in the
steady state can be written as

d
—Eﬂe(k) = Ty (k) = 2ck*Ey (k) (15)
where Tl is the transfer flux of the scalar variance across the wave number & from the band below
k to the one above it. The above DNS data and arguments seem to strongly suggest that in the upper
end of the inertial-convective range for the passive scalar spectrum, the transfer function can well
be approximated as

d 1 (e\"d
—ﬂne(k)=Te(k)~—a<;> EkEe(k)' (16)

Although the precise mechanism of the successful approximation is not known, and given the
excellent agreement of the analytical results with DNS data, we will use this approximation in
the latter analysis.
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sea surface

FIG. 4. Domain of cloud turbulence under the consideration. There is a small cubic box of size Ly, well in-
side a cumulus cloud with characteristics length Lejoua > Liox. Mean water vapor mixing ratio Qv (z) and mean
temperature T (z) vary along the vertical direction, and the mean gradients I'; = dT /dz and r,= dQ,,/dz are
assumed to be constant over the cubic domain. The local coordinate system x’ is introduced. Inside the cubic
domain, small sphere with radius A centered on x” is taken for coarse graining of the distribution of the water
droplets.

III. GOVERNING EQUATIONS

In this section, we show how, starting from a microscopic description of a cloud, a discrete
distribution of particles can be treated as a continuum by coarse graining, and how the essential
physical mechanisms governing the spectral dynamics of water vapor and liquid water fluctuations
can be derived. The different assumptions are presented, allowing to arrive at a set of two coupled
scalar equations (40) and (41). These will be the principal result of this section.

We consider a small domain well inside the cloud whose typical size Lyox (say tens of meters)
is much smaller than the whole cloud size Lj,,q (about a few kilometers) (see Fig. 4). Also, there
exist uniform mean gradients of the water vapor and temperature, I'y = dT /dz and r,= dQ,/dz,
respectively, along the vertical direction. The water vapor mixing ratio gq,, the liquid water mixing
ratio g;, and the condensation-evaporation rate are defined as

m
Go(x,1) = —, (17)
m dmp MK
1 ! 3
)= —= R:(1), 18
aile.t) = = = =75 ; HO! (18)
1 dm(x,t)
Colx,t) =— — 2
a(x, 1) e dr
Na@,t)
4 p K
= Mg Y Ris(X (), 1), (19)
k=1
respectively, where
R;(1)
Rj(t)ZZ_t = Kys(X (1), 1) (20)

is used [30-32]. Here m,, m,, and m, are the masses of the water vapor, dry air, and liquid water in
a small cell of A3, respectively. p; and p, are the densities of water and the dry air, respectively, K
is the temperature-dependent diffusion coefficient, Na (x, ¢) is the number of droplets in the sphere
with radius A at position x and time ¢, and X ; and R; are the position and radius of the jth droplet,
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respectively. s is the supersaturation, which is defined by

s=——1 21

Here gy is the saturation water vapor mixing ratio at a given temperature and pressure.

Because the liquid water mixing ratio corresponds to the LWC spectrum, we refer to the above
variance spectrum as the LWC spectrum in this study. Unlike air and water vapor, which are gases
as a continuum form, the description of ¢; differs from the gas phase as the typical number density
of water droplets in cloud is on the order of hundreds to thousands per cubic centimeter.

For the continuum description of ¢; it is necessary to introduce coarse graining in space with a
certain size A which is defined by

NA(X 1)

> AX@)), (22)
j=1

A1) = PIA] = o

where A is any quantity attributed to a droplet at X ;(t). A needs to be as large as A3 to contain a
sufficient number of droplets. Thus, we assume that A is at least larger than about half a centimeter,
fivefold longer than the typical Kolmogorov length 77 of 1 mm, but much shorter than the Taylor
microscale that is about 50-fold the Kolmogorov length. The liquid water content mixing ratio
qi(x,t) as a continuum is then given by

qia(x, 1) = P[qi]
_ 4 p; Ny(x, 1) 1

— ——— ) Rt
3 IOLI A3 NA(x’t) ; j( )

Na(X,t)

4w

~ Ay, DR (1), A= — 2L (23)
3 Pa

where n,(x, t) is the number density of the droplets; here, the passage from the second line to the

- . . =3 . S s
third line replaces the local average of the cubic radius R®> by R the cube of its mean R. Similarly,
the continuum representation of the condensation-evaporation rate Cy is as follows:

Can(x,1) = Z[C4]

_4n g N 1 N%’)dRﬁ(t)
3 ps A3 Nu(x, 1) dt

j=1

4n pr Nolx 1) 233K 1 NAi’” R
3 pg A3 R’ Nu(x,1) R

)S(Xj(t), 1)

J=1

R

1
_qlA(xvt)sA(xst)’ (24)
7]

where s, is the coarse-grained supersaturation, and Eq. (20) and the approximation (R; / R) ~ 1
are used. The timescale 7;, defined by

T = (25)

3K’
characterizes the condensation-evaporation process and is in proportion to the square of the mean

droplet radius in the domain [33]. It should be stressed also that t; is independent of the scale (wave
number).
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The next step is to derive the equation for g;,(x, t) as continuum. Let us consider the change in
the liquid water mass in A*. Physical processes contributing to the change in mass are (1) transfer
by flow, (2) molecular diffusion, (3) nucleation, (4) condensation-evaporation, (5) collision and
coalescence, (6) break-up, and (7) the fallout of droplets. Process (1) is expressed as the Eulerian
convective term u - Vg;,. Number (2) is neglected, as the typical size of droplets is about ten micron
meters, and the Brownian motion of droplets estimated with Einstein’s formula is negligible. For (3),
we assume that the mean supersaturation of the water vapor is zero for simplicity [more arguments
follow after Eq. (35)]; thus, this contribution is eliminated. Point (4) is a key process in the present
study to be included. For (5) and (6), the typical radius of droplets under consideration is about ten
micron meters, such that the contributions of the collision-coalescence and break-up processes are
very small and, thus, are not included. Regarding (7), the removal of droplets due to sedimentation
may be expressed as —gq;/1;, where t; is the characteristic time of droplet removal that is constant
and considerably longer than the large eddy turnover time of Ly /u’, where u’ is the root mean
square velocity of the turbulence within the box [34,35].

