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Abstract: As an aggregate of suspended particulate matter in the air, atmospheric aerosols can affect
the regional climate. With the help of satellite remote sensing technology to retrieve AOD (aerosol
optical depth) on a global or regional scale, accurate estimation of PM2.5 concentration has become
an important task to quantify the spatiotemporal distribution of AOD and PM2.5. However, due to
the limitations of satellite platforms, sensors, and inversion algorithms, the spatiotemporal resolution
of current major AOD products is still relatively low. Meanwhile, for the impact of cloud, the AOD
products often have a serious data gap problem, which also objectively limits the spatiotemporal
coverage of predicted PM2.5 concentration. Therefore, how to effectively improve the spatiotemporal
resolution and coverage of PM2.5 concentration under the requisite accuracy is still a grand challenge.
In this study, the fused high spatial-temporal resolution AOD data in our previous study were used
to estimate the ground PM2.5 concentration through machine learning algorithms, the deep belief
network (DBN). The PM2.5 data had spatiotemporal autocorrelation in geostatistics and followed the
Gaussian kernel distribution. Hence, the autocorrelation model modified by Gaussian kernel function
integrated with DBN algorithm, named Geoi-DBN, was used to estimate PM2.5 concentration. The
cross-validation results showed that the Geoi-DBN (R? = 0.86, RMSE = 6.84 ug m~3) performed better
than the original DBN (R% = 0.67, RMSE = 10.46 ug m~3). The final high quality PM2.5 concentration
data can be applied for urban air quality monitoring and related PM2.5 exposure risk assessment
such as wildfire.
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1. Introduction

Atmospheric PM2.5 have many adverse impacts on climate change and human health.
With an aerodynamic diameter less than or equal to 2.5 um, it can directly reach the lungs
and cause many related chronic diseases. Studies have found that long-term exposure to
aerosol pollution can cause diabetes and cardiovascular and cerebrovascular diseases [1].
PM2.5 pollutants have become a general concern in many parts of the world. Although
many countries have built PM2.5 ground monitoring networks that provide real time data,
PM2.5 ground-based observations often cannot effectively characterize the distribution of
PM2.5 pollution over a large area due to the sparse and spatially uneven distribution of
ground monitoring sites. In addition, the high dynamic change of PM2.5 pollutants such
as smoke and dust will generate and emit a large amount of particulate matter in a short
time, with heterogeneity characteristics in spatial distribution. Consequently, accurate and
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seamless mapping of PM2.5 concentration with high spatiotemporal resolution by using
satellite remote sensing data with the help of a machine learning approach is critically
important.

Heterogeneous PM2.5 is caused by the emission of PM2.5, spatial distribution of
buildings in ground surface, changes of the intensity of human activities in regional en-
vironments, and many other factors [2]. In the early days of remote sensing, researchers
usually used a simple linear model to estimate the ground PM2.5 concentrations from satel-
lite AOD (aerosol optical depth) data, without fully considering the covariant mechanism
between satellite AOD and ground PM2.5 data [3,4]. Further research found that the statis-
tical relationship between PM2.5 concentration and AOD was greatly affected by factors
such as aerosol type, vertical distribution characteristics, and the moisture absorption effect
of particles as well as spatiotemporal anisotropy between PM2.5 and AOD [5-9]. Hence,
the relative humidity and boundary layer height have been introduced into the PM2.5
estimation model to improve the accuracy. The relationship between AOD and PM2.5 is
complicated and it is obvious that the uncertainty of the estimated PM2.5 concentration is
large when using one single model [10]. Furthermore, with the deepening understanding of
the physical and chemical characteristics and formation mechanism of PM2.5, the number
of factors and amount of data involved in PM2.5 estimation have increased rapidly. Models
developed from general linear regression to complex multiple regression such as the mixed-
effects model, geographically weighted regression model, land use regression model, and
other empirical statistical models, etc. [11-15]. Generally, the relationship between AOD
and PM2.5 concentration is non-linear [16]. All traditional empirical models are unable to
optimally express this nonlinear relationship. Therefore, machine learning methodology
was brought into PM2.5 concentration estimation, which has a strong learning ability and
can effectively establish the complex nonlinear relationship between PM2.5 concentration
and its influencing factors. Studies have found that the PM2.5 estimated accuracy of
machine learning is better than traditional linear and semi empirical statistical models [17].

