
HAL Id: hal-01971911
https://hal.science/hal-01971911

Submitted on 15 Aug 2021

HAL is a multi-disciplinary open access
archive for the deposit and dissemination of sci-
entific research documents, whether they are pub-
lished or not. The documents may come from
teaching and research institutions in France or
abroad, or from public or private research centers.

L’archive ouverte pluridisciplinaire HAL, est
destinée au dépôt et à la diffusion de documents
scientifiques de niveau recherche, publiés ou non,
émanant des établissements d’enseignement et de
recherche français ou étrangers, des laboratoires
publics ou privés.

Copyright

What is the effect of cloud inhomogeneities on actinic
fluxes and chemical species concentrations?

Christel Bouet, Frédéric Szczap, Maud Leriche, Albert Benassi

To cite this version:
Christel Bouet, Frédéric Szczap, Maud Leriche, Albert Benassi. What is the effect of cloud inhomo-
geneities on actinic fluxes and chemical species concentrations?. Geophysical Research Letters, 2006,
33 (1), pp.n/a-n/a. �hal-01971911�

https://hal.science/hal-01971911
https://hal.archives-ouvertes.fr


What is the effect of cloud inhomogeneities on actinic fluxes and

chemical species concentrations?

Christel Bouet, Frédéric Szczap, Maud Leriche, and Albert Benassi
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[1] The purpose of the present paper is to evaluate the bias
introduced by the commonly used homogeneous plane-
parallel cloud hypothesis in the computation of actinic
fluxes, photolysis coefficients, and main tropospheric
species concentrations. Accordingly, these quantities
obtained for an inhomogeneous cloud field generated with
a stochastic model are compared to their homogeneous
plane-parallel equivalent. Results show that neglecting
cloud inhomogeneities has a significant impact on actinic
flux. For instance, the bias introduced by the homogeneous
plane-parallel cloud hypothesis can reach more than 100%
below the cloud leading to a comparable bias in photolysis
coefficients and, in turn, creating an enhancement of the
oxidizing capacity of the system. Citation: Bouet, C.,

F. Szczap, M. Leriche, and A. Benassi (2006), What is the

effect of cloud inhomogeneities on actinic fluxes and chemical

species concentrations?, Geophys. Res. Lett., 33, L01818,

doi:10.1029/2005GL024727.

1. Introduction

[2] Small changes in the cloud-radiative forcing (which is
the effects of clouds on the radiation balance of the Earth
fields) can play a significant role as a climate feedback
mechanism [Ramanathan et al., 1989]. Observations show
that clouds are far from being homogeneous revealing
autosimilar and fractal statistical properties [Lovejoy,
1982; Cahalan and Snider, 1989; Davis et al., 1999]. They
also exhibit numerous structures in their shapes, aspect ratio
and cloud coverage as well as a high horizontal and vertical
variability in their microphysical and optical properties
[Stephens and Platt, 1987; Korolev et al., 2001]. Numerous
studies were conducted to estimate the radiative impact of
cloud inhomogeneities in order to improve cloud properties
retrieval from various radiometers and to better estimate the
role of clouds on Earth’s climate [Harshvardhan, 1982;
Welch and Wielicki, 1984, 1985, 1989; Barker et al., 1998,
1999]. Barker et al. [1999] showed that it was crucial to
consider horizontal fluctuations of cloud extinction in order
not to underestimate surface absorption and not to overes-
timate reflected fluxes.
[3] Daytime atmospheric chemistry is driven by photoly-

sis processes. Due to their impact on radiation, clouds can
disrupt these processes. Photolysis rate coefficients are
derived from actinic flux [Madronich, 1987] and numerous
studies have already demonstrated the impact of clouds on
actinic flux [Madronich, 1987; Junkermann et al., 2002;
Kanaya et al., 2003; Monks et al., 2004]. For example,