We assume that the buoyancy force due to the condensation-evaporation is weak and can be
neglected because Lyox < Lcioud The two scalars g,, and ¢, interact with each other but not with
the fluid motion; thus, they are treated as passive scalars for simplicity. Under these conditions, the
fundamental equations are the Navier-Stokes equation for an incompressible fluid and the advection
diffusion equations for ¢,, and g;, as

d
<E+u-V>u: —Vp+vViu+ f*, (26)
V.u=0, (27)
Gy ) 1
+u- Vq‘UA = K‘UV Gua — —qIaSa + Fq”Sv (28)
ot T
aq, 1 1
a +u-Vqi, = —qiasa — —qia, (29)
ot T Tr

respectively.

For convenience, the water vapor mixing ratio ¢q,, is changed to the supersaturation s, for
further analysis. For this purpose we follow the steps used in [36], by using Eq. (21) and the
Clasius-Clapeyron equation for relating the saturation pressure to the temperature. After dropping
the subscript A to be more concise, we obtain the equations for supersaturation and the liquid water
mixing ratio as

0 J
g8 +u-Vs =iV — —qs+us, (30)
ot 7
aql 1 1
— +u-Vg=—qs— —q, (31)
ot T T

where I'y = I';/qys and «; is the diffusion constant for supersaturation. Also the equation for the
absolute temperature 7 is given by

oT ’ L, g
—+u-VT =k VT + —q;5s — —us, (32)
ot cpll Cp

where k7 is the temperature diffusion constant, ¢, the specific heat for constant pressure, L, the
latent heat, and g is the gravitational acceleration. A nondimensional constant J arises from the
variation of gy through the temperature [36] and

P eL?

J = — + )
€es  cpR4T?

(33)
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where P is the static pressure, € = R;/R, = 0.62, e, the saturation pressure, and R; and R, are the
gas constants for dry air and water vapor, respectively.
We now define for latter use the relaxation time of the supersaturation 75 as
1 19) —
1_,2_ J(4nKﬁdR)<ﬂ). (34)
Ts T a

Here 714 and Q; are the means of the number density and the water vapor mixing ratio, respectively.
Let us write the variables as the sum of the mean and fluctuation, as

s:§+§, QI=§1+671, T:T+é, (35)

where S = (s), 0, = (q;), T = (T), and () denotes the ensemble average. We assume that the
turbulent field is statistically steady and homogeneous and the fluctuations are much smaller than
the means. Substitution of Eq. (35) into Egs. (30), (31), and (32) leads to the equations for the means
as

TR —=(0;S + (qi5)). (36)
t T
do 1 — 0
_%’(I) = L@5+@m- 2 (37
f T T,
dT@t) L, ——  __
7 (Q)S + (qi3)), (38)
t CpTy

where V (u3) = V(ug;) = V (uf) = 0 via the homogeneity is applied. When J is constant in time
and 7, is very large so that the second term of the r.h.s. of Eq. (37) is neglected, it is easily found
from Eqs. (36) and (37) that d(S 4+ JQ,)/dt = 0 so that the weighted sum (S 4+ JQ,) is constant
in time. If the fluctuating part (§;5) is neglected, Eq. (36) means that S(¢) vanishes at latter times
because Q,(¢) > 0, unless there is injection of the systematic (mean) supersaturation from outside.
Therefore, in this study we assume that S() = 0 and the fluctuating term (§;3)/Q, can be neglected;
thus, the right-hand side of Eq. (36) vanishes, consistent with S(@)=0. A similar argument can
be applied to the right-hand side of (38), so that T(¢) is constant in time. When there exists the
mean uniform gradient I'; along the vertical direction, this implies that 7 = Ty 4+ I'yz is constant in
time, where T} is mean temperature in the box. On the other hand, Eq. (37) implies that (§;3)/Q; =
7;/7, < 1 is necessary for the steady state to be achieved. As such, we drop the term of 1/7, in the
sense of 7; < t; in the present analysis.
Given that g; is positive definite, it is convenient to work with its logarithm as

q=0,+q >0,
logg; =InQ; + In(1 + ),

— qi
~AInQ +¢, ¢=—, (39
e 0

where the fluctuation §; /Q is assumed to be small in the last line. Substituting Eqs. (35) and (39)
into Egs. (30) and (31), subtracting Egs. (36) and (37) from the resulting equations, and using the
assumption S = 0 and neglecting the second-order terms in the fluctuations, we obtain the equations
for the fluctuations of the supersaturation s [37,38] and the (normalized) LWC ¢ as

s 1 2
§+u~Vs=——s+KsV s+ Dgus, (40)
T
¢ 2 1
_+uV¢:K¢V ¢+_s7 (41)
ot T
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where~of § is again dropped for ease of writing. Also the temperature fluctuation obeys the equation

30 , L,
— +u-VO =xyVEO +Tgus +
at CpTy

S, 42)

where I'y =T'r — g/c).

We observe the following: (1) The supersaturation s is damped at the constant rate 1/t in
addition to the molecular diffusivity and excited by the turbulent velocity through the mean uniform
gradient I'y. On the other hand, (2) the LWC and temperature fluctuations are dissipated only by the
diffusion term, but excited by the supersaturation s at the rates 1/7; for the LWC and L, /(c,1;) for
the temperature, respectively, and excited also by I';u3 for the temperature.

These facts indicate that the temperature fluctuations affect indirectly s and ¢ through the
characteristic times 7y, 7; and the mean gradient for the supersaturation I'y = I'; /gy, via J, K, and
qvs- Therefore, it is reasonable to primarily consider two equations for the supersaturation and the
LWC, and we neglect the temperature fluctuation effects. Equations (40) for the supersaturation and
(41) for the LWC are main results of this section.