AOD is positively correlated with PM2.5 [18,19]. Aerosol optical depth (AOD) prod-
ucts observed from multi-source satellite such as MODIS (Moderate-resolution Imaging
Spectroradiometer), VIIRS (Visible Infrared Imaging Radiometer Suite), and GOES (Geosta-
tionary Operational Environmental Satellite) provide the chance to obtain fine resolution
PM2.5 maps. However, the AOD product of a single instrument usually has limited ap-
plication on a large-scale due to low coverage and the amount of missing data caused by
cloud contamination and bright surfaces. Furthermore, system bias of sensors and different
inversion algorithms make it hard to provide a consistent AOD dataset from different
satellites. Most AOD products have a low resolution, which make it difficult to meet the re-
search requirements of small-scale areas such as individual urban area [20,21]. For example,
MODIS flown on the Terra and Aqua satellites can provide AOD products in three spatial
resolutions: 10 km, 3 km, and 1 km. The VIIRS, as a substituted sensor of MODIS, has a
750 m AOD product. In temporal resolution, most AOD data observed by polar-orbiting
satellites are collected daily. In contrast, geostationary satellites can provide minute-scale
AOD data with lower spatial resolution such as GOES-16 (4 km/15 min) and Himawari-8
(5 km/10 min) [22]. Compared to the observed AOD data, atmospheric chemistry model
simulated AOD data such as the MERRA-2 AOD data are global-coverage, low accuracy,
and coarse resolution for the complex structure of model and vast issues considered in
simulation [23-25]. Overall, no single source of AOD data can provide high precision,
high resolution, and high coverage AOD data, which will result in PM2.5 concentration
estimation with the same defects.

Fusing multi-source heterogeneous AOD data is an effective way to address the limita-
tions of a single source of AOD data and generate higher quality AOD data [26]. Previous
studies that have researched AOD data fusion algorithms have been mainly confined to
different areas and by different sources of instruments. Yang and Hu (2018) applied a
spatiotemporal kriging approach to fill in the gaps in the MODIS AOD product [27]. Spatial
statistical approaches showed that improved data coverage is subject to unsatisfactory
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results when the available data are sparsely distributed. In light of this, combining aerosol
products from multiple sensors has been proposed [28]. Tang et al. (2016) reported on
the BME method to fuse missing AOD with MODIS and SeaWiFS (Sea-viewing Wide
Field-of-view Sensor) (13.5 km) products [26]. Sogacheva et al. (2020) fused 15 different
AOD products together and obtained a consistent monthly AOD dataset by using an al-
gorithm of AOD weighted with the results of the AERONET (AErosol RObotic NETwork)
verification [29]. However, all of these studies have failed to capture non-randomness
in missing AOD values. Xiao et al. (2017) further combined satellite AOD with model
simulations by using a multiple imputation method [30]. It remains difficult to obtain
accurate aerosol measurements for the uncertainties and coarse spatial resolution brought
by the models. Therefore, our recent studies have addressed these limitations by proposing
a data fusion algorithm, MQQA-BME, which is an integrative algorithm by synergizing
the advantages of MQQA (Modified Quantile-Quantile Adjustment) and BME (Bayesian
Maximum Entropy). In the MQQA-BME algorithm, MQQA is a complementary tool for
adjusting the systematic biases in the data sources and BME is used for data downscaling
and prediction [31,32]. The integrated MQQA-BME algorithm has been proven to perform
well for dynamic multisource data fusion such as TOA reflectance and AOD data.

Based on the fused AOD data, it is possible to seamlessly map the ground PM2.5 con-
centration with fine spatiotemporal resolution, full coverage, and precision. Spatiotemporal
information is essential in the estimation of ground PM2.5 concentration. Li et al. (2016)
introduced spatiotemporal information into the DBN (deep belief network) model and
called it the Geoi-DBN model, which achieved satisfactory results in ground PM2.5 estima-
tion [33]. However, it is based on the traditional Moran index to describe the spatiotemporal
information by using the weight of the correlation, which is a linear statistical relationship
and cannot accurately depict the real distribution of PM2.5. Later, several researchers
further improved this algorithm based on a random forest model [34] and extreme random
tree model to map the ground PM2.5 concentration [35]. However, the majority of these
studies generally defined a specific window as the spatiotemporal impact domain, which
is prone to subjective factors. In this context, the deep confidence network algorithm is
used to mine the complex nonlinear relationship between PM2.5 concentration and AOD
data. Meteorological factors at high resolution are also considered when building the
estimated model since they are known to have an influence on the PM2.5 concentration.
Additionally, drawing on the concept of spatiotemporal autocorrelation in geostatistics, the
Gaussian kernel model was brought into the deep confidence network, which will improve
the accuracy of PM2.5 concentration by considering prior and neighborhood information.
The scale of the window is automatically defined by the spatiotemporal covariance model,
which reflects the autocorrelation of data in the spatiotemporal domain.

