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Abstract: This study employs an ensemble Kalman filter assimilation method to validate and update
the pollutant emission inventory to mitigate the impact of uncertainties on the forecasting perfor-
mance of air quality numerical models. Based on nationwide ground-level pollutant monitoring data
in China, the emission inventory for the entire country was inverted hourly in 2022. The emission
rates for PM, 5, CO, NOy, SO,, NMVOCs, BC, and OC updated by the inversion were determined to
be 6.6,702.4,37.2,13.4,40.3, 3, and 18.2 ng/s/ m?, respectively. When utilizing the inverted inventory
instead of the priori inventory, the average accuracy of all cities” PM, 5 forecasts was improved by
1.5-4.2%, especially for a 7% increase on polluted days. The improvement was particularly remark-
able in the periods of January—March and November-December, with notable increases in the forecast
accuracy of 12.5%, 12%, and 6.8% for the Northwest, Northeast, and North China regions, respectively.
The concentration values and spatial distribution of PM; 5 both became more reasonable after the
update. Significant improvements were particularly observed in the Northwest region, where the
forecast accuracy for all preceding days was improved by approximately 15%. Additionally, the
underestimated concentration of PMj 5 in the priori inventory compared to the observation value
was notably alleviated by the application of the inversion.

Keywords: emission inventory; numerical forecasting; inventory inversion; forecast evaluation

1. Introduction

Since the issuance of the “Action Plan for Air Pollution Prevention and Control”
in 2013, China has established a series of strict emission standards and adopted several
pollution control measures. Particularly, the implementation