Note that the diffusive term in Eq. (41) is now added, based on the following. The properties of
quvs (sa) and g;, (¢a) as continuum below the size A are lost due to the coarse graining, in which
the loss of information appears as memory decay effects, which is well known in nonequilibrium
statistical mechanics [39]. A simple way to represent this is to introduce the effective diffusivity
k4. The amplitude of the effective diffusivity is estimated as k4 ~ u,A on the dimensional ground
where u, is the velocity at the scale of A. An estimate of x, may be obtained from the data of
Ref. [6]. From the turbulence data € = 8.5 x 1072 m?s 2 and v = 1.33 x 107> m?s~!, we have
uy, ~ @)/ ~32x102 ms™! and A =7~ 4.1 x 10* m, such that the effective diffusivity
is about k, ~ 1.3 x 107> m?s~!; this is the same order as the kinetic viscosity and the effective
Schmidt number Scg = v/ks ~ 1. A similar estimate can be applied to s, in which «; is understood
to be the augmented diffusivity for supersaturation. However, since the wave-number range under
the present consideration is much smaller than the diffusive wave-number range originating from
the above coarse graining, the details of the diffusive effects are irrelevant for the present purpose.
On the other hand, the fluid variables u and p are free from the coarse graining, because the scalars
are assumed to be passive in the present study.

Both equations for s and ¢ are passive scalar equations convected by the turbulence. Unlike
the conventional passive scalar equations, the equation for s contains a linear damping term whose
timescale is scale-independent. Although t; is the timescale of condensation-evaporation, it is not
the timescale of the dynamics of ¢, but it controls the excitation by s.

Based on this discussion, it is important to estimate the characteristic times t; and 7. According
to the data of October 26, 2009, of Ref. [6], the mean diameter of droplets is about 13 pm, the mean
number density is about 275 cm—3, and we have Q ~2.63 x 107*,J ~ 265at273K,and 7; ~ 0.13
s, Ty & 1.84 s. For turbulence, using the values of € and v, the Kolmogorov time is estimated to be
7w = (V3/€)/* &~ 1.25 x 1072 s. The large-scale L is estimated by € = 0.4u3/L, where 0.4 is the
value reported in the literature [40] and L &~ 13 m, while t; = L/u’ &~ 9.3 s. From these values, we
obtain the characteristic times normalized by the Kolmogorov time as

5 n15x100, L a10x10, Ea74x10% (43)

Tk Tk Tk
and the characteristic Damkohler numbers are
TL

Di=X~67x107, D, =Lx~51, (44)
7 T,

respectively.
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IV. SPECTRAL EQUATIONS

In this section, the spectral equations for the supersaturation and LWC variances are derived by
using the LRA theory. The importance of the different timescales is stressed and the wave-number-
dependent Damkdéhler number is introduced.

We now assume that the Reynolds number is very high and that the fluctuations of turbulent
flow, the water vapor mixing ratio, and the liquid water content are statistically homogeneous, and
the turbulence is further assumed to be statistically isotropic. The spectral densities are defined by

Uu(k’t) = %(ul(k’t)ul(_k’t)>’ (45)
Ustk, 1) = (s(k, 1)s(—k, 1)), (46)

where k is the wave vector. Since there exists the mean uniform gradient of the supersaturation
along the vertical direction, the two scalars are statistically axially symmetric and can be expanded
in terms of Legendre polynomials as follows:

Oa(k) = Qa(k) + QP Py(cos0) + - -, (48)

where A stands for s or ¢ and P,,(cos @) is the 2n-order Legendre polynomial [13,19]. However,
given that the isotropy of the scalars is restored at small scales, provided that the Schmidt number is
not too small, the contributions from higher-order Legendre polynomials can be neglected [19,41].
Therefore, we consider only the zeroth order (isotropic part) in what follows. The spectra of the
kinetic energy and the scalar variances per unit mass are defined by

1 3 %
E,t) = 5<u2(x, 1) = Eu%) = / E,(k,t)dk, (49)
0
o0
E(1) = (20, 1)) = 5°(1) = f Ey(k. 1) dk, (50)
0 o0
Es(t) = (¢*(x, 1)) = (1) = / Ey(k,t)dk, (G29)
0
respectively, where
E,(k,t) = 27k*U,(k, 1), (52)
Ey(k,t) = 4nk*Us(k, 1), (53)
Ey(k,t) = 4nk*Uy(k, 1). (54)
The spectral equations for the isotropic parts can be written as
9
(5 +2vk2)Eu(k,t) =T,(k,t) + F,(k, 1), (55)
a2 5
T&
9
(E + 2/<¢k2)E¢(k, t) = Ty(k,t) + Fy(k, 1), (57)
where Ty (A = u, s, or ¢) is the transfer function defined by
T,(k,t) = 4nk> BN, (k, 1) - u(—k, 1)), (58)
Tu(k,t) = 8Tk* R (Cy(k, t)s(—k, 1)), (59
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Ty(k,t) = 8Tk*R(Cy(k, t)p(—k, 1)), (60)

where & denotes the real part, N, (k, t) is the Fourier transform of the convective plus pressure term
for the velocity, and C; and Cy are those of the convective terms. Fj, is the forcing, and F; and Fj, are
the scalar injections:

Fy(k,t) = 4k’ R (f (k. 1) - u(—k,1)), (61)

Fy(k,t) =Ty 87k>Z (uz(k, t)s(—k, 1)), (62)

Fy(k,t) = Tl k>R (Pp(k, t)s(—k, 1)). (63)
1

Equations (55), (56), and (57) indicate that the external force F, (k, t) applied at large scales, say, a
large-scale mean shear, maintains the turbulence E, (k, t), which excites the supersaturation E(k, t)
through the mean uniform gradient by F;(k,t). Thus, excited supersaturation fluctuations E;(k)
drive the LWC fluctuations E4(k, t) by Fg(k, t). From this observation of the chain of excitations,
we assume in what follows that the turbulent velocity and scalars are in a statistically steady state.

The next step is to obtain a closed set of spectral equations for the above three spectra. For this
purpose, we use the Lagrangian renormalized approximation (LRA), which is a spectral closure
theory fully formulated in the Lagrangian framework [42,43]. The properties of the LRA are that
the procedure is fully systematic, no ad hoc parameters are contained, and the spectra of the
kinetic energy and scalar variance are consistent with the Kolmogorov spectrum with a Kolmogorov
constant of 1.72 and the Obukhov-Corrsin spectrum in the inertial-convective range [42-44].

