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Abstract

Assimilation of the Moderate Resolution Imaging Spectroradiometer (MODIS) total aerosol
optical depth (AOD) retrieval products (at 550 nm wavelength) from both Terra and Aqua
satellites have been developed within the National Centers for Environmental Prediction (NCEP)
Gridpoint Statistical Interpolation (GSI) three-dimensional variational (3DVAR) data
assimilation system. This newly developed algorithm allows, in a one-step procedure, the
analysis of 3D mass concentration of 14 aerosol variables from the Goddard Chemistry Aerosol
Radiation and Transport (GOCART) module. The Community Radiative Transfer Model
(CRTM) was extended to calculate AOD using GOCART aerosol variables as input. Both the
AOD forward model and corresponding Jacobian model were developed within the CRTM and
used in the 3DVAR minimization algorithm to compute the AOD cost function and its gradient
with respect to 3D aerosol mass concentration. The impact of MODIS AOD data assimilation
was demonstrated by application to a dust storm from 17 to 24 March 2010 over East Asia. The
aerosol analyses initialized Weather Research and Forecasting/Chemistry (WRF/Chem) model
forecasts. Results indicate that assimilating MODIS AOD substantially improves aerosol
analyses and subsequent forecasts when compared to independent AOD observations from the
AErosol RObotic NETwork (AERONET) and Cloud-Aerosol Lidar with Orthogonal
Polarization (CALIOP) instrument. The newly developed AOD data assimilation system can
serve as a tool to improve simulations of dust storms and general air quality analyses and
forecasts.

1. Introduction

Aerosol data assimilation has received attention during the past decade. For example,
Collins et al. [2001] introduced assimilating AVHRR AOD in a three-dimensional (3D)
chemical transport model while studying the INDOEX (Indian Ocean Experiment) aerosols.
They used an optimal interpolation (OI) technique initially developed for meteorological
applications. Since then, several other studies have assimilated satellite-derived aerosol products
in global and regional chemical transport models using similar OI techniques [Yu ef al., 2003;
Generoso et al., 2007; Adhikary et al., 2008]. Additionally, Zhang et al. [2008] adopted a two-
dimensional variational (2DVAR) approach to assimilate MODIS gridded level 3 AOD products
over the global ocean with the Naval Research Laboratory (NRL) Aerosol Analysis and
Prediction System (NAAPS). Furthermore, Niu et al. [2007] used a 3DVAR method to
assimilate dust loading retrieved from Chinese geostationary satellite FY-2C into the Chinese
Unified Atmospheric Chemistry Environment—Dust (CUACE/Dust) forecast system. More
recently, the European Centre for Medium-Range Weather Forecasts (ECMWF) extended its
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four-dimensional variational (4DVAR) meteorological assimilation system to include an aerosol
component [Benedetti et al., 2009]. Benedetti et al. [2009] adopted the total aerosol mixing ratio
as a control variable and made some assumptions to partition the total aecrosol mass into mass
concentration of individual species. Their application to a 2-year (2003, 2004) reanalysis using
MODIS AOD data showed the analyses were skillful at fitting the observations and improving
AQOD forecasts.

We note that most of the aerosol DA methods (OI, 2DVAR, and 3DVAR) mentioned above
used a two-step process: 2D AOD or 3D DM40 [dust particle matter with diameter less than 40
um; Niu et al., 2007] is first analyzed from aerosol observations and then partitioned using a
post-processing procedure into 3D mass concentrations of different aerosol species, making
assumptions regarding vertical distribution and relative ratio of individual species’ mass to total
aerosol mass. In this study, we develop a single-step aerosol DA capability within the National
Centers for Environmental Prediction (NCEP) operational Gridpoint Statistical Interpolation
(GSI) 3DVAR meteorological DA system coupled to the Weather Research and
Forecasting/Chemistry (WRF/Chem) model [Grell et al., 2005]. We then use this system to
assimilate MODIS AOD data while modeling a dust storm that occurred in March 2010 over
East Asia. Different from previous studies, the newly developed 3DV AR aerosol DA system
uses individual aerosol species of the WRF/Chem built-in GOCART module as “control
variables.” Therefore, 3D mass concentrations of the aerosol species are analyzed in a one-step
minimization procedure, obviating the need for a second-step post-processing required by
previous studies. To the best of our knowledge, this is the first attempt to use individual aerosol
species as analysis variables in a truly 3DVAR DA system.

