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Abstract Models assume that mixed-phase clouds consist of uniformly mixed ice crystals and liquid

cloud droplets when observations have shown that they consist of clusters, or “pockets,” of ice crystals and
liquid cloud droplets. We characterize the spatial distribution of cloud phase over the Arctic and the Southern
Ocean using active satellite observations and determine the relative importance of collocated meteorological
parameters and aerosols from reanalysis to predict how uniformly mixed mixed-phase clouds are for the first
time. We performed a multi-linear regression fit to the data set to predict the spatial distribution of the ice and
liquid pockets. Contrary to what models suggest, mixed-phase clouds are rarely perfectly homogeneous. Our
results suggest that high temperatures are associated with homogeneously mixed ice and liquid pockets. We also
find that a high mixing ratio of black carbon is associated with heterogeneously mixed ice and liquid pockets.

Plain Language Summary The representation of clouds in numerical models remains one of the
largest uncertainties in predicting our future climate. Clouds can consist solely of liquid droplets, ice crystals,
or the coexistence of both hydrometeor types. The latter cloud type is referred to as mixed phase. Climate
models assume that liquid droplets and ice crystals are uniformly mixed in space in mixed-phase clouds, but
observations show that mixed-phase clouds are organized in separate pockets of clustered liquid droplets

and ice crystals. This difference in representation has a large impact on the lifetime of clouds and on their

role in climate change. Using satellite observations over the Arctic and the Southern Ocean, we quantify the
spatial distribution of ice and liquid in clouds. We used a statistical method to determine the relationship
between meteorology and aerosols and the spatial distribution of ice and liquid. Our results suggest that high
temperatures are associated with homogeneously mixed mixed-phase clouds and high concentrations of soot are
associated with heterogeneously mixed mixed-phase clouds. Furthermore, pockets of liquid within ice clouds
are larger than pockets of ice within liquid clouds. These results will improve the representation of mixed-phase
clouds in large-scale models.

1. Introduction

Clouds continue to be poorly represented in Global Climate Models (GCMs) (Vignesh et al., 2020). One particu-
lar cloud type that GCMs continue to struggle to represent are mixed-phase clouds that exist at temperatures
between —38 and 0°C which are particularly ubiquitous in the Arctic and Southern Ocean (Coopman et al., 2021;
Korolev et al., 2017; Listowski et al., 2019; Matus & L’Ecuyer, 2017; Mioche et al., 2015; Nomokonova
et al., 2019; Shupe, 2011; Shupe et al., 2006; Wang et al., 2003; Zhao & Wang, 2010). Large-scale forcing,
dynamics, surface conditions, and microphysical, radiative, and turbulent processes all contribute to the life
cycle of mixed-phase clouds (Morrison et al., 2011). These microphysical processes include aerosol particle
activation, secondary ice processes, heterogeneous nucleation (Kalesse et al., 2016; Solomon et al., 2018), and
also the Wegener-Bergeron-Findeisen (WBF) process, which was shown to be among largest contributors to the
partitioning of liquid and ice in mixed-phase clouds in a GCM (Tan et al., 2016). The WBF process describes
the growth of ice crystals at the expense of nearby liquid cloud droplets in mixed-phase clouds (Bergeron, 1935;
Findeisen, 1938; Wegener, 1911) when the in-cloud vapor pressure is between the saturation vapor pressure
over liquid water and the lower saturation vapor pressure over ice (Korolev, 2007). The WBF process is thus
more efficient when hydrometeors are uniformly mixed than when organized in discrete pockets of ice crystals
and liquid droplets. Independent aircraft in situ as well as ground-based and satellite remote sensing observa-
tions support the latter arrangement of cloud thermodynamic phase, that is, hydrometeors tend to be organ-
ized in pockets or clusters of ice crystals and liquid droplets (Chylek & Borel, 2004; D’Alessandro et al., 2019;
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Korolev & Milbrandt, 2022; Korolev et al., 2003; Lewis et al., 2020; Shupe, 2007; Thompson et al., 2018).
Nonetheless, GCMs assume that cloud droplets and ice crystals within mixed-phase clouds are uniformly mixed
(e.g., Gettelman et al., 2010). This implies that GCMs glaciate mixed-phase clouds too efficiently compared to
what is observed in nature (Cesana et al., 2015; Komurcu et al., 2014). Although the tendency of mixed-phase
clouds to glaciate too efficiently has recently been reduced in some GCMs (Bodas-Salcedo et al., 2019; Zelinka
et al., 2020; Y. Zhang et al., 2019), biases have been overcompensated in some cases (M. Zhang et al., 2019), and
all GCMs thus far have achieved this by applying an arbitrary tuning factor.