Although we do not discuss the LRA in detail here, we provide a brief description of the
derivation of the external source terms F;(K, ¢) and Fy(k, t) in the LRA in a symbolic way to avoid
complication, as Fs(K, t) and Fy(k, t) are key quantities for obtaining the spectra E(k) and Eg(k),
respectively, and because it is essential and useful to understand how the timescales of turbulence
and phase relaxation affect the spectral dynamics. For details regarding the derivation of the LRA
equations, the reader can consult Refs. [42,43].

Let us consider first the evolution of s in Eq. (40) in the Lagrangian frame moving along with a
fluid particle. The supersaturation in the wave-vector space s (k, ¢) at time ¢ is written symbolically,

stk, 1) = / Gy(k, 1, &) 5k, £) dE, (64)

—0Q0

where GE(k,t,s) is the Lagrangian response function and u%(k,s) is the Lagrangian velocity.
Substituting this into Eq. (62) and splitting the triple correlation into the product of the mean
response function and the Lagrangian two-time correlation of the velocity, we have

Fi(k,t) = 8nk2r3/ (GE(k, 1, £yl (e, &)l (—k, 1)) dE

—00

~ 8mk’I'? / l (GE(K, 1, &) (K, &)y (—k, 1)) dE. (65)

—00
Here (ué (k, & )u%(—k, t)) is the Lagrangian two-time velocity correlation, and we assume that
(U3t £ (=, 1)) = ™= O P (k)U, (k) (66)

(GEtk, 1, 8)) = 778/ ®), (67)
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where P;;(k) = 8;j — kikj/ k? is the projection operator, and the characteristic times o (k) and (k)
are approximately given by

| x 1/2
% = vk® + (/0 P/zEu(P/)dP> ’ (68)
1 1 )
o(k)zr_+Ksk' (69)
In the inertial range, the energy spectrum is
E (k) = Ke*3k=>/3, (70)

where K is the Kolmogorov constant [27], and substitution yields the eddy turn over time at k as
o(k) = re PP, (71)

In what follows, we set A, = 1 for making the analysis simpler, and when the wave-number-
dependent timescale is intended, the argument k is explicitly written. Note that even for zero
viscosity, the two-time velocity correlation (66) decays in time with the eddy damping rate o (k) due
to the pressure gradient. On the other hand, when «; is zero, o, (k) is equal to 7, which is independent
of the wave number, so that (Gf) decays at the phase relaxation time rate t,. Fundamental idea of
the eddy damping in the Lagrangian spectral theory is described in [42,45,46], and in [43,44] for
the isotropic passive scalar and in [47] for the anisotropic passive scalar under mean scalar gradient.
Similarly, the expression for the LWC source term is given as

Fy(k,t) = % 8k (p(k.t)s(—k, 1))
1

A iz 8nk2/ (Gh k.1, &))(s" (k. &)s"(—k, 1)) dE, (72)

T oo

where (s"(k, £)s*(—k, t)) is the Lagrangian two-time correlation of the supersaturation. We assume
that

(s(k, &)s (—k, 1)), = GE(k, 1, )U,(k)
= O/ by k), (73)

(Ghlhe,1,£)) = &%), (74)

It should be noted that when «, = 0, the response function (Gﬁ5 (k,t,&)) = 1 does not decay at all,
which is readily seen from Eq. (41). It is this difference in the characteristic times o (k), o,(k), and
o04(k) that leads to the different behaviors of the transfer functions in spectral space.

Substitution of Egs. (66) and (67) into Eq. (65) and of Egs. (73) and(74) into Eq. (72) yields

Fy(k,t) = §r3®F<k>Eu<k>, (75)
Fy(k) = 2 % E, (k). (76)
1
and
G _
Ort) = po for K<, 77
Paty = 2% (78)

s
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Ino

Da(k) > 1 Da(k) = @

o(k) = e 1/3—2/3
. Da(ks) =1

o(k)

Ost) = 3 bat)
Da(k) < 1 o) (e /v) 7
o(k) = (wk?)~1
Y In k
In kg Inkq

FIG. 5. Timescales of the triple relaxation ®,(k) (red), the eddy turnover time o (k) (navy), phase relaxation
7, (green), the straining time (€/v)~'/2, and the viscous dissipation time (vk?)~!.

where ® (k) is the characteristic time of the supersaturation source term and Da(k) is the wave-
number-dependent Damkohler number.
The spectral equations for E¢(k) and Ey (k) in the steady state by the LRA are as follows:

2<Ksk2 + %)Esac) — T+ grf®F<k>Eu<k>, (79)

s

2P Ey () = Ty(k) + 2 Ey(k), (80)
Y

and the transfer functions are

T,(k) = 16m°k° / / dpdq pa(1 = y*)Os(k, p. U (@) WUs(p) — Us(k)],
Ay
81
100 = 165 [[dpdapg(t =04k, U@ Wo(p) - Up(0L. (52)
Ay
where A denotes the domain of integrals satisfying k = p + ¢ and y is the cosine of the angle

opposite to the leg p of the triangle with legs (k, p, g¢). O(k, p, g) and O4(k, p, q) are the triple
relaxation time defined by

)
Ok, p,q) = T+ 2Da(g)’ (33)
Ou(k, p, q) = o (q). (84)

It should be noted that in the inertial-convective range, the kk? and K¢k2 terms in ©; and ©4 are
neglected, and that only o (g) controls T,(k) and no 7y is included. The wave-number dependence
of (k) and o (k) are described in Fig. 5. The wave number k; is defined at which the Damkohler
number becomes unity as

Da(k,) =1, € 'Pk;*3 =1, (85)

For k < kg, ®,(k) tends to be more affected by t; with a decrease in k; whereas for k > k;, o (k)
controls the transfer of the supersaturation excitation in the inertial-convective range. In the upper
end of the inertial range, o (k) is considered to be nearly constant or very slowly decreasing in wave
number until the diffusive time becomes important, as suggested in the DNS data (Sec. III). We note
that the ratio 7,/7c ~ 1.5 x 10% in Eq. (43) implies ki ~ (ty/T) % ~ 5.4 x 10~* which is well
inside the inertial-convective range.
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Range 1