The science questions to be answered in this paper include: (1) Can fused AOD via
multisource data better estimated PM2.5 concentration with high spatiotemporal resolution,
especially in a highly dynamic forest fire event? and (2) can the Geoi-DBN algorithm
significantly improve the modeling accuracy by incorporating the Gaussian kernel and
spatiotemporal covariance models? Given the results of our previous studies, the MQQA-
BME algorithm can produce better quality AOD data/products. The objectives of this paper
are thus to: (1) evaluate the gap filling and spatiotemporal resolution, improving capabilities
in estimating ground PM2.5 concentration of fused AOD data, and (2) demonstrate the
Gaussian kernel model and Gaussian kernel model integrated with the DBN algorithm
with the aid of meteorology factors to improve the estimation accuracy of ground PM2.5
concentration.

2. Study Area and Datasets

The study area comprises central and southern California, as shown in Figure 1. The
hourly average observed ground PM2.5 concentration data from September to November
in 2018 (fall) was collected from the U.S. EPA (Environmental Protection Agency) website
(https:/ /www.epa.gov/outdoor-air-quality-data (accessed on 6 January 2021)). Twenty-
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three stations were set up for air pollution monitoring in our study area (Figure 1). The
fused AOD data obtained from our previous study [31,32] had a 1 km spatial resolution
and a temporal resolution of a half hour. The fused AOD data were derived from the
MERRA-2 (Modern-Era Retrospective analysis for Research and Applications, Version 2)
reanalysis AOD data, the geostationary satellite GOES-16 (Geostationary Operational
Environmental Satellites 16) AOD product, and polar-orbiting satellite Terra MODIS AOD
data (MCD19A2/AQD, inversion by MAIAC (Multi-Angle Implementation of Atmospheric
Correction) algorithm). We obtained meteorological variables from the ECWMEF (European
Medium-Term Weather Forecast Center) (https://www.ecmwf.int/en/research/climate-
reanalysis (accessed on 6 January 2021)) including wind speed at 10 m above ground
(WDSP, m/s); air temperature at 2 m above ground (TMP, K), relative humidity (RH, %),
surface pressure (PRESS, Pa), total precipitation (TP, mm), and planetary boundary layer
height (PBLH, m). These meteorological data have a spatial resolution of 0.25°x 0.25°
and temporal resolution of one hour. In this study, we used the 00:00 UTC, 06:00 UTC,
12:00 UTC, and 18:00 UTC data as examples and the meteorology data were downscaled to
AOD spatial resolution (1 km) by using the nearest neighbor interpolation.

IS
124°W 122°W 120°W 118°W 116°W
Longitude

Figure 1. The study area of central and southern California as well as the locations of the PM2.5 stations.

3. Methods
3.1. Integration of the MQQA-BME Algorithm

The MQQA algorithm aims to address the systematic bias among the data informa-
tion of multiple sources by using the quantile—-quantile mapping theory to increase the
comparability of multiple sources of data information. Since the theoretical root of the
MQQA algorithm is matching based on probability distribution, the revisions for the more
random deviations were not significant. At the same time, MQQA could only perform error
correction on the existing image element values, and could not realize the reconstruction
operation of missing data. BME of a nonlinear fusion algorithm could combine physical
prior knowledge with probability theory for prediction [36] and perform better in downscal-
ing with high dynamic parameters [37,38]. In addition, considering the autocorrelation of
spatiotemporal neighborhood data, we could interpolate to fill in the missing data, and thus
significantly improve the data coverage. However, the BME algorithm for downscaling
fusion in using simultaneous observations from multiple satellites does not consider the
contribution of long-time series of historical information and the problem of systematic bias
between sensors. The MQQ-BME algorithm combines the advantages of these two algo-
rithms and overcomes the defects of the original algorithm by introducing the error model
constructed by the MQQA algorithm based on historical data information into the Bayesian
maximum information entropy algorithm [31]. So far, the integrated MQQA-BME algo-
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rithm has been successfully applied to multi-source heterogeneous AOD data fusion [32],
providing a data basis for seamless mapping of ground-level PM2.5 concentration. The
MQQA-BME algorithm is described in detail in our precious study [31].

The BME theory can integrate physical knowledge with probability law as a nonlinear
estimator for prediction that has been widely used in atmospheric studies [37]. Generally,
the physical knowledge can be divided into two categories: general knowledge and specific
knowledge. The general knowledge expresses the global characteristics such as consistent
pattern, which is described by the mean trend value as well as the spatial and temporal
dependence indicated by its covariance. The datasets include a hard dataset and a soft
dataset. The hard data are deemed accurate with good quality. The soft data are usually
data with uncertainty and data missing. In BME theory, a Gaussian process error model is
derived from the discrepancies between hard data and soft data to help explore the error
propagation in between the two adjacent hard data. Obviously, the Gaussian process error
model is not a physical model for bias correction during prediction. For this reason, we
improved the Gaussian process error model in this analysis by introducing the MQQA into
the BME for systematic bias correction and removing the systematic bias from different
data sources to reduce the error propagation. By integrating MQQA and BME with the
Shannon information in a format of PDF (probability density function) [38], the MQQA-
BME approach can obtain high posterior information about the spatiotemporal structure
under estimation to formalize the specific knowledge. Finally, the estimated mean value
and variance data are obtained at an estimated point via a mathematical optimization
process to achieve data fusion.