GCMs ultimately need to account for the heterogeneity of the cloud thermodynamic phase distribution to repre-
sent more realistically mixed-phase clouds. This can in turn aid in maintaining the proportion of supercooled
liquid water in mixed-phase clouds and has ramifications for both how accurately the cloud radiative effect is
represented and how it will change as our climate evolves. The latter effect is related to future climate projections.
In particular, the surface temperature-mediated response of clouds—known as the cloud feedback—remains the
largest contributor to uncertainty in climate radiative feedbacks (Forster et al., 2021). The cloud-phase feedback
(Mitchell et al., 1989) in particular, pertains to the shift in cloud thermodynamic phase from ice to liquid in
response to global warming. As liquid clouds are more reflective than ice clouds for the same water content
(Pruppacher & Klett, 2010), the cloud-phase feedback is negative. Increasing the proportion of supercooled
liquid in mixed-phase clouds in GCMs has been shown to increase global climate sensitivity via the cloud-phase
feedback (Frey & Kay, 2018; Tan et al., 2016).

Several methods have been developed to describe the cloud phase distribution within mixed-phase clouds
(Coopman et al., 2021). However, their method did not consider the liquid-ice interface, and thus, no conclu-
sion could be drawn regarding the efficiency of the WBF process.

The first step in improving GCM subgrid-scale variability in cloud phase is, on the one hand, to character-
ize the spatial distribution of ice and liquid pixels within mixed-phase clouds using observations and, on the
other hand, to determine what conditions control it. Active satellite observations are suitable for this purpose,
as they provide nearly global coverage of the vertical structure of the cloud phase with a vertical resolution of
approximately 60 m and with a horizontal spatial resolution of up to a few hundred meters over a long period
of time. Active instruments have a better representation of the cloud fraction (Chan & Comiso, 2013) and the
cloud thermodynamic phase (Peterson et al., 2020) compare to passive instruments. Nevertheless, it should be
noted that active measurements from space-based instruments have more uncertainties compared to in situ and
ground-based observations (Tansey et al., 2022) (e.g., inability to observe small particles, low-level clouds near
the ground, and all multilayer clouds, the coarse spatial resolution, algorithm errors due to incorrect simplify-
ing assumptions) and the data set might not be able to accurately quantify cloud base due to signal attenuation.
Recent studies have quantified the heterogeneity of mixed-phase clouds over the mid-latitude and Arctic regions
(D’Alessandro et al., 2019; Korolev & Milbrandt, 2022). However, studies investigating the control of the global
spatial distribution of the thermodynamic and local meteorological parameters on phase heterogeneity are scarce.

To this end, we employ active satellite observations to define a metric that quantifies the spatial distribution of
liquid and ice pixels within mixed-phase clouds. We collocate the metric with reanalysis and determine the most
important parameters from a multilinear regression model.