Range 2
Strain Convective Range

Ey(k) = Ke2/3k5/3

w5/3 N
EOES PUSE \

In(k.7) Iln(k,,,ﬁ) In(ky)frooss B0 x Tkt O\

—/l‘

Spectrum

ESC(k) o T yok~1~2CBDK

In kiy

FIG. 6. Various ranges and spectra. Ay, and A (1 — 1) are inputs for E(k) in the ranges 1 and 2 due
to the turbulent velocity, respectively. In Range 1, Ej; excites Ey; and ﬁ¢ | is transferred to the strain convective
range without loss. In Range 2, the flux Ty, is transferred to the strain convective range without loss. In the
strain convective range, ES° (k) drives E;,, with an amplitude proportional to TT,,. The enhanced spectrum Ej§
matches that of E,; at the transition wave number kg, 7).

V. SCALING OF SUPERSATURATION SPECTRUM

In this section we consider the scaling of the supersaturation spectrum at very large Reynolds
numbers. Because the turbulence is in a steady state, the kinetic energy spectrum in the inertial
range is assumed to be the Kolmogorov spectrum (70). The analysis is made first for E;(k) and then
for E4 (k). Figure 6 is a map of our analyses.

A. Inertial-convective range

Because the spectrum of the input term of Eq. (79) has excitations at all wave numbers, it is
important to know which wave-number range contributes most to the flux of the supersaturation
variance. Integrating Eq. (79) from k;, to k(< k), where k;, is the wave number of the supersaturation
energy range or 1/Ly, yields

k oIl k/ k
M, (k) — T (k) = / © g = - / Ty d
Ok ke
k k k
2 / / 2 / / / /
= —2k; k“Eg(k")dk' — — E (k") dk' + Fi (k") dk'. (86)
k. Ts Ji, kr

In the literature, the mean scalar dissipation rate  is used in the expression of the Obukhov-Corrsin
spectrum, as E; = Co.x,€ /k~>/3. However, we stress that the essential quantity characterizing the
inertial-convective range dynamics is the scalar transfer flux T1j, as opposed to the mean dissipation
rate x,, and they are equal in the steady state. It is this understanding on which we analyze the
spectrum [48]. The third term of the r.h.s. of Eq. (86) has the following analytical expression:

k
/ F(k'ydk' = Aot (x), (87)

ki,
=1 ! 1 DLL—FX 88
Y(x) = _x+D_LOg DLL+1 ) (33)
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X

w(x)

FIG. 7. Variation of v (x) for various Damkohler number and x = Da(k)/D;, where k; is the low end of
the inertial range. The curves are for Da(k,) = D, = 2, 3, 4, 5, 10, 20, 100, oo from the lowest curve.

Ao = 2KTZeDy, (89)
Da(k kP
x = a()z — , 0<x<l, (90)
Dy ky

where D; = Da(ky). ¥ (x) is plotted in Fig. 7 and A, corresponds to the maximum supersaturation
variance input as D; — oo. ¥ (x) indicates the cumulative input of the supersaturation variances
from the wave-number range k;, to k. Note that ks corresponds to x; = Da(k;)/Dy = 1/D;. Figure 7
shows, for example, that when D; = 5 and k = k;(x; = 1/5), ¥ (x;) ~ 0.6, and when D; = 10 and
k = ky(x; = 1/10), ¥ (xy) =~ 0.75 are input between k;, and k;. Hereafter we denote v (x;) = .

1. Range 1, k < k;

Suppose that Da(k) >> 1. The diffusive effects can be neglected in this range and the relaxation
time 7, is much shorter than the turbulence time o (k), such that in Eq. (40), the phase relaxation
term —s/1, quickly responds to I';u3 and attains the balance

2 4 _,
T_E‘v(k) = AgFY OF (k)E,(k), oD
where A is a proportional constant to be determined via the flux balance given by
2 k k
0=—— | EK)dk + / Fy (k") dK'. 92)
":X kL kL

It is shown in the Appendix that the contributions IT (k) and I1;(k.) in Eq. (86) arising from the
convective term T (k) are negligible when compared to the above two terms. In this approximation,
the s fluctuations are just a footprint of the turbulence, and the spectrum E;(k) is thus

1
Eq (k) = 3?1\001//;*‘/%*5/3 for k <k, (93)
L

where ¥ (x) is estimated by v (x;), which counts the maximum amount of the input for [k, ks].

2. Range 2, k; < k < ki,

The wave number ki, is the transition wave number from k—/3 to k!, as discussed below. We
assume that the turbulent eddy time o (k) is much shorter than t;, meaning (Da(k) < 1), and the
term of 1/t is dropped. The turbulent transfer is fully developed and the triple relaxation time is
given by ©,(k) = o (k), such that the scalar turbulence prevails. The convective term conserves the
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supersaturation variance, and a constant flux is transferred toward high wave numbers throughout
this range. Then the Obukhov-Corrsin spectrum (7) is well established with the flux T, as Eg (k) =
CocI1;0€~3k=5/3 The flux balance (86) is then given by
. 2 k k
Op =TIk = —— | E(K)dk' + / F (k') dk’
Ts 9% kr.
k

2 s ky k
— 2 ["Ewyar + / E(K)dK + / E(KYdK
Ts Ji, kL ks

~ Aoo(l - 1ps) (94)

for k; << k < kg, The terms of the integrations over [k, k] in the second line cancel each other
because of Eq. (92), and the contributions of the integral of 1/t term over [k;, k] is dropped by the
assumption. The spectrum in this range is thus given by

Eo(k) = Cocllpe Pk
= Coc(l — Y) Ao € Pk, (95)

5/3

It is interesting to observe that E; (k) and E, (k) obey the power law k> and their ratio is

Eo(k 1 —
52 (k) _3p, (4 .
Esl (k) I/fs

It should be noted that when k; is close to the upper end of the inertial convective range, the
Obukhov-Corrsin spectrum Eq. (95) does not exist, because the wave-number range is too narrow

for the cascade process to develop.