The next section briefly describes the WRF/Chem model and built-in GOCART aerosol
module. Section 3 presents the methodology of aerosol DA, including a description of the
aerosol background error covariance (BEC) statistics, MODIS AOD observations, and CRTM-
AOD observation operator. The experimental design and impact of AOD assimilation applied to
a dust storm are described in section 4 before concluding in section 5.

2. Methodology of aerosol data assimilation

To find a best estimate of the model state x in the sense of minimum analysis error variance, a
3DVAR algorithm is to minimize a cost function (J) that measures the distance of the state
vector to the background and observations, given by

1 1
J(x)= E(X_ x,) B (x-x,) +ElH(X)— yI'RT[H(X)~yl, )

where B and R are the background and observation error covariance matrices of dimensions
mxm and pxp, respectively. B and R determine the relative contributions of the background and
observation terms to the final analysis. As x and y are column vectors, J(xX) is simply a scalar.
For our implementation of AOD DA, the 3D mass concentrations of the 14 WRF/Chem
GOCART aerosol species within the entire domain and at all model levels comprised the
analysis variables (or “control variables”) in the GSI 3DVAR minimization procedure.
Therefore, it was necessary to calculate BEC statistics for each aerosol variable. We
accomplished this task by using the “NMC” method [Parrish and Derber, 1992], which
calculates BECs by taking differences between forecasts of different lengths valid at common
times. Differences of 24- and 12-hr WRF/Chem forecasts of the aerosol species valid at the same
time for 62 pairs valid at either 0000 and 1200 UTC over the whole month of March 2010 were
used to compute the aerosol BECs. 1Cs and LBCs for each forecast came from the NCAR global
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CAM-Chem model. In this first implementation, no cross-correlation between different aerosol
variables was considered due to the incapability of the current GSI 3DVAR to directly model the
cross-correlation in the B-matrix. Standard deviations and horizontal and vertical length scales
for each aerosol variable were calculated using the method described by Wu et al. [2002].

The domain average standard deviations at each model level are shown for all 14 species in
Figure 1. Standard deviations varied substantially across the species, spanning several orders of
magnitude, which corresponded to different magnitude of the species’ mass concentrations. The
values of the horizontal length scale (not shown) were comparable for all the species, generally
spanning ~1.5-2.5 times the grid spacing (27km).

5 40 ks, (@)BC1—1L 40 40 1 (c) Sulfate F
~
2 \ BC2 = -
= 30 4 \ F 30 30 -
[\] \\
L .
S 20 1 Seee - 20 - 20 1
> .Q‘
3 10 { 10 10
- S
0.00 0.04 0.08 0.12 0.00 0.20 0.40 0.60 0.00 0.20 0.40 0.60
— 40 1 (d) SeaSalt1} 40 - (e) SeaSalt2} 40 - (f) SeaSalt3 }
3
=30 1 - 30 1 - 30 4
[\
9
: = - o 4
$ 20 20 20
o
T 10 A F 10 4 F 10 4
s
0.0000  0.0040  0.0080 0.000 0.020 0.040 0.000 0.020 0.040
5 40 1 (g) SeaSalt4 + 40 1 (h) Dust1 + 40 (i) Dust2 }
3
= 30 1 L 30 A - 30 A
[\]
L
5 20 4 E 20 4 - 20 4
>
]
g 10 1 L 10 A L 10 4
s
0.0000 0.0020 0.0 1.0 2.0 3.0 4.0 5.0 0 2 4 6 81012
_ 40 (j) Dust3 + 40 (k)Dust4 + 40 (I)Dust5
o
>
3 30 4 L 30 A - 30 4
T
£ 20 - 20 4 - 20 4
=
S 10 4 L 10 10
[*]
=
0 2 4 6 8 10 00 20 40 6.0 00 10 20 3.0
Standard Deviation (ugkg") Standard Deviation (pugkg'') Standard Deviation (ugkg'")