2. Data Set

We use DARDAR-MASK (raDAR/IiDAR) v.2 (Ceccaldi et al., 2013; Delanoé & Hogan, 2008, 2010), which
retrieves the vertical profile of cloud properties with the synergy of CloudSat Cloud Profiling Radar (Stephens
et al., 2002) and the Cloud-Aerosol Lidar and Infrared Pathfinder Satellite Observation (CALIPSO) lidar,
Cloud-Aerosol Lidar with Orthogonal Polarization (CALIOP) (Winker et al., 2007, 2009), both of which are
space-based instruments that are part of the A-train constellation. DARDAR has a footprint resolution of 1.4 km
and a vertical resolution of 60 m between the surface and 25.08 km and has shown satisfactory results to classify
clouds (Ceccaldi et al., 2013; Listowski et al., 2019, 2020) (see Text S1 in Supporting Information S1 for details).
Nevertheless, Hagihara and Okamoto (2013) have shown that aerosols can be misclassified as clouds by the
CALIPSO algorithm, potentially biasing the present analysis. It is important to note that there is not a common
definition for mixed-phase clouds, and it depends on the spatial resolution of interest (Korolev et al., 2017). For
example, whereas a satellite pixel resolution is on the order of 1 km, in situ measurements can observe individual
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hydrometeors, depending on the speed of the aircraft, and thus identify a cloud composed mainly of liquid drop-
lets with only one ice crystal as mixed phase that a satellite instrument would otherwise not be capable of identi-
fying due to limitations pertaining to spatial resolution. We also discarded pixels categorized as precipitating ice
(ice pixels that are connected to the surface) because although they may be considered to be part of the cloud, we
assume that existing below the cloud they do not impact the WBF process.

It is important to note that the use of DARDAR may underestimate the number of mixed-phase clouds relative
to in situ observations that have observed smaller pockets of liquid and ice clouds (D’Alessandro et al., 2019;
Korolev & Milbrandt, 2022) since the minimum pocket size is limited by the resolution of the instrument.
Using observations compatible with satellite simulators such as Cloud Feedback Model Intercomparison Project
(CFMIP) Observation Simulator Package (COSP) (Cesana & Chepfer, 2013) could help compensate instrument
limitations but would still impact model parametrizations since they are cloud-top biased. We did not consider
pixels lower than 1 km in altitude to avoid limitations of the radar related to ground clutter. It should be noted
that CloudSat might miss some small ice crystals but they can be detected by CALIOP (Avery et al., 2012). The
present study focuses on the vertical spatial distribution of the cloud thermodynamic phase using retrievals from
DARDAR, but we did not investigate the distribution across the satellite orbit track.

We collocated the cloud-level temperature, vertical velocity, surface latent heat flux, surface sensible heat flux,
specific humidity, and the temperature profile of the atmosphere. These meteorological parameters are obtained
from the European Centre for Medium-Range Weather Forecasts (ECMWF) ReAnalysis fifth generation (ERAS)
(Hersbach et al., 2020). The data set is based on a 0.25° X 0.25° grid with a vertical resolution between 25 and
50 hPa representing the large scale and with a temporal resolution of 3 hr showing satisfactory results when
compared to observations (Graham et al., 2019). We also considered the lower tropospheric stability (LTS) from
ERA-5, to represent the stability of the lower atmosphere which has been shown to strongly impact low-cloud
properties (Kay & Gettelman, 2009; Klein & Hartmann, 1993) (see Text S2 in Supporting Information S1 for
details).

We also collocated the cloud thermodynamic phase information with the aerosol mixing ratio from Modern-Era
Retrospective analysis for Research and Applications, version 2 (MERRA-2) reanalysis (Gelaro et al., 2017).
MERRA-2 retrieves aerosols properties with a spatial resolution of 0.5° in latitude, 0.625° in longitude, and a
temporal resolution of 6 hr. The vertical resolution varies, but the pressure resolution is finer than 22 hPa for
altitudes less than 10 km above mean sea level. MERRA-2 considers emissions of dust, sea salt, sulfate, and black
carbon. Zamora et al. (2022) showed that MERRA-2 represents well dust and combustion aerosols in the Arctic.
Biological particles can be important in the Arctic, especially in processes of sea ice melting and leads (Creamean
et al., 2020) but they are unfortunately not available in MERRA-2 (see Text S3 in Supporting Information S1 for
details on MERRA-2). The same analysis has been repeated considering Copernicus Atmospheric Monitoring
System reanalysis (Inness et al., 2019) for mixing ratio of aerosols and similar results were obtained (not shown).