(96)

B. Strain-convective range

Now consider the spectrum E°(k) at wave numbers much higher than k. The saturation
variance flux TI,, in Range 2 is transferred to the high wave numbers without loss according to
the 4/3 law. As explained in Sec. II, we substitute the approximate transfer function 7;(k) into
Eq. (79) and obtain

1 € 1/2d sC 1 2 sC
—\| =) = kE“(k) = =2 — + «.k” | E;"(k) + Fy(k). 97
CB v dk ' Ts ‘

The solution is given by the sum of homogeneous and inhomogeneous solutions. The homogeneous
solution corresponds to I1y,. The inhomogeneous solution to the input F(k) is very small compared
to the homogeneous solution because, as seen in Fig. 7, ¥ (x) is almost saturated for 0.01 < x <
0.05, which contributes to Range 2. Thus, the contributions d(x) for x < 0.01 in this range are
negligible. The homogeneous solution is of the form

EX(k) = Nok™" (k) 20Dk =0k’ (98)
where 7, = Sc;l/ 2ﬁ with Sc; = v/k, and the constant N; is fixed by the normalization
T, = 2k, / K*ES (k) dk. (99)
0
The spectrum is
— (e\'"? 5P
EX(k) = CBI(szz(—) k™ (k) T2 BPK e Bl (100)
V
_\ —1/2
Col(E)TT € —1/= \—2CsDx —
~ Cpl(§)Iy2 " k™ (k7)) , for kn, <1 (101)
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to the leading order and /(&) is given by

G
BET)
where I'(x) is the gamma function. For k7, < 1, the spectrum is algebraic as k~!~2%"x and I tend
to unity as Dy — 0.

The transition wave number k. is determined by the condition Ey (k) = EJ¢ (ks ) and is found
to be

1(§) § = GDx, (102)

C 3/2
ko7l = (%) ~ 0.038 (103)

B

for Dy — 0, which is the same as the case of passive scalar Eq. (8).

VI. SCALING OF LWC SPECTRUM
A. Inertial-convective range

The analysis proceeds in the same way as before. The transfer function (82) does not contain
characteristic time other than the turbulence time o (k). Thus, the inertial-convective range is well
developed, and E4(k) follows the Obukhov-Corrsin spectrum with the transfer flux ﬁ¢1 over the
range [kz, kg ], where kg, is a transition wave number to be determined later at which the spectrum
changes from k~3/3 to a shallower spectrum.

The transfer flux is found as follows. Integrating Eq. (80) from k; to k(k;, < k < kg,), we have

k
Mg (k) = 2= | EJK)dk'
Tl k.

ky k
- 2%(/ Esl(k’)dk’—k/ Eg(ld)dk’), (104)
‘Cl k

L ks
where the diffusion term is dropped. Substituting Egs. (93) and (95) into Eq. (104), using Da(k,) = 1
and noting that the contribution of the second term is negligible compared to the first term for
ki < kg < k, we obtain Eg (k) as

Ey (k) = Coclly e k3, (105)
— T 2
M, = <?> Aatls for k. < k < kow. (106)
1

Again TIy, is constant and consistent with Ej, oc k=/3.

B. Strain-convective range

The 4/3 law for scalar turbulence means that the scalar flux 1, injected in Range 1 is constant

until the diffusive effect becomes dominant. In addition to T4y, there exists the additional flux T4,
from the source term 2(z,/ f,z)EJSC, due to its slow decay in the range k7,, < 1, as seen in Eq. (101).
The equation for ES in this range is given as

1 (e\'?d T
— (=) = kEX(k) = —2ksk*ESC(k) 4+ 2= ESC(k). 107
CB<V) dk ¢() K¢ ¢()+ Tl2 A() ( )

The spectrum Egf, corresponding to Tl that is the homogeneous solution to Eq. (107) is given by

=\ 12 _
Ei?h(k)quﬂﬁ(,,l(%) ke Cpken) (108)
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where {p = SC(;U *7 with Scy = v/kg and the constant Ny is determined by the normalization
condition

Ty = 2, /0 KESS, (k) dk. (109)
We obtain as
— (e\'? s
E;fh(k)chH,,)l(;) ke Coken) (110)

Now consider the flux T4, due to the second term of the r.h.s. of Eq. (107). Integrating Eq. (80)

from kg, to k < kg =1 /g and substituting Eq. (100) into the integral and changing the variables,
we have

k
Tya(k) = 2%/ EX(K')dK
T Sk

2 — —
= (2) 16tk Tn) 20, i
T

for k¢ < 1. The spectrum satisfying the normalization condition similar to Eq. (109) [nonhomo-
geneous solution to Eq. (107)] is

—\ —1/2 _
Ei?nh(k)=can¢z(§) ke Coken)”, (112)

Therefore, the spectrum in this range is the sum of two spectra as

N V) 2 I _ _
Ep(k) = cBn¢1<5) kl[l + (T—) I(g)_—fz(k(,,*;B)2CBDK}CB<’<€B>2 for kg < k.
v T H¢1
(113)

C. Transition in E4(k)

The transition from k~>/3 to the shallower spectrum occurs at the wave number k¢*EB < 1.

The transition wave number kg, in E,(k) is determined by equating Eq. (105) to Eq. (113), by
substituting Eqs. (94) and (106). In the limit of k¢ — 0, we obtain

CocTlye Pk, = ¢, (%)1/21%*1 [14y (kpsl)>®P%], (114)
y =16 ;w (115)
Therefore, the transition wave number kg, is obtained as the solution of the following equation:
(kgeTD)*? = [1 4y (kguT) P! (CC—) (116)
B

where we set Scy = 1 for simplicity so that £ = 7. When Dy — 0, (kg 77)~2#P% — 1, the above
formula simplifies to

Coc

32
_ 3/201 =
CB> = ¥y 7 (kam), (117)

k¢*ﬁ=lﬁ3/2(

where k.77 = (Coc/Cy)*/? is the transition wave number given by Eq. (8). The transition wave
number kg7 changes by the factor ¥/, and we obtain k4.7 < k.77 & 0.038, because ¥, < 1
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FIG. 8. Zeros of equation h(y) = y~2/3*% —y% —qy, where y = k/k,, a = (kps)"% = (Coc/Cs) ™%,
where, £ = CzDx. The curves are for ¥, = 0.2, 0.3, 0.4, 0.5 from the leftmost to the rightmost, respectively.

as shown in Fig. 7. Notably, the correction term depends on the ratio of the total input of the
supersaturation fluctuation over Range 2 (k; < k) to the one in Range 1 (k < k;). The smaller the
input for E;; in Range 1 becomes, the bigger the correction is, lowering the transition wave number,
which can be restated as the longer the 7, is the bigger the correction becomes.