Figure 1. Domain-averaged background error standard deviation (ugkg™) for each model level (y-axis) for
14 GOCART aerosol species.
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We used the most recent release (collection 051) of level 2 total AOD retrievals from both
Terra and Aqua. To maximize the observation coverage within £3-hr data assimilation time
window, we used AOD retrievals over land and sea derived from the dark target product [ Remer
et al., 2005] and “deep-blue” product over bright land surface [Hsu et al., 2004]. The dark target
ocean and land AOD products were available from both Terra and Aqua, but deep-blue retrievals
were only available from Aqua. Only the optical depth at 0.55 um was assimilated in this study.
In our domain, MODIS AOD products provided coverage only at 0000 and 0600 UTC (day time)
with generally only Terra at 0000 UTC, and both Terra and Aqua at 0600 UTC with more
coverage. Figure 2 shows the AOD coverage within a £3-hr time window centered at 0600 UTC
on 21 March 2010. Most data were distributed in southern and eastern parts of the domain and
the deep-blue product from Aqua had sparse coverage over Mongolia and northwestern China,
typical source regions of Chinese dust storms.
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Figure 2. MODIS AOD coverage from the Aqua and Terra satellites at 0600 UTC 21 March 2010. Purple:
dark-surface retrievals from Aqua; gold: dark surface Terra; blue: deep-blue produced from Aqua.

The AOD observation operator is based upon the community radiative transfer model
[CRTM; Han et al., 2006] developed at the United States Joint Center for Satellite Data
Assimilation (JCSDA). The CRTM was primarily designed for computing satellite radiances
and is used in GSI for directly assimilating radiances from infrared and microwave sensors. We
extended the CRTM to compute MODIS AOD using only aerosol profiles as input. This newly
developed CRTM-AOD module was incorporated into the GSI system.

3. Experimental design
A dust storm that started in Mongolia blasted Beijing on 20 March 2010 and covered large
areas of China in the following days. Several countries in East Asia were affected. Hong Kong,
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Taiwan, Japan, and South Korea recorded extremely poor visibility and air quality was
hazardous to human health. The dust was lofted by strong winds accompanying a cold front that
crossed China on 20 March. The winds passed over regions of Mongolia and northwest China
that had been suffering from an extended drought.

Two parallel experiments were designed to evaluate the impact of MODIS AOD DA on
analyses and forecasts of aerosols over eastern Asia. One experiment served as the control and
did not employ any DA, while AOD DA was implemented in the other. Each experiment
initialized a new WRF/Chem forecast every 6-hrs between 0000 UTC 17 March and 0000 UTC
24 March 2010 (inclusive). All forecasts were integrated for 6-hrs and hourly model output was
archived. Every initialization, both experiments’ meteorological fields were updated by
interpolating GFS analyses onto the computational domain. Gaseous chemical variables were
initialized from the previous cycle’s 6-hr forecast, except for the first forecast (0000 UTC 17
March), when gaseous and aerosol ICs came from NCAR global CAM-Chem model output.

The two experiments only differed in that 3DVAR DA updated the profiles of GOCART
aerosol species in one experiment but not the other, permitting a clear isolation of the impact of
cyclic AOD DA. Note that MODIS AOD data were only present during the day (0000 and 0600
UTC), and therefore, the aerosol fields valid at 0000 UTC should be considered as 18-hr
forecasts initialized at 0600 UTC the previous day, since no AOD observations were present at
1200 or 1800 UTC to update aerosol fields. However, meteorological fields were still updated
from GFS analyses at 1200 and 1800 UTC.