Surface type can play an important role in cloud properties: the presence of sea ice or open ocean influence
the turbulent and heat fluxes which can impact cloud properties (Young et al., 2016). We categorized clouds
according to two different underlying surface types: sea ice and open ocean using the National Snow and Ice
Data Center (NSIDC) data set (Cavalieri et al., 2014) that identifies sea ice cover (Markus & Cavalieri, 2000;
Markus et al., 2009). The algorithm provides sea ice concentration percentage with a spatial resolution of
12.5 km x 12.5 km poleward of 30° latitude (see Text S4 in Supporting Information S1 for details on the NSIDC
data set).

The analysis is focused over the Arctic region, defined as latitudes poleward of 65°N, and the Southern Ocean
from 2007 to 2010. The definition of the Southern Ocean may differ between studies, here we delimit the region
with latitudes between 40°S and 60°S (see Table S1 in Supporting Information S1 for a summary of the different
data sets).

3. Method
3.1. Quantifying the Thermodynamic Phase Distribution of Clouds

We have defined a cloud object as connected cloudy pixels surrounded by clear sky, and we categorize this cloud
object as mixed phase if it contains at least one ice and one liquid pixel. Figure 1 shows schematic diagrams of the
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Figure 1. Schematic diagrams illustrating the vertical profiles of three theoretical extreme cases of the spatial distribution of cloud thermodynamic phase in
mixed-phase clouds observed by an active space-based sensor. The presented cases represent a mixed-phase cloud where liquid and ice are maximally homogeneously
mixed (a), a mixed-phase cloud where liquid and ice are maximally heterogeneously mixed (b), and a mixed-phase cloud with the minimum possible number of
interfaces between the two phases (c). The associated y parameter (cf. Equation 1) is displayed for each case.

vertical profiles of three different possible spatial configurations of mixed-phase clouds defined by the coexist-
ence of ice and liquid pixels surrounded by clear-sky pixels. Figure 1a shows an idealized homogeneously mixed
mixed-phase cloud. This cloud is comprised of a strict alternation between ice and liquid pixels that maximizes
the liquid-ice interface that would theoretically result in a maximally efficient WBF process. Figure 1b shows an
idealized maximally heterogeneously mixed mixed-phase cloud with the same number of ice and liquid pixels as
in Figure 1a but organized such that the liquid-ice interface is relatively minimized. Finally, Figure 1c shows a
mixed-phase cloud with the absolute minimum liquid-ice interface considering the same total number of pixels
that would result in a minimally efficient WBF process.

To quantify the spatial homogeneity and surface area of the liquid-ice interface within mixed-phase clouds, we
develop a metric, y, defined as:

Ni —ice
y = _ Llligzice 1)

maX(N[iq—ice)

where N,

lig—ice
possible number of liquid-ice interfaces (see Text S5 in Supporting Information S1). Thus, for the homogeneous

is the number of liquid-ice interfaces within mixed-phase clouds and max(N,, _; ) is the maximum

ig-ice
mixed-phase cloud in Figure la y = 1, in Figure 1by = 0.11, and in Figure 1c y = 0.05. Since we aim to ultimately
improve the representation of mixed-phase clouds in GCMs, y is retrieved for each cloud object, but averaged over
a one-degree grid cell, to match the typical horizontal resolution of GCMs. We retrieved the y parameter consid-
ering all the interfaces of liquid and ice in mixed-phase clouds and then we divide by the number of mixed-phase
clouds within the grid cell to consider the average y for each cloud. Most 1° X 1° grid cells contain only one
cloud. The spatial collocation of ERA-5 and MERRA?2 has been done by averaging the data within the considered
1° x 1° degree grid. For the temporal collocation, we considered the closest data from ERAS5 and MERRA-2 to
the DARDAR measurements within the 1° X 1° grid.