Let us examine numerically the transition wave number. First, we use the formula Eq. (117).
From the data of Siebert et al. [6], f. ~3 Hz, € =85x 1072 m?s™3, v =133 x 10 m?s~!,
U =4.2m/s, and ' = 1.4 m/s, we have k.7 = 27 /U)f.5 ~ 0.0018. As discussed in Sec. III,
D; is approximately 5; however, here we consider the range of D; = 2-5. When we choose x; =
Da(k;)/D; = 1/D;, D;, = 2-5 corresponds to x; =~ 0.5-0.2, and 1, &~ 0.3-0.4, as read from Fig. 7.
Equation (117) leads to k4,7 ~ 0.0062—-0.0096, which is of the same order as the measurements, but
about three times larger than the observed value. As a reference, for smaller values of ¢, = 1/4, 1/5,
Eq. (116) gives kg, ~ 0.0048 and 0.0034, respectively.

Now we apply Eq. (116). The approximate solution is numerically obtained as the zero point
of the function h(y) = y=?/3+% —y2 — ay, which is plotted in Fig. 8, where y = k/k,,a =
(k1) "% = (Coe/Cy) ™%, and & = C,Dy, here k, is given by Eq. (8). From the data of Ref. [6],
Dy =7.0x 1073 and Cz = 6.2 from the DNS, we estimate & = 0.04. For the four values of
Yy =0.5,0.4,0.3, 0.2, the transition wave numbers are k4.1 = 0.012, 0.0078, 0.0047, 0.0023, re-
spectively, and the latter two values are close to the observed value. It is interesting to note the
transition frequency f corresponding to the above wave numbers. From o (ky.) = eV 3k;*2 3 we
obtain the f, =4.2,3.3,2.4, 1.5 Hz, which is close to the transition frequency shown in Fig. 12
of Siebert et al. [6] where the power spectrum deviates from f~>/3 at around f, ~ 2-3 Hz. On the
other hand, the frequency corresponding to the phase relaxation time 7, = 2-5 s is about 0.2-0.5
Hz, one order smaller than the above estimates, which means that k; < k..

VII. DISCUSSION

The supersaturation spectrum has three ranges before the exponential falls off in the diffusive
range. In ranges 1 and 2, E (k) is of the power law k—/3; however, the dynamics differs. In the
present theory, the variation in the relative importance of the characteristic time t; and o (k) is
described by the wave-number-dependent Damkdohler number Da(k) of the triple relaxation time ®;
of transfer function 7;(k) (see Fig. 5). In Range 1, E;; (k) is excited at each wave number directly
by the velocity component along the uniform mean gradient, due to the short t,; the contribution
of the convective term is negligible. On the other hand, in Range 2, the excitation at each k is
maintained by the cascade process of the turbulent convection, because the turbulence time o (k)
is shorter than ;. The change in dynamics occurs at the wave number k;, which is determined by
Da(k;) = 1. This is the state Mazin argued phenomenologically [8] for the LWC spectrum; however,
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here our arguments are not for E,4(k) but for Es(k) (see Fig. 6). The ratio Eyx(k)/Es (k) depends
on 3D, (1 — )/ s

The LWC spectrum in the present theory has a unique k—/° power-law scaling range. The
supersaturation appears as the driving term in the equation for the logarithm of log g;. If we neglect
the k4 term in Eq. (41), ¢ is just the sum of the supersaturation with decorrelation time 7, along
the Lagrangian trajectory of the droplet; therefore, the convective term is governed only by the
turbulent dynamics, i.e., only o (k) controls the LWC transfer through the wave-number space. The
characteristic time 7; for log ¢g; affects the intensity of excitation by the supersaturation. The effect
of the phase relaxation time of the supersaturation is indirect, and the main source of the transfer
flux of the LWC variance comes from the Range 1.

The variance fluxes of the supersaturation and LWC cascaded in the inertial-convective range are
passed, without loss, in the strain-convective range according to the 4/3 law for the scalar. In the
strain-convective range, the spectrum ES(k) is of the power law k~!72%Px that decays slowly as
the wave number increases. The LWC spectrum in the strain-convective range has two flows of the
variance fluxes: one is from ﬁ¢ 1 in the inertial-convective range as the cascaded flux, and the other
is T, by the excitation E*(k), such that the flux of the LWC variance in this range is augmented by
(ts/ 7;)?Tl,,. This, in turn, leads to the enhancement of E ;f and makes the transition wave number
lower (see Fig. 6).

The explanation for the smaller transition wave number in terms of the enhanced spectrum Ej°
is the same as that given in the study by Jefferey [10]; however, the physical process differs. In
[10] the anisotropy of the mean field is considered. In contrast, the chain of excitations, first, the
supersaturation excited by the turbulence and, second, the excitation of the LWC by supersaturation
through the cascade and direct input, are the main processes responsible for the enhanced level
of E;(k) in the present theory. Turbulence has its own timescale depending on the wave number
which is not delta correlated. However, the velocity of rapidly changing in time as an approximation
corresponds to the relatively infinitely long phase relaxation time, i.e., Da(k) = o (k)/7; < 1. As
discussed in Secs. IV and V, and seen in Fig. 5, the analysis of Jefferey [9-11] with the Batchelor
approximation for the strain-convective range cloud be justified in the above sense.

The present analysis suggests that Ey(k) and Ey (k) are not necessarily the same but may change
in different ways; for example, different transition points may exist from k=/? to the shallower
spectrum or the spectra of the supersaturation, and the LWC is to be measured independently.