The WRF/Chem model was run over a computation domain (Figure 2) with 27-km horizontal
grid spacing. There were 261 west-east and 222 south-north horizontal grid points and 45
vertical levels. The model-top was 50 hPa. The following physical parameterizations were
included: the WRF single-moment 5-class (WSMS5) microphysics scheme; the Rapid Radiative
Transfer Model (RRTM) longwave and Goddard shortwave radiation schemes; the Mellor-
Yamada-Janjic (MY]J) boundary layer scheme; the Noah land surface model; and Grell-3D
cumulus parameterization. Lateral boundary conditions (LBCs) for meteorological fields were
provided by the NCEP Global Forecast System (GFS). Aerosol and chemical initial conditions
(ICs) (at the beginning of the simulation period) and LBCs came from the National Center for
Atmospheric Research (NCAR) global CAM-Chem model. The online calculation of biogenic
emissions using the U.S. Geological Survey (USGS) landuse classification was adopted as by
Simpson et al. [1995]. Two anthropogenic emissions inventories were used: gaseous chemistry
emissions from the global (0.5° X 0.5°) RETRO (REanalysis of the TROpospheric chemical
composition over the past 40 years) inventory (http://retro.enes.org/) and gridded 0.5° X 0.5°
aerosol emissions from an Asia emissions inventory [Streets et al., 2003]. The dust emission
flux is computed as a function of probability source function and surface wind speed [ Ginoux et
al., 2001]. Similar to dust uplifting, sea salt emissions from the ocean are highly dependent on
the surface wind speed and calculated as a function of wind speed at 10 m and sea salt particle
radius [Chin et al., 2002].

4. Results

4.1 Comparison to AERONET AOD
Figure 3 depicts the hourly time series of AOD at 500 nm for the whole experimental period
(0000 UTC 17 through 0600 UTC 24 March) at six AERONET sites in the domain. Among

those sites, Nanjing, Jhongli of Taiwan, and Hong Kong were affected by the dust storm. The
analyzed AOD values after DA are shown only at 0000 and 0600 UTC, when MODIS AOD data
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were present. Otherwise, hourly model forecast output is displayed. The NoDA experiment
(green lines) produced AOD values far below AERONET observations (red lines), but
assimilating MODIS AOD (blue lines) yielded AOD values much closer to AERONET
observations, although to different extents among the sites and dates. The peak AOD values in
Nanjing around 0600 UTC 21 March (Figure 3a), during the dust storm, were simulated quite
well by the DA experiment. AOD DA’s capability to capture the extreme event around 0600
UTC 21 March was also evident in Ubon Ratchathani (Figure 3e). The decease of AOD values
beginning 22 March in Dongsha Island was also well depicted in the DA experiment. At early
times of the simulation period, AOD values at some sites (e.g., Dongsha Island and Bangkok)
were underestimated even with AOD DA, likely due to no coverage of MODIS AOD data.
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Figure 3. Hourly time series of total AOD at 500 nm from 0000 UTC 17 March to 0600 UTC 24 March,
at 6 AERONET sites. Model output is hourly. Red line denotes the AERONET observations, and blue
and green curves represent the DA and NoDA experiments, respectively.
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Figure 4 shows AOD verification at four wavelengths (1640, 1020, 870, and 675 nm) at an
AERONET site in Kathmandu, the capital and largest city of Nepal. This site was unaffected by
the dust storm and typical air-pollution dominated the AOD. The NoDA experiment severely
underestimated AOD compared to the AERONET observations, likely revealing the
underestimated emissions from the “Streets” 2006 Asia emissions inventory used for emissions
in our study. However, assimilation of current data provides a method to overcome shortcomings
of “climatological” emissions. The AOD values from the DA experiment (blue line) agree more
closely with AERONET observations. The minimum AOD values around 0600 UTC (local
noon) were captured, particularly for longer wavelengths (1640 and 1020 nm). Kathmandu is
one of the most polluted cities in Asia, partly due to high year-round traffic volume of fuel-
inefficient vehicles. The diurnal variation of AOD in the AERONET observations, and
replicated by the DA experiment, likely reflects changes in traffic from the morning to evening.
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Figure 4. As in Figure 3, but for AOD validation at four wavelengths (1640, 1020, 870, and 675 nm) at
the Kathmandu AERONET site.