3.2. Understanding the Controlling Factors of the Thermodynamic Phase Distribution

Atmospheric parameters are correlated with each other. The analysis of the impact of one parameter on a process
without considering the intercorrelation between the different components is a common problem in Earth science,
especially working with observations (Coopman, Garrett, et al., 2018; Gryspeerdt et al., 2016). For example, the
impact of temperature on cloud thermodynamic phase cannot be directly quantified and assessed by examining
the correlation between only cloud phase and temperature. In the present study, we consider a multilinear regres-
sion to study the impact of the atmospheric parameters on cloud thermodynamic phase homogeneity (Dobson &
Barnett, 2018). This method aims to quantify the relative importance of meteorological parameters on y.

Here, we perform a multilinear regression fit using several meteorological variables to predict the outcome, y as
follows:

Yi = Po+ Pixi1+ faxia+ 0+ PuXin t € )
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Figure 2. Distribution of y for different regimes of vertical velocity for ascent regime only (a), temperature (b), LTS (c), mixing ratio of aerosols (d), and different type
of surface—over sea ice and open ocean (e)—over the Arctic. The different regimes for subplots (a)—(d) are defined by values below the first quartile, above the third
quartile and between the first and third quartiles. Kolmogorov-Smirnov tests performed on each parameter showed that the distributions are different, with a p-value of
less than 0.05. The 2D histogram (f) represents the distribution of the supercooled liquid fraction and y and the dashed line for supercooled liquid fraction equal to 0.6 is

displayed.

where v, is the homogeneity parameter for the grid cell i, x, ; is the variable j associated to the grid cell, f; is the
slope coefficient associated to the parameter j, € is the residual, and » is the total number of parameters. We do
not consider parameters with a correlation coefficient greater than 0.2 to avoid including parameters that are
correlated with each other (see Table S2 and Text S6 in Supporting Information S1).

We divide the data set in two: one data set trains the model (80% of the grid cells) and one data set tests the model
(20% of the grid cells). The training and test data sets are used to evaluate the performance of the model applied
to the data set and the capacity to predict y as a function of meteorological conditions and aerosols via a r2 value
(see Text S7 in Supporting Information S1).

It is important to note that the present study does not focus on the impact of parameters on the occurrence of
mixed phase clouds but rather the impact of the parameters on the spatial distributions of ice and liquid pixels.

4. Results

Figure 2 shows the normalized distribution of y in the Arctic considering three regimes of vertical velocity (a),
temperature (b), LTS (c), mixing ratio of aerosols (d), and considering grid cells associated with open ocean or
sea ice (e). The unit of vertical velocity is Pa s™!, so negative values are associated with updrafts and positive
values with downdrafts. The regimes for the first four parameters are defined as grid cells for which the parameter
is lower than the first quartile and higher than the third quartile. Our results show that y is in general low, 90% of
the data set has y less than 0.11 (not shown): mixed phase clouds are most of the time not homogeneously mixed.

We observe that high y is associated with high updraft and temperature and low LTS and mixing ratio of aerosols.
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For example, the median of y is 0.010 for temperatures less than 249 K and is 0.074 for temperatures greater than
264 K. Surface type does not seem to play an important role on y directly: the median of y is equal to 0.024 when
associated with both open ocean and sea ice. The results for the Southern Ocean are similar except that high y is
associated with high mixing ratio of aerosols (see Figure S1 in Supporting Information S1).

Figure 2f shows y as a function of supercooled liquid fraction calculated in terms of frequency. The two param-
eters are positively correlated with each other for supercooled liquid fraction less than 0.6. This implies that the
more liquid in mixed-phase clouds, the more homogeneously mixed the cloud is. However, when supercooled
liquid fraction is greater than 0.6, y decreases with increasing liquid cloud fraction. This can be explained by the
fact that there are fewer isolated ice pixels. These results suggest that the spatial homogeneity of mixed-phase
clouds is primarily controlled by the presence of liquid.