Madronich [1987] showed that actinic fluxes inside the
clouds can frequently exceed the clear-sky values (up to
5 times greater). However, all of these studies as well as
those concerning the impact of clouds on photolysis coef-
ficients [Van Weele and Duynkerke, 1993; Crawford et al.,
1999, 2003; Früh et al., 2000; Tie et al., 2003], considered
clouds as a single homogeneous, plane-parallel layer. A
recent study of Stockwell and Goliff [2004] showed that
NO2 photolysis coefficients derived from actinic fluxes
simulated with the TUV model (Tropospheric Ultraviolet
Visible model [Madronich and Flocke, 1998]) using the
delta-Eddington method [Joseph et al., 1976] could be up to
56% greater than photolysis coefficients derived from
measured actinic fluxes. However, a few studies have
already investigated the three-dimensional (3D) effects of
inhomogeneous clouds on actinic fluxes and photolysis
coefficients [Los et al., 1997; Trautmann et al., 1999;
Várnai and Davis, 1999; Brasseur et al., 2002; Trentmann
et al., 2003]. Brasseur et al. [2002] demonstrated that, in
presence of a deep convective cloud, actinic fluxes can be
increased by a factor of 2 to 5 compared to clear-sky values,
leading to changes in ozone production rates (+15%) and
enhancement in OH concentrations (120–200%) in the
upper troposphere. They also showed that photolysis coef-
ficients are inhomogeneously distributed throughout the
cloud.
[4] Since numerical chemistry transport models usually

use the homogeneous plane-parallel cloud assumption, it is
critical to investigate the bias introduced in tropospheric
chemistry compared to inhomogeneous clouds, which are
closer to real clouds. The aims of this numerical modeling
study are firstly to quantify the effects of cloud optical and
geometrical inhomogeneities on actinic flux in order to
estimate, in a second step, the impact of these cloud
inhomogeneities on tropospheric photochemistry.

2. Methodology

[5] A two-dimensional (2D) inhomogeneous cumulus
cloud field is generated with the stochastic tdMAP model
(tree driven Mass Accumulation Process [Benassi et al.,
2004]), which is able to provide stratocumulus and cumulus
cloud fields with properties close to those observed in real
clouds. In our case, the simulated 2D cloud field represents
a horizontal extent of 12.8 � 12.8 km2 (256 � 256 pixels)
with a 58 % cloud cover. Each 50 � 50 m2 cloud pixel has
the same vertical extent and is assumed to be vertically
homogeneous leading to a 3D cloud field. The cloud layer is
located between 1 and 1.5 km high. The SHDOM model
(Spherical Harmonics Discrete Ordinate Method [Evans,
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1998]) is used to solve the radiative transfer equation (RTE)
in the inhomogeneous 3D cloud field. Thereby, actinic
fluxes at a wavelength of 400 nm corresponding to the
wavelength of maximum dissociation of NO2 are computed
for several cloud mean optical depths (1, 2, 5, 10, and 30)
and for different solar zenith angles (0, 20, 40, and 60�).
The RTE is also solved using SHDOM for the homoge-
neous plane-parallel equivalent clouds in order to estimate
the bias introduced by the plane-parallel homogeneous
cloud approximation. For all cases, droplets are assumed
to follow a lognormal distribution with an effective radius
of 10 mm and a standard deviation of 0.35 mm. Optical
parameters are calculated using Mie theory. Then, the
actinic fluxes computed by SHDOM for the inhomogeneous
case are averaged over the whole cloud field. These aver-
aged fluxes and the ones computed for the plane-parallel
case are parameterized as a function of the solar zenith angle
and the wavelength in order to estimate photolysis coeffi-
cients with the TUV model [Madronich and Flocke, 1998]
for the main tropospheric chemical species. Photolysis
coefficients are computed only for the cloud of optical
depth 10 at location (51�N; 0�E). Finally, the M2C2 box
model (Model of Multiphase Cloud Chemistry [Leriche et
al., 2003]) is used to simulate the multiphase cloud chem-
istry for two different scenarios (remote and urban) from
Ervens et al. [2003]. These scenarios include emissions and
dry deposition with variable photolysis for three days in
order to assess the bias introduced in tropospheric photo-
chemistry by the homogeneous plane-parallel assumption.