3.2. Deep Belief Network Algorithm (DBN)

DBN is a generative deep neural network model [39]. It is composed of multiple
hidden layers that can operate by the RBM (restricted Botzman machine), which has two
layers (a single visible layer and a hidden layer) of feature-detecting units [39]. There are
connections between layers, but not between cells within layers, and hidden layer cells are
trained to capture the correlations of higher-order data represented in the visible layer. In
other words, several RBMS are connected in series to form a DBN, where the hidden layer
of the previous RBM is the explicit layer of the next RBM, and the output of the previous
RBM is the input of the next RBM [40]. The architecture of the DBN network is shown in
Figure 2.

Input Layer

Figure 2. Structure of the DBN model.

The nodes of RBM layers and number of central neural layers are key parameters of
the DBN model. Generally, the more RBM layers there are, the better the ability to simulate
complex nonlinear relationships, however, too many layers can lead to overfitting [33,41].
In addition, a previous study showed that the number of central neurons determined by the
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number of input variables (1) and output variables (1), ranges from 2+/n + u to 2n + 1 [42].
In the present study, given that this is a complex nonlinear atmospheric environment, it
is advantageous to set the layers of RBM as two layers and the number of central neural
layers as 20 per layer, according to the input and output to improve the computational
speed. The parameters that take part in the DBN model to estimate PM2.5 are as follows
(refers to the nonlinear DBN estimation model):

PM25= f (MERRA2_GOES 16_MAIAC Fused AOD, Lat, Lon, DOY, U10, V10, TMP, PBLH,

PRESS,RH, TP) )

where Lat is the latitude; Lon is the longitude; DOY is the Day of Year; U10 is the east-west
component of the wind vector; and V10 is the north-south component of the wind vector.
TMP is the air temperature at 2 m above ground; RH is the relative humidity; PRESS is the
surface pressure; TP is the total precipitation; and PBLH is the planetary boundary layer
height.

3.3. Geoi-Deep Belief Network (Geoi-DBN)

Li et al. (2017) found that the accuracy of PM2.5 estimation can be improved by using
the DBN model with consideration of the spatiotemporal information of neighborhoods [33].
Wei et al. (2020) further compared and analyzed various deep learning algorithms and
found that Geoi-DBN performed better than others, with an R? 0f 0.88 [31]. When estimating
PM2.5 data of a single site, PM2.5 data of the site had good autocorrelation with the
surrounding data in a certain range since all of the data belonged to the same emission
source. Moreover, there was an obvious time dependence between the data of one day and
the data of adjacent time [43]. By considering the spatiotemporal autocorrelation at model
initiation, some researchers have used the Moran I index with a spatial weight matrix to
explore the spatiotemporal autocorrelation [33]. However, the actual spatial distribution
of ground PM2.5 concentration cannot be well expressed by simply introducing Moran I
into the estimation model [33]. Therefore, Gaussian kernel function was introduced into
this study to describe the real spatiotemporal distribution of PM2.5 [34], as shown in
Equations (2)-(5):

", WS;PM2.5;
PM25 = ==L Li=1,2,.... 2
S_PM2.5 WS, i=12,....n &)
;-nzl WtiPM2.5]'
T PM25=" " " i1 . .m 3)
1 Wt]'
]
—d?
WS; = exp 4
l Zvar(PMz'S)window_mnge
2
WT; = exp ®)
! 2var(PM2'5)wind0w_mnge

where S_PM2.5 and T_PM?2.5 are the autocorrelation of PM2.5 concentrations in the spa-
tial and temporal neighborhoods, respectively; d is the Euclidean distance between the
PM2.5 observations and the point to be estimated within the autocorrelation window;
var( PM?2.5) yindow_range 1S the variance of the data within the autocorrelation window; WS;
is the spatial weight relationship between the i-th PM2.5 data within the autocorrelation
window size; and WT; is the temporal weight relationship between the j-th PM2.5 data
within the temporal window size.