Many meteorological and aerosol parameters can impact cloud phase and it is difficult to disentangle the impact
of one parameter on the cloud phase because they are intercorrelated with each other (Gryspeerdt et al., 2016).
Statistical methods can help to infer the influence of one parameter considering the correlation with atmospheric
parameters. Figure 3 shows the relative importance (f) of the 11 parameters in determining y as quantified by
the coefficients of the multilinear regression. First, we present the results for the Arctic region (Figures 3a—3d).
The correlation coefficients r? between yPredicied and y's* are rather low for the different regimes because the
multiple linear regression considers only linear relations between y and the variables from Equation 2, but most
of the relations are nonlinear leading to low 2. Nevertheless, our results are satisfactory at the first order, that is,
considering linear relations between y and the variables, with a r? between 0.17 and 0.3.

We observe that temperature is the parameter that best correlates with the cloud phase distribution over sea ice and
open ocean in ascent and descent regions: for example, /3 associated with temperature is equal to 0.017 K~1—3.8
times more important than the second most important parameter—over open ocean and ascent region. The higher
the temperature, the more homogeneous the cloud phase is, in line with Figure 2. The mixing ratio of black
carbon (BC) (MR ) is the second most important parameter that determines y for every cloud surface and ascent/
subsidence region with 8 between —0.001 and —0.003 kg g~'. High M. is associated with a more heterogeneous
cloud phase distribution. Results over ocean and sea ice show the same pattern. Moreover, in the subsidence
regime, the vertical velocity is not important for determining y as /3 is less than 0.002 s Pa~! but it is important in
the ascent regime as f is greater than 0.004 s Pa~! for the different surface types.

Performing the same multilinear regression analysis over the Southern Ocean shows that the same conclusions
drawn for the Arctic also apply to the Southern Ocean (Figures 3e and 3f): the parameter that contributes most to
the spatial homogeneity of cloud thermodynamic phase is temperature. MR ;. is less important to determine y but
sea salt and Dimethylsulphide (DMS) influence more y. The impact of vertical velocity is non-negligible in the
ascent region unlike the subsidence regions.

A similar analysis examining the variation of y as a function of a single parameter at a time (e.g., tempera-
ture) constraining for cloud regime defined by Moderate Resolution Imaging Spectroradiometer (MODIS) (Cho
et al., 2021) revealed similar conclusions and support the robustness of these results (see Figure S2 and Text S8
in Supporting Information S1).

5. Discussion

First, the use of satellite data allows only the discussion of correlations between parameters, and we can only
hypothesize about causes and consequences. Also, the various instrument limitations described in the data set
section may bias y, for example, small ice crystal might be undetected by the instruments or cloud bottom most
layers cannot be detected due to the ground clutter. The relatively coarse spatial resolution of the data sets and
especially MERRA-2 reanalysis may bias 7, the results, and the conclusions.

The low values of y implies that liquid and ice pixels are arranged to minimize their interfaces in line with the
representation of Arctic mixed-phase that typically consist of a layer of ice pixels below a layer of liquid pixels
(de Boer et al., 2009). The spatial distribution of y over the Arctic is fairly uniform (see Figure S3 and Text S9
in Supporting Information S1), except over Greenland which may be due to the detection of surface due to the
uneven topography in this region (Blanchard et al., 2014). Over the Southern Ocean, we observe a slight east-west
asymmetry of y with slightly higher y values over the Atlantic Arctic (see Figure S4 in Supporting Informa-
tion S1) but it is not statistically significant.
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Figure 3. Parameters output from the multilinear regression fit for clouds over the Arctic (a—d) and Southern Ocean (e and f). We considered two regimes of vertical
velocity (w): ascent—vertical velocity less than O (a, ¢, and e)—and subsidence—vertical velocity greater than O (b, d, and f). We also considered two regimes of
surface types over the Arctic: sea ice (a and b) and open ocean (c and d). Each regime has at least 15,000 grid cells to train the model. For each regime, the r? retrieved

from yPredicied gnd y'e' is shown.