3. Results and Discussion

3.1. Effect of 2D Inhomogeneities on Actinic Fluxes

[6] The bias between actinic fluxes calculated with
SHDOM in the inhomogeneous (FSHDOM3D) and homoge-
neous plane-parallel (FSHDOMPP) cases is computed as:

DF ¼ FSHDOM3D � FSHDOMPP

FSHDOMPP

� 100 ð1Þ

This bias is shown on Figure 1 as a function of mean cloud
optical depth and solar zenith angle below the cloud at z =

200 m, in the cloud at z = 1050 m and 1450 m, and above
the cloud at z = 2 km. Cloud inhomogeneities significantly
enhance the actinic flux below the cloud and in its lower
part whereas they slightly decrease it above. For instance,
for an optical depth of 10, which is a typical value for
stratocumulus clouds, and a solar zenith angle of 60�,
below the cloud, DF is about 70% whereas above, it is
around �10%. Figure 1 also points out that jDFj increases
with both solar zenith angle and cloud optical depth.
Indeed, the greater cloud optical depth or solar zenith
angle is, the more important multiple scattering from the
cloud sides is, which leads to an enhancement in actinic
fluxes. Finally, this means that the closer the sun is to the
zenith, the more the inhomogeneous cloud becomes closer
to the homogeneous one.
[7] Considering the cloud effect toward clear sky onto

actinic fluxes as shown for instance by Madronich [1987],
our results imply that the assumption of the homogeneous
plane-parallel cloud overestimates this negative effect.

3.2. Effect of 2D Inhomogeneities on Photolysis
Coefficients

[8] Prior to the computing of photolysis coefficients with
the TUV model, actinic fluxes at 400 nm need to be
extended to the visible spectrum. The parameterization used
is based upon the statement that, as the mean free path,
defined by the mean distance between two collisions
undergone by the photon, is constant in our simulations,
the effects of cloud inhomogeneities are assumed to be
constant with wavelength.
[9] The bias between photolysis coefficients for inhomo-

geneous (J3D) and homogeneous (JPP) cases is defined in
the same way as for the actinic fluxes:

DJ ¼ J3D � JPP

JPP
� 100 ð2Þ

DJ is the same for a given hour for all the photolysis
reactions because the bias in photolysis coefficients is
directly related to the ones on actinic fluxes by definition.
Figure 2 presents this bias below the cloud, at z = 200 m,
where the bias computed on actinic fluxes is the highest, as
a function of time and solar zenith angle. As DF, DJ is
minimum at noon for a solar zenith angle of 27� with a
value around 5%. Thus, the impact of the bias introduced by
the homogeneous plane-parallel assumption on the photo-
chemistry varies over time. At noon, when photochemistry
is the most active, the impact will be the lowest. However,
the most important emissions of pollutants occur in the
morning around 8 a.m. where the bias is around 50% and
where some important photolysis reactions take place,
such as the photolysis of nitrous acid which is the largest
source of OH radicals in the morning [Lammel and Cape,
1996].

3.3. Impact on Tropospheric Trace Gases
Concentrations

[10] As the first day of simulation is the time for the
chemical system to reach the equilibrium, results are pre-
sented averaged over days 2 and 3.
[11] In the same way as for the actinic flux, the bias

between concentrations for inhomogeneous (C3D) and ho-

Figure 1. DF as a function of solar angle and mean optical
depth below the cloud at z = 200 m (a), in the cloud at z =
1050 m (b) and 1450m (c), and above the cloud at z = 2 km
(d).
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mogeneous (CPP) cases below the cloud, at z = 200 m, is
defined as:

DC ¼ C3D � CPP

CPP

� 100 ð3Þ

Table 1 shows this bias averaged over days 2 and 3 for main
gas phase tropospheric species in the morning, at noon and
in the afternoon for the two chemical scenarios, remote and
urban. The bias introduced by the use of the homogeneous
plane-parallel approximation is different from one species to
another: either positive or negative, it is high for radicals
(between 5.4 and 54%) whereas it is negligible for methane
(less than 0.5%). Neglecting cloud inhomogeneities will
have a significant impact on tropospheric chemistry because
radicals drive tropospheric chemistry; for instance, ozone
concentrations are underestimated using the homogeneous
plane-parallel assumption. The stronger photolysis for the
3D case (cf. Figure 2) and the positive bias on OH radicals
lead to a larger oxidizing capacity of the atmosphere.
Moreover, the minimum values of the positive bias on
radicals concentrations is at noon when the bias on actinic
fluxes is the lowest. For methane, the bias is close to zero
because of its low reactivity driven by its slow oxidation by
OH radicals. For NO2, the bias is negative due to a more
efficient photolysis in the 3D case while for NO, the bias is
negative in the morning and at noon and positive in the
afternoon due to the combined effects of the continuous NO
emission, the NO2 photolysis and the NO to NO2

conversion by RO2 radicals. For organic compounds, the
behavior is more complicated with either positive or
negative impact depending on the time of the day and on
chemical species considered underlying the non-linearity of
the tropospheric chemistry system.

4. Conclusions

[12] The aim of this study was to quantify the bias
introduced by the commonly used homogeneous plane-
parallel cloud hypothesis on actinic flux, photolysis coef-

ficients, and tropospheric chemistry. It was shown that
cloud inhomogeneities have a significant impact on actinic
flux: for example, for a solar zenith angle of 60� and an
optical cloud depth of 10, differences greater than 100% are
found. It was also shown that the bias introduced neglecting
cloud inhomogeneities depends on both solar zenith angle
and cloud optical depth. The same behavior was found for
photolysis coefficients. However, due to the non-linearity of
tropospheric chemistry system, the bias on chemical species
concentrations showed a more complex behavior with either
positive or negative bias depending on the chemical species
considered and on the time of the day. Finally, for the
remote and urban chemical scenarios used, the effect of the
cloud inhomogeneities on tropospheric chemistry in com-
parison with homogeneous clouds is to enhance the oxidiz-
ing capacity of the system by higher concentrations of
radicals and stronger photolysis.
[13] The next step of this study will be to parameterize

the effects due to cloud inhomogeneities in radiative transfer
models in order to compare the photolysis coefficients
obtained with measurements.
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I.D.R.I.S. (Institut du Développement et des Ressources en Informatique
Scientifique, project 000187). We gratefully acknowledge Olivier Jourdan
for his patience in revising the paper.

References
Barker, H. W., J.-J. Morcrette, and G. D. Alexander (1998), Broadband
solar fluxes and heating rates for atmospheres with 3D broken clouds,
Q. J. R. Meteorol. Soc., 124, 1245–1271.

Barker, H. W., G. L. Stephens, and Q. Fu (1999), The sensitivity of domain-
averaged solar fluxes to assumptions about cloud geometry, Q. J. R.
Meteorol. Soc., 125, 2127–2152.

Benassi, A., F. Szczap, A. Davis, M. Masbou, C. Cornet, and P. Bleuyard
(2004), Thermal radiative fluxes through inhomogeneous cloud fields: A
sensitivity study using a new stochastic cloud generator, Atmos. Res., 72,
291–315.

Brasseur, A.-L., R. Ramaroson, A. Delanoy, W. Skamarock, and M. Barth
(2002), Three-dimensional calculation of photolysis frequencies in the
presence of clouds and impact on photochemistry, J. Atmos. Chem., 41,
211–237.

Cahalan, R. F., and J. B. Snider (1989), Marine stratocumulus structure,
Remote Sens. Environ., 28, 95–107.

Crawford, J., D. Davis, G. Chen, R. Shetter, M. Müller, J. Barrick, and
J. Olson (1999), An assessment of cloud effects on photolysis rate coef-
ficients: Comparison of experimental and theoretical values, J. Geophys.
Res., 104(D5), 5725–5734.