Additionally, the window size depicting the autocorrelation impacts between the
estimation data and neighborhood data was very significant. Because the data at a close
range are highly correlated, small window size will lead to over-fitting of the PM2.5
estimation. In contrast, a large window may introduce non-homologous data to the
calculation, which would reduce the accuracy of PM2.5 estimation. The use of an artificial
constant attempts to obtain the optimum window size, which is a popular method to obtain
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the accuracy result, the optimum parameters were determined by conducting parameter
sensitivity experiments. Multiple attempts are tedious, and it is difficult to avoid the
subjective influence. To solve this problem, a spatiotemporal covariance model was brought
into this study, automatically determining the window size and better characterizing the
spatial distribution of PM2.5 concentrations. As mentioned previously, the spatiotemporal
covariance model was the core of the spatiotemporal correlation model, which should
portray the spatiotemporal correlations based on the interdependence between the temporal
parameters and the spatial parameters in the autocorrelation window domain [44].

Therefore, through analysis of the observation data of PM2.5 in the long-term series
in the study area based on the longitude, latitude, and time (Figure 3), respectively, it was
found that by exploring the least square method, the covariance relationships in the spa-
tiotemporal domain followed an exponential distribution. The autocorrelation coefficient
between PM2.5 data decreased exponentially with increasing distance. It is noteworthy
that the pattern in the temporal domain was more complicated with perhaps some sort
of fluctuation after a period of time. This may have been caused by the high dynamic
changing and heterogeneous characteristics of PM2.5 concentration in the spatiotemporal
domain [45]. Therefore, the temporal distribution needs further study in the future. Here,
we still used an exponential distribution to describe a large scale trend in time. In Figure 3,
the spatial distance reached three pixels and the temporal lag was larger than three days, the
covariance value tended toward 0, meaning that the correlation disappeared. In this study,
a 1.5 x 1.5 x 3 autocorrelation window size was used. Finally, the optimized Geoi-DBN
model is described in Equation (6):

PM25 = f(MERRA2_GOES 16_MAIAC Fused AOD, Lat, Lon, DOY,U10, V10, TMP,PBLH,

6
PRESS,RH,TP,S_PMy5,T_PM;5) ©)
(a) (b)
@ 10 1 10
g
> 2 L ]
8 o g o ®
(8] ° L ]
T T T T T T T . T T T
0 1 2 3 4 5 0 5 10 15
Spatial Distance Temporal Lag

Figure 3. (a,b) Spatial and temporal covariance models for the PM2.5 data.

Finally, the efficacy of such validation can be confirmed by a set of statistical indexes
through Equations (7)-(9).
The root-mean-square error (RMSE) is:

1 i=n o
RMSE = | —— i:1(yi ) @)

The coefficient of determination (R?) is:
205 Lt (fi— 1)’
R (g, y) =1 - =i ®)
The mean absolute difference (MAD) is:

MADZZ” Vi — vil )

-1 5

where y; and ¢j; are the predicted and ground truth data, respectively. # is the total number
of pair wised samples and f; is the fitted (or modeled, or predicted) value f1,..., fn of y;.
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4. Results
4.1. Results of Multi-Source Heterogeneous AOD Fusion

Table 1 indicates the comparison between AERONET AOD data and MERRA-2 AOD,
GOES-16 AOD, MAIAC AOD, and MERRA-2_GOES-16 fused AOD as well as MERRA-
2_GOES-16_MAIAC AOD fused data, respectively, in our study area in the fall of 2018. The
results show that the R? ranged from 0.34 to 0.53, with the fused R? of 0.48 being acceptable
due to gap filling. Among the products of multisource AOD data, the AOD products of
polar-orbiting satellites have the highest accuracy (MAIAC), which is also consistent with
the previous studies of many researchers [46]. MERRA-2 data in the low-value region
correlated well with ground data, but there was an underestimation, possibly due to
missing emission source inventories in the aerosol model [47]. In comparison, the AOD
data generated by MERRA-2 had a higher accuracy than GOES-16 data and an advantage of
full coverage image with a sample size of 674. Nevertheless, GOES 16 is still recommended
as one of the fusion sources benefit because of its high temporal resolution of 30 min.
The intermediate fusion data of MERRA-2 and GOES 16, namely MERRA-2_GOES-16
AOD and the final fusion data of MERRA-2, GOES 16, and MAIAC AOD data, called
MERRA-2_GOES-16_MAIAC AOD, were also verified. Figure 4 shows the distribution
of R2, MAD, and RMSE between the MERRA-2_GOES-16_MAIAC AOD and AERONET
observed AOD. Obviously, AERONET AOD sites located in coastal locations could result
in large errors for sites close to the coast in California where it is easily influenced by the
marine environment [48]. Overall, the fusion accuracy of MERRA-2_GOES-16_MAIAC
AQOD data was slightly lower than the MAIAC AOD data, but the spatial coverage and
temporal resolution were greatly improved. Moreover, the final fused MERRA-2_GOES-
16_MAIAC AOD data were in good agreement with the ground-based AOD data.