4.2 Comparison to CALIOP AOD

CALIPSO flies in a near-nadir view so that CALIOP footprints nominally fall on the satellite
ground track. The CALIOP AOD product is provided at 5 km (60 m) horizontal (vertical)
resolution and was averaged to match the model horizontal resolution (27 km) and vertical grid
before comparing to the model output. Figure 5 shows the results at 532 nm of CALIOP
transects around 1700 UTC 19 March (Figure 5a-c) and 2000 UTC 20 March (Fig. 5d-f). The
AOD model output is essentially from an 11-hr (14-hr) forecast for the case on the 19" (20™).
The model times differ from those of the CALIOP observations by ~40 min (~15 min) for the
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path on 19 March (20 March). Larger AOD values were produced by the DA experiment on
both dates, while the patterns were similar for both experiments. As shown in Figures 5c,f, the
DA experiment agreed more with CALIOP than the NoDA experiment for both paths. The
improvement through DA is particularly evident in the southeast part of the domain on 20
March. We note that CALIOP AOD measurements were retrieved only from cloud-free layers,
whereas the model AOD was obtained from integration over all model layers, regardless of
whether clouds were present. This difference may explain some of the discrepancies between the

model-predicted and CALIOP AODs in Figure 5.
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Figure 5. Model 550 nm AOD forecasts from (a, d) the NoDA experiment and (b, e) the DA experiment
overlaid with CALIPSO path, and (c, f) 532 nm AOD values along the CALIPSO path from CALIOP
observations (red), and 550 nm model AOD output from DA (blue) and NoDA (green) experiment. Left
panels (a)-(c) are valid around 1700 UTC 19 March and right panels (d)-(f) around 2000 UTC 20 March.
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The vertical distributions of 532 nm CALIOP AOD and 550 nm model AOD output
corresponding to Figure 5f are given in Figure 6. Both experiments well simulated the AOD
vertical distributions within the 1 km — 2 km layer in the southern part of the CALIPSO path.
Clearly, the larger AOD values from the DA experiment agreed more closely with the CALIOP
observations.
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Figure 6. Similar to Figure 5f, but corresponding vertical distributions of (a) 532 nm CALIOP AOD and
550 nm AOD from (b) NoDA and (c) DA experiments around 2000 UTC 20 March.

5. Conclusions

The GSI 3DVAR DA system was expanded to assimilate MODIS AOD observations using
3D mass concentrations of 14 GOCART aerosol species as analysis variables. The CRTM was
extended to serve as the AOD observation operator (both forward operator and Jacobian) and
computed model-simulated AOD from the aerosol profiles. Some developments, such as adding
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aerosol analysis variables in the GSI and the corresponding background error statistics, are
applicable to the assimilation of any aerosol related observations. Our one-step procedure did
not impose any constraints or assumptions about the relative contribution of each species’ mass
concentration to the total aerosol mass concentration, in contrast to traditional two-step
approaches. Thus, AOD observations could directly impact the analysis profiles of individual
species.

The impact of the newly developed AOD DA system was demonstrated by application to a
dust storm that occurred in March 2010 over eastern Asia. Aerosol analyses and forecasts were
validated against AOD observations from independent data sources (AERONET and CALIOP).
The WRF/Chem model simulation without AOD DA severely underestimated the dust storm
intensity, and, thus, the corresponding AOD values. However, AOD DA reduced the model low
bias for aerosol forecasts by inflating the initial 3D aerosol mass concentrations. The results
indicate that our one-step 3DV AR method of assimilating MODIS AOD permits concentrations
of individual aerosol species to change while maintaining similar vertical structures before and
after DA.

The AOD DA capability we developed here is just the first step toward a more
comprehensive aerosol DA system. It is fairly straightforward to expand the system to assimilate
additional aerosol-related observations (e.g., surface measurements of particle matter, multi-
spectral and multi-angle AOD retrievals from different satellite instruments, vertical extinction
profiles from ground-based and space-borne Lidar),and, thus, refine vertical structures of
individual species and better quantify each species’ contribution to the total aecrosol mass. New
aerosol variables can be added to the state vector and the corresponding BECs determined easily.
Moreover, our 3DVAR system can simultaneously assimilate MODIS AOD and meteorological
observations typically used in GSI. This capability will be tested in future work to study the
interaction between meteorological and aerosol assimilation.

Lastly, it should be recognized that DA is a supplemental tool and not the only way of
improving aerosol analyses and forecasts. Chemical and aerosol models themselves should
continue to be improved through more accurate estimations of emissions and better modeling of
various physical and chemical processes.
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