Figure 2. DJ as a function of solar zenith angle and time
below the cloud, at z = 200 m.

Table 1. DC (in %), Averaged Over Days 2 and 3 of the

Simulation, for Main Tropospheric Species in Gaseous Phase at

8 a.m., Noon and 4 p.m. for the Two Cases, Remote and Urban

Species

Remote Urban

8 a.m. Noon 4 p.m. 8 a.m. Noon 4 p.m.

O3 11 7.5 5.8 13 9.2 7.6
OH 42 8.3 50 46 9.7 54
HO2 28 5.4 23 32 7.5 26
H2O2 13 11 7.3 19 17 13
NO �13 �8.2 12 �7.4 �9.3 14
NO2 �31 �6.0 �15 �27 �6.1 �15
HNO2 �16 �5.7 9.8 �6.1 �5.8 14
HNO3 6.4 �3.3 �1.4 6.9 �2.2 1.1
CH4 �0.2 �0.3 �0.3 �0.2 �0.2 �0.3
HCHO 0.4 1.3 0.3 �10 �1.4 �2.2
CH3OOH 16 16 8.9 8.8 21 13
CH3O2 51 16 32 48 19 35

L01818 BOUET ET AL.: EFFECT OF CLOUD INHOMOGENEITIES L01818

3 of 4



Crawford, J., R. E. Shetter, B. Lefer, C. Cantrell, W. Junkermann,
S. Madronich, and J. Calvert (2003), Cloud impacts on UV spectral
actinic flux observed during the International Photolysis Frequency
Measurement and Model Intercomparison (IPMMI), J. Geophys. Res.,
108(D16), 8545, doi:10.1029/2002JD002731.

Davis, A., A. Marshak, H. Gerber, and W. Wiscombe (1999), Horizontal
structure of marine boundary layer clouds from centimeter to kilometer
scales, J. Geophys. Res., 104(D6), 6123–6144.

Ervens, B., C. George, J. E. Williams, G. V. Buxton, G. A. Salmon,
M. Bydder, F. Wilkinson, F. Dentener, P. Mirabel, R. Wolke, and
H. Herrmann (2003), CAPRAM2.4 (MODAC mechanism): An extended
and condensed tropospheric aqueous phase mechanism and its applica-
tion, J. Geophys. Res., 108(D14), 4426, doi:10.1029/2002JD002202.

Evans, K. F. (1998), The spherical harmonics discrete ordinate method for
three-dimensional atmospheric radiative transfer, J. Atmos. Sci., 55, 429–
446.

Früh, B., T. Trautmann, M. Wendisch, and A. Keil (2000), Comparison of
observed and simulated NO2 photodissociation frequencies in a cloudless
atmosphere and in continental boundary layer clouds, J. Geophys. Res.,
105(D8), 9843–9857.

Harshvardhan (1982), The effect of brokenness on cloud-climate sensitiv-
ity, J. Atmos. Sci., 39, 1853–1861.

Joseph, J. H., W. J. Wiscombe, and J. A. Weinman (1976), The delta-
Eddington approximation for radiative flux transfer, J. Atmos. Sci., 33,
2452–2459.

Junkermann, W., et al. (2002), Actinic radiation and photolysis in the
lower troposphere: Effect of clouds and aerosols, J. Atmos. Chem.,
42, 413–441.

Kanaya, Y., Y. Kajii, and H. Akimoto (2003), Solar actinic flux and photo-
lysis frequency determinations by radiometers and a radiative transfer
model at Rishiri Island: Comparisons, cloud effects, and detection of
an aerosol plume from Russian forest fires, Atmos. Environ., 37,
2463–2475.

Korolev, A. V., G. A. Isaac, I. P. Mazin, and H. W. Barker (2001),
Microphysical properties of continental clouds from in-situ measure-
ments, Q. J. R. Meteorol. Soc., 127, 2117–2151.