Table 1. The accuracy result of various AOD data.

AOD R? RMSE MAD N
MERRA-2 0.41 0.10 0.05 488
GOES 16 0.34 0.11 0.07 430
MERRA-2_GOES 16 0.30 0.14 0.10 674
MAIAC AOD 0.53 0.07 0.04 392
Final Fused AOD 0.48 0.08 0.05 674

124W 122w 120 W

AW VIEW 14 W 124 W 1227w 120w 1AW NEW 1AW

24W 122w 1200w 18w 1MW 14w

Figure 4. Spatial distribution of R2, MAD, RMSE of final fused AOD with AERONET observed
AOD data.

4.2. Potential Effects of Variables on PM2.5

AOD had a good spatial and temporal correlation with PM2.5, especially when pol-
lutants were concentrated in the lower atmosphere. AOD is highly positively related to
PM2.5, whereby the correlation coefficient can even reach above 0.75 in some regions [49]. A
large number of studies have found significant differences in aerosol chemical composition
and regional meteorological fields in different regions, which may lead to the weakening of
this relationship in some regions or even negative correlation, limiting the application of
estimation model.
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It is difficult to observe the properties of aerosols for the complex atmospheric con-
ditions in a certain area [50,51]. To achieve accurate statistical analysis of the relationship
between AOD and PM2.5, several parameters are necessary to introduce into the estimation
model. Theoretically, PM2.5 concentrations are closely related to near-surface meteoro-
logical factors such as wind speed, wind direction, and relative humidity [52-54]. For
instance, the increase in relative humidity promotes the hygroscopic growth of pollutants
and dust-haze [55]. It was found that when the relative humidity reached 98-99%, the opti-
cal characterization of AOD changed by 25%, while, when the relative humidity reached
50-80%, the optical characterization of AOD only changed by 5% [56]. Concurrently, the
turbulent processes in the atmospheric boundary layer play an important role in the dif-
fusion and dilution of pollutants. When the turbulence activity decreases, the height of
mixing layer decreases and the atmospheric stability increases. Pollutants and water vapor
are concentrated in the boundary layer, resulting in a large amount of aerosol accumula-
tion [57]. Hoff revised the formula of AOD estimated PM2.5 by considering the relative
humidity and atmospheric boundary layer height impacts as follows [6]:

3 Qext,dry

7= PM25H f(RH) Boryy
e

(10)

where H is the uniformly mixed atmospheric planetary boundary layer height; T is the
aerosol optical thickness; f (RH) is the ratio of ambient extinction coefficient to dry extinction
coefficient; p is the mass density function of aerosol (g m~3), Qextdry is the extinction
coefficient of Mie scattering and the corresponding radius of the particles. reff is the area
weighted average radius.

It should be pointed out that quantitative analysis of the statistical relationships be-
tween input parameters of machine learning models and PM2.5 concentrations in the
study area is necessary and will screen out effective variables [58]. Since machine learning
models are “black boxes”, it is difficult to account for the estimation results with materi-
alization mechanisms or mathematical formulas. Currently, it is impossible to improve
machine learning models based on the relevant materialization mechanisms for better
understanding and improving PM2.5 estimation. To overcome this limitation, statistical
analysis of the input parameters before estimation can help deepen the understanding of
the materialization mechanisms between PM2.5 and other parameters.

Figures 5 and 6 show the diurnal mean distributions of EPA observed PM2.5 concen-
tration and AERONET AOD data in the fall of 2018 in our study area. As seen from the
figures, there were two peaks at around 15:00-18:00 UTC and 00:00-03:00 UTC before the
wildfire outbreak, consistent with the diurnal pattern revealed in previous studies [59]. The
AQOD data and PM2.5 data had a synchronous change. Both reflected high values due to
wildfire outbreaks, which emit a lot of pollutants by biomass combustion. Therefore, in this
study, AOD was applied as the major factor to estimate ground-level PM2.5 concentration.
During the wildfire period, note that there were two peaks in the AOD data while there
was only one peak for PM2.5 later in the day. This is because PM2.5 is not only related to
AOD, but is also influenced by meteorological factors [45]. As shown in Figure 5, PM2.5
data are more constant during the wildfire period than AOD. The deeper reason is that it
had a data gap of AOD around the fire point and some smoke plume is also easily treated
as cloud. The influence of smoke plume and heterogeneous surface lead to the bias of
satellite AOD retrieval. The physicochemical process of connect uplift smoke plume to
surface concentrations needs further study in the future.
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Figure 5. Daily and hourly distribution of the observed ground PM2.5 concentration based (a) be-
fore wildfire outbreak; (b) during the wildfire outbreak (two peaks time at 15:00-18:00 UTC and
00:00-05:00 UTC).