Among the assumptions introduced in the present analysis, two assumptions are of note. The first
one is that at the scales corresponding to the high end of the inertial-convective range, the turbulence
acts as if the rate of strain is effectively uniform. In this case, the Batchelor approximation (16) to the
transfer function can be used. Originally, the above approximation was introduced by Batchelor [12]
for a large Schmidt number and was theoretically justified only for k77 >> 1. However, it has been
confirmed numerically that the theoretical prediction k.7 = 0.038 is in excellent agreement with
the DNS data. Unfortunately, we cannot explain these results; however, it is an important problem
in the fundamental physics of turbulence and should be investigated further.

The second assumption of note is the neglect of the second-order term in the fluctuations, (g,5)
in Eq. (30) by assuming their smallness. Therefore, the present theory is a linear theory. When the
second-order terms are included, it is expected that the interaction between §; and § may generate
a spectral transfer from high to low wave numbers. Indeed, in the DNS of the cloud turbulence by
Saito and Gotoh [30], their Figs. 8 and 9 show that the enhancement of the water vapor spectrum
E,(k, t) initially begins in the diffusive range and then propagates toward low wave numbers over
time, although it is not certain as to whether the propagation ceases at certain wave numbers. This
observation suggests that the inclusion of the second-order term may lead to a further shift of the
transition point toward lower wave number.

Finally, we consider the effects of temperature. In the present study, the buoyancy force is
neglected so that the scalars, the supersaturation, LWC and temperature are passive. In this situation,
the temperature fluctuations is simply the third passive scalar with excitation by the mean uniform
gradient I'g and the supersaturation (L, /c,t)s in Eq. (42). Therefore, the steady spectrum Ejy (k)
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would be similar to that of E,4(k), one k~>/* scaling in the inertial convective range and nearly
k~! scaling in the strain-convective range. The effects of the temperature on the supersaturation
and LWC via the constants 7y, 7;, and I'y are indirect and small, we consider that the results
remain unchanged in the present setup. When the buoyancy force is included, the physics becomes
complicated. However, when the length scales of turbulence under the consideration are smaller
than the Bolgiano length L, = €/*x, 34 (g/Ty) 3%, kyLy > 1, it is expected that the scaling of
E,(k), Es(k) and E,4(k) is valid [49,50].

VIII. SUMMARY

We theoretically analyzed the variance spectra of the supersaturation and LWC with the help
of DNSs. We showed that the variance spectrum of the scalar, which has its own characteristic
time and is carried by the particles without the inertia corresponding to an infinite Schmidt number
scalar, has the k=>/3 and k~!=2%Px power-law ranges. Transition occurs at the wave number k.77 ~
0.038, which is in good agreement with theoretical predictions, in terms of the extended Batchelor
approximation for the transfer function of the passive scalar.

The equations for the supersaturation and LWC with continuum expression for the condensation-
evaporation rate, which is corpuscular from a microscopic perspective, are derived by coarse
graining. The spectral equations of the supersaturation and the LWC variances are derived using
the LRA, which is based on Lagrangian dynamics. The spectral equations indicate the chain of
the excitations of scalars: first, the excitation of the supersaturation by turbulence, and second
supersaturation driving the LWC. The wave-number-dependent Damkohler number determines the
transfer of the supersaturation variance in wave-number space. Asymptotic analysis of the transfer
flux of the variance of the supersaturation revealed that there exists two k3 ranges in the inertial-
convective range depending on whether or not Da(k) > 1. The crossover of the two ranges occurs
at k,, defined by Da(k;) = 1. The ratio of amplitudes of the two spectra depends on the large-scale
Damkohler number and the ratio of the supersaturation inputs in the two ranges. The transition of
the supersaturation spectrum from k—/3 to a shallower spectrum occurs at k.77 = k.7 ~ 0.038.

By applying the same asymptotic analysis to the scalar transfer flux for the LWC variance, we
have shown that the LWC spectrum has one k~>/3 power-law range and one shallower spectrum
range; they match at the transition wave number k4., which is a function of the ratio of the
supersaturation inputs in the two ranges and is dependent on the product of the Batchelor constant
and Damkohler number Dy corresponding to the Kolmogorov time. Using the observation data
measured from the mountain top, we found that the transition wave number in the present theory is
close to the observed value.

The present results are based on the asymptotic analysis of the spectral equations so that the
computed value of the transition wave number for the LWC spectrum is to be understood qualita-
tively. However, the physics generating the low-transition wave number for the LWC spectrum are
explained as a two-step excitation, consisting of supersaturation driven by turbulence and the LWC
excited by supersaturation. For a more precise comparison and deeper understanding, numerical
integration of the spectral equations is necessary. The explanation of the success of the Batchelor
approximation for the transfer function at much lower wave numbers than the theoretical condition
is important and requires closer examination. The extension of the present theory to the nonlinear
regime, with the inclusion of the second-order term §;5, is also an important issue. Currently, this
work is in progress.
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APPENDIX: TRANSFER FLUX IN RANGE 1

Substituting U, (k) = 27)"'Ke*3k="/3 and U; = Ak~ (A > 0, a > 0) into Eq. (81) and using
the fact that ®g(k) = t/2 and O (k) = 7, in this range, we have

T,(k) = 4n KAt k') (a), (A1)

J(a) = / / dpdg pg(l = yHg " = 1), (A2)

where p = p/k,§ = q/k and A’ is the domain Max(1 — p, p— 1) < § < p+ 1, and the integral
converges and J(a) is finite. Substituting Eq. (A1) into Eq. (79), we have

2
— 4 KAT @ T (k'3 = —E (k) + grfrszu(k). (A3)

Integrating both sides, we obtain an estimate for the flux as

J _ k 2 k
4 KAt,e3 Bﬂkf“ C— / E (k') dk' + ZT?%1? / E, (k) dk
3 a kr 3 ky
to the leading order. When a = 11/3 and k; < k < ks, the left-hand side is O(kz/ 3), whereas

the right-hand-side terms are O(kL_z/ 3) such that the contributions from the transfer function are
negligible compared to the other two terms.
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