Lammel, G., and J. N. Cape (1996), Nitrous acid and nitrite in the atmo-
sphere, Chem. Soc. Rev., 25, 361–369.

Leriche, M., L. Deguillaume, and N. Chaumerliac (2003), Modelling
study of strong acids formation and partitioning in a polluted cloud
during wintertime, J. Geophys. Res., 108(D14), 4433, doi:10.1029/
2002JD002950.

Los, A., M. van Weele, and P. G. Duynkerke (1997), Actinic fluxes in
broken cloud fields, J. Geophys. Res., 102(D4), 4257–4266.

Lovejoy, S. (1982), Area-perimeter relation for rain and cloud areas,
Science, 216, 185–187.

Madronich, S. (1987), Photodissociation in the atmosphere 1. Actinic flux
and the effects of ground reflections and clouds, J. Geophys. Res.,
92(D8), 9740–9752.

Madronich, S., and S. Flocke (1998), The role of solar radiation in atmo-
spheric chemistry, in Handbook of Environmental Chemistry, edited by
P. Boule, pp. 1–26, Springer, New York.

Monks, P. S., A. R. Rickard, S. L. Hall, and N. A. D. Richards (2004),
Attenuation of spectral actinic flux and photolysis frequencies at the
surface through homogeneous cloud fields, J. Geophys. Res., 109,
D17206, doi:10.1029/2003JD004076.

Ramanathan, V., R. D. Cess, E. F. Harrisson, P. Minnis, B. R. Barkstrom,
E. Ahmad, and D. Hartmann (1989), Cloud-radiative forcing and
climate: Results from the Earth radiation budget experiment, Science,
243, 57–63.

Stephens, G. L., and C. M. R. Platt (1987), Aircraft observations of the
radiative and microphysical properties of stratocumulus and cumulus
cloud fields, J. Climatol. Appl. Meteorol., 26, 1243–1269.

Stockwell, W. R., and W. S. Goliff (2004), Measurement of actinic flux and
calculation of photolysis rate parameters for the Central California Ozone
Study, Atmos. Environ., 38, 5169–5177.

Tie, X., S. Madronich, S. Walters, R. Zhang, P. Racsh, and W. Collins
(2003), Effect of clouds on photolysis and oxidants in the troposphere,
J. Geophys. Res., 108(D20), 4642, doi:10.1029/2003JD003659.

Trautmann, T., I. Podgorny, J. Landgraf, and P. J. Crutzen (1999), Actinic
fluxes and photodissociation coefficients in cloud fields embedded in
realistic atmospheres, J. Geophys. Res., 104(D23), 30,173–30,192.

Trentmann, J., B. Früh, O. Boucher, T. Trautmann, and M. O. Andreae
(2003), Three-dimensional solar radiation effects on the actinic flux field
in a biomass-burning plume, J. Geophys. Res., 108(D17), 4558,
doi:10.1029/2003JD003422.

Van Weele, M., and P. G. Duynkerke (1993), Effect of clouds on the
photodissociation of NO2: Observations and modeling, J. Atmos. Chem.,
16, 231–255.

Várnai, T., and R. Davis (1999), Effects of cloud heterogeneities on short-
wave radiation: Comparison of cloud-top variability and internal hetero-
geneity, J. Atmos. Sci., 56, 4206–4224.

Welch, R. M., and B. A. Wielicki (1984), Stratocumulus cloud field
reflected fluxes: The effect of cloud shape, J. Atmos. Sci., 41,
3085–3103.

Welch, R. M., and B. A. Wielicki (1985), A radiative parameterization of
stratocumulus cloud fields, J. Atmos. Sci., 42, 2888–2897.

Welch, R. M., and B. A. Wielicki (1989), Reflected fluxes for broken
clouds over a lambertian surface, J. Atmos. Sci., 46, 1385–1395.

�����������������������
A. Benassi, C. Bouet, M. Leriche, and F. Szczap, Laboratoire de
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