AOD
0 5 10 15 20 25
= 1

B @ s

0
250 260 270 280 290 300 310 312 314 316 318 320 322 324 326 328
DOY DOY
(a) (b)

Figure 6. Daily and hourly distribution of observed AOD data of AERONET sites (a) before wildfire
outbreak; (b) during the wildfire outbreak.

In order to further investigate the quantitative relationship between AOD and ground
PM2.5 concentration, Figure 7a,b show the annual mean AOD and PM2.5 spatial distri-
bution of AERONET station and ground EPA stations, respectively. Results indicate that
the spatial distribution of the two, with high values in the northwestern region and lower
values in the southern region, is consistent with the transport of smoke from wildfire
according to the HYSPLT (Hybrid Single Particle Lagrangian Integrated Trajectory) online
model (https:/ /www.readynoaa.gov/HYSPLIT.php (accessed on 10 March 2021)). The
HYSPLIT forward trajectories in Figure 8 show that the polluted substance transfers out
to the center of California from 11 to 25 November 2018 were mainly from the north. The
surrounding area where biomass has been burning usually indicates the increase in PM2.5
concentration.


https://www.ready.noaa.gov/HYSPLIT.php
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Figure 7. The comparison of AOD and PM2.5 during the wildfire period. (a) Distribution of daily
mean PM2.5 concentration at EPA sites; (b) Daily mean AOD data of AERONET sites; (c) Spatial
distribution map of AOD data by MATAC AOD data; (d) Scatter plot of ground PM2.5 concentration
vs. fused AOD data.
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Figure 8. Fifteen days forward trajectories starting on 11 November 2018.

Figure 7c is the AOD distribution from a satellite point of view, which also follows
the spatial distribution of ground stations. Figure 7d further verifies that there is a high
correlation between PM2.5 and AOD in this study area (R? = 0.42). Overall, it is feasible
to use AOD satellite observation data and machine learning algorithms to estimate the
ground-surface PM2.5 concentration in this study area.

4.3. High-Resolution PM2.5 Concentration Estimation Based on AOD Fusion Products

Figure 9 compares and analyzes the accuracy of both DBN and Geoi-DBN algorithms
in estimating the ground-level PM2.5 concentrations during the California wildfire period
in the fall of 2018. The results for the original DBN and Geoi-DBN algorithm by 10-fold
cross-validation between the measured and predicted PM2.5 concentrations from the DBN
model and Geoi-DBN model had an R? of 0.67 and 0.86 and RMSE of 10.46 pg m~> and
6.84 g m~3, respectively. We found that the accuracy of the Geoi-DBN algorithm was



Remote Sens. 2022, 14, 1635

12 of 17

significantly better than the original DBN algorithm. This indicates that the Geoi-DBN
algorithm could estimate the ground PM2.5 concentration more accurately to introduce
the a priori information of the observation of the PM2.5 concentrations of surrounding
stations. Estimated PM2.5 concentrations were more correlated to the PM2.5 concentration
in the spatiotemporal domain associated with S_PM2.5 and T_PM2.5 variables. Figure 9b,d
show the estimated spatial distribution of PM2.5 concentrations, and both could estimate
the PM2.5 distribution well since they both belong to the DBN algorithm framework. The
PM2.5 concentrations were significantly higher in the north and lower in the south, and the
spatial distribution of estimated PM2.5 concentrations from two algorithms was consistent
with the ground station observation data, ranging from 0 pg m~3 to 80 pg m—3. However,
the original DBN algorithm, to some extent, had overestimation in the high value area and
its slope was lower than Geoi-DBN as it contains a number of underestimated valuations.
This phenomenon needs further research in the future.
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Figure 9. Comparison between the DBN model and Geoi-DBN model in estimating PM2.5 con-

centration during the wildfire period in 2018: (a) Scatter plot of cross-validation of DBN model;

(b) Spatial distribution of estimated PM2.5 concentration by DBN model; (c) Scatter plot of cross-

validation of the Geoi-DBN model; (d) spatial distribution of thee estimated PM2.5 concentration by

the Geoi-DBN model.

Furthermore, when catastrophic air pollution events such as wildfire occur, the PM2.5
concentration observation is often required to be of high resolution, in order to provide
timely and accurate services for disaster prevention and mitigation. During the two peak
periods of hourly PM2.5 concentration, as shown in Figures 5 and 6, to further validate
the performance of the Geoi-DBN algorithm, the PM2.5 concentrations point data at the
ground-based sites of the observed data and the Geoi-DBN algorithm estimated data on
10 November 2018 (the breakout of wildfire), 16 November 2018 (the developing of wildfire),
and 25 November 2018 (the end of wildfire) are shown, respectively (Figures 10 and 11),
and the associated grid spatial distribution map of the estimated PM2.5 concentration is
also shown in these figures. At the time of the wildfire, the value continued to increase in
the high value region, but the high value range decreased. Ten sites in the north reached
100 ug m~3, pinpointing the serious PM2.5 exposure risk. Since then, as the disaster was
brought under control, the concentration and area of PM2.5 dropped significantly to lower
than 20 pg m 3. This further demonstrates that the estimated high spatial and temporal
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resolution PM2.5 concentration (1 km and hourly) by using the Geoi-DBN algorithm with
AOD fused data can better represent the variation of ground PM2.5 data during wildfire.
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Figure 10. Distribution of PM2.5 concentration at 18:00 UTC peak. (a—c) Ground observed PM2.5
concentration; (d—f) Estimated PM2.5 concentration at the corresponding EPA sites based on Geoi-
DBN model; (g-i) Spatial distribution map of estimated PM2.5 concentration based on Geoi-DBN.
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Figure 11. Distribution of PM2.5 concentration at 00:00 UTC peak. (a—c) Ground observed PM2.5
concentration; (d—f) Estimated PM2.5 concentration at the corresponding EPA sites based on the Geoi-
DBN model; (g-i) Spatial distribution map of estimated PM2.5 concentration based on Geoi-DBN.

4.4. Uncertainty Analysis

The main goal of this paper was to predict the spatial distribution of PM2.5 for places
with no ground monitors while leveraging the high resolution and full coverage of AOD
data. Few studies have examined the relationship between ground PM2.5 and AOD at
finer spatial and temporal resolution: essentially, the multi-source fused AOD, taking part
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in estimation, still has uncertainty. Given these research gaps (downscaling, fusion, and
prediction uncertainty), Figure 12 shows the curve of long-time series of estimated PM2.5
concentration (Figure 12a) and fused AOD (Figure 12b) as well as the histograms of their
deviations from the ground observed data, respectively. Here, is shown the mean value
of different AERONET sites (PM2.5 stations) and the matching up fused AOD (estimated
PM2.5). The results showed that the fused AOD and the estimated PM2.5 concentrations
fluctuated similarly, with lower values during the non-fire period and higher concentrations
during the fire period. The difference between the bias of the AOD fusion product (from
—0.2 to 0.4) and bias of PM2.5 estimation data (range of —20 ug m~3 to 40 pg m~3) was not
distinct. The mean absolute errors were 0.063 (AOD) and 6.74 pg m~3 (PM2.5), respectively.
It should be noted that the error increased rather than decreased on some days during the
wildfire outbreak, which may be caused by the absence of available observational data in
its spatiotemporal neighborhood.
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Figure 12. Variation curves of (a)PM2.5 and (b) AOD concentration and their bias with the ground
observed data (DOY: Day of Year).

5. Conclusions

This paper has improved a novel machine learning model, namely the Geoi-DBN,
considering the spatiotemporal autocorrelation with Gaussian kernel function to estimate
the ground PM2.5 concentrations over central and south California during the wildfire
period in the fall of 2018. In the estimation model, high spatial and temporal resolution AOD
generated by fused AOD products and meteorological reanalysis data were used as the main
input factors to improve the accuracy of the estimated ground PM2.5 concentration. The
fusion of AOD data was carried out based on multi-scale and multi-source heterogeneous
AOD data such as MERRA-2, GOES-16, MAIAC, and AERONET AOD products through the
synergistic use of the MQQA-BME algorithm. The seamless AOD data generated by fusing
the multi-source heterogeneous data could truly reflect the distribution characteristics of
AOD. Compared with the AERONET AOD data, the cross-validated R? reached 0.69 and
the RMSE was 0.072. The Geoi-DBN model could provide PM2.5 concentration data with
high spatial and temporal resolution, which can meet the requirements of the timeliness
and accuracy of monitoring data when catastrophic air pollution events such as fires occur.
The Geoi-DBN algorithm was significantly better than the original DBN algorithm, and the
cross-validated R?> and RMSE were 0.86 and 6.84 ug m~3, respectively.

Although the Geoi-DBN models performed better than the original DBN model in
ground PM2.5 estimation, there are several ways to further improve the proposed models,
which deserve further investigation. First, more input variables and longer archives can
be used to further improve the models. Second, other sophisticated approaches such
as deep learning could be utilized to refine the estimation accuracy for ground PM2.5
concentrations. The resolution of AOD and PM2.5 concentration can be improved in the
near future with advanced sensor operation.
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