Since the results presented here are based on correlations it is therefore not possible to directly establish causal-
ity of the meteorological variables and their impact on physical processes. For example, radiative and dynamical
processes that were not considered in this study may also influence the distribution of cloud hydrometeors (Morrison
et al., 2011). Figure 2 shows that clouds with supercooled liquid fraction (SLF) are associated with low y, so liquid
pixels in predominantly ice clouds need to be arranged to minimize the liquid/ice interfaces: liquid pixels need to be
clustered and arranged as large pockets. High SLF clouds are associated with high y, ice pixels in mainly liquid clouds
need to be arranged to maximize the liquid/ice interfaces: ice pixels need to be isolated and arranged as small pockets.

Figure 3 shows that cloud phase is more spatially homogeneously mixed at warmer temperatures. This result can
be explained since temperature is the most important factor that determines the phase of clouds and the different
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modes of nucleation (Knopf et al., 2018). The temperature dependence is directly related to the correlation
between y and the SLF shown in Figure 2f. The increase of y with temperature could be explained by ice nucle-
ation processes at high temperature: secondary ice processes (SIP) represent different ways to transition cloud
phase from liquid to ice without INPs and for temperatures greater than homogeneous freezing and produce large
concentrations of ice crystals at temperatures greater than —10°C (Field et al., 2017; Korolev & Leisner, 2020).
Warmer air could also hold more water vapor and potentially larger cloud fractions after condensation, which
could have an impact on y, but the effect would be limited if the number of liquid-ice interfaces also increases.

The vertical velocity has an impact on the spatial distribution of the cloud thermodynamic phase in ascent regions.
In the subsidence regime, dry air from above evaporates liquid droplets and ice crystals (Korolev et al., 2017),
leading to the dissipation of the clouds. In low ascent regions, ice crystals grow at the expense of cloud droplets
within mixed-phase clouds through the WBF process, rapidly glaciating the cloud (decreasing y). In high ascent
regions, moisture supplied from lower altitudes offsets the WBF process (Korolev et al., 2017). Therefore, strong
updrafts maintain the coexistence of ice and liquid pockets within mixed-phase clouds and thus high values of
7. Arctic clouds tend to evolve when the atmosphere is stable (Klein & Hartmann, 1993) and form via clear-sky
radiative cooling (Simpfendoerfer et al., 2019) but the atmosphere can become unstable in regions of strong
ascent. We hypothesize that the impact of updraft on y becomes less important, leading to a positive correla-
tion between y and vertical velocity and reveals the non-linearity between the two parameters (see Figure S5 in
Supporting Information S1).

The thermodynamic phase of mixed-phase clouds associated with high mixing ratios of sulfate and DMS are
heterogeneously mixed. We speculate that sulfate and DMS aerosols can act as CCN which can impact glaci-
ation processes. Droplet fragmentation during freezing can happen if the surface of droplets freezes before its
interior and the difference in pressure conducts frozen droplets to explode in multiple ice crystals (Korolev &
Leisner, 2020). This process is more efficient when cloud droplets are larger (Rangno & Hobbs, 2001; Rosenfeld
et al., 2011). Similarly to the WBF process, SIP is potentially more efficient when the phase is heterogeneously
mixed. SIP processes decrease y and the phase transition would be more important if y is initially high (homo-
geneously mixed) than if y is initially low (heterogeneously mixed). Therefore, ice and liquid pixels can co-exist
over a longer period of time, thus increasing y. In addition, sulfate coating on INP can inhibit ice nucleation
(Archuleta et al., 2005; Grenier et al., 2009) resulting in fewer but larger ice crystals that are susceptible to precip-
itation at the expense of nonprecipitating clouds (Blanchet & Girard, 1994). Therefore, large crystal precipitation
may mitigate and balance the WBF process and would be associated with a higher y.

BC aerosols can act as efficient INPs (Bond et al., 2013; Gorbunov et al., 2001) and can have a strong impact
on increasing the cloud glaciation temperature (Lohmann & Feichter, 2001). The role of BC in cloud glaciation
remains uncertain due to its complexity (Bond et al., 2013; Hoose & Mohler, 2012; Kanji et al., 2017, 2020;
Vergara-Temprado et al., 2018) but our results suggest that it is important for the spatial distribution of liquid
and ice within a cloud. For the different surface types and the different updrafts, we observe that the mixing ratio
of BC is negatively correlated with y. We hypothesize that if the concentration of BC increases and if it acts as
an efficient INP, the glaciation temperature increases too, so liquid pockets, which tend to be large and occur
frequently within mixed-phase clouds, would glaciate, therefore decreasing y. On the other hand, BC can also act
as a CCN (Maskey et al., 2017) decreasing the glaciation temperature. Therefore, BC can have a competing effect
depending on whether it is an efficient INP or CCN but our results suggest that the INP effect of BC dominates
as mentioned by Coopman, Riedi, et al. (2018) for aerosols from combustion sources.

v is the lowest in summer for the Arctic and in fall in the Southern Ocean while not statistically relevant due to the
associated uncertainties (see Text S10 and Figure S6 in Supporting Information S1). We constrained the multi-
linear regression analysis for each season (not shown), and the fs were similar to Figure 3. Therefore, the spatial
distribution of the cloud phase changes between seasons but the factors most correlated with the heterogeneity
parameter are the same.

Finally, while this study focuses on the spatial distribution of liquid and ice hydrometeors within mixed-phase
clouds and the meteorological parameters that contribute to it, it is notable that cloud microphysical properties
also exert a significant impact. In particular, Coopman et al. (2021) showed that liquid cloud droplet effective
radius at cloud-top is correlated with cloud ice fraction but does not impact the density of ice pockets within
mixed-phase clouds.
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6. Conclusions

Ice crystals and liquid cloud droplets are homogeneously mixed in numerical models, but observations show that
the hydrometeors are clustered in ice and liquid pockets. The former assumption in GCMs has a strong impact
on cloud processes and leads to a higher ice cloud fraction in GCMs than in the observations. The present study
quantified the homogeneity of ice and liquid pockets within mixed-phase clouds using active spaced-based instru-
ments. We also analyzed the relative importance of different meteorological parameters from reanalysis to predict
the homogeneity of cloud phase using a multilinear regression fit.

From DARDAR observations, which are based on active measurements of clouds from a lidar and radar, we
defined a new parameter to describe the spatial distribution of liquid and ice within mixed-phase clouds. This
parameter quantifies the homogeneity of cloud phase: it determines if the ice and liquid pixels are homogeneously
or heterogeneously mixed. We collocated cloud observations with reanalysis from MERRA-2 and ERA-5 to infer
information from meteorological parameters and atmospheric aerosol content over the Southern Ocean and the
Arctic region. A multilinear regression quantifies the relative importance of the parameters which describe the
thermodynamic phase distribution within mixed-phase clouds constraining for surface type (sea ice and open
ocean) and updraft and downdraft regimes. In the present analysis, we do not observe differences between surface
types (open ocean and sea ice) and it might be due to the fact that we consider clouds decoupled from the surface.

Our analysis suggests that ice pockets are small and isolated within mixed-phase clouds whereas liquid pockets
are large. The results show that temperature is the most important parameter for predicting the cloud phase distri-
bution: higher temperatures are associated with more homogeneously mixed mixed-phase clouds. The second
most important parameter is the mixing ratio of BC. The importance of the parameters differs for some regimes:
sensible heat has a more important impact on the phase distribution over open ocean than sea ice and the vertical
velocity is more important over the ascent region. The results can be applied to refine the representation of clouds
in GCMs via improved parametrizations of the WBF process. This ultimately has implications for more accurate
model simulations of climate and climate projections.

Data Availability Statement

The DARDAR-MASK v2 products are publicly available on the AERIS/ICARE Data Center (https://www.icare.
univ-lille.fr/archive) after registration (https://www.icare.univ-lille.fr/asd-content/registration/register/).

ERA-5 data can be downloaded from the Copernicus Climate Change Service Climate Data Store (Hersbach
etal., 2023). MERRA-2 data are available at MDISC (Global Modeling and Assimilation Office (GMAO), 2015).

NSIDC data can be downloaded at Meier et al. (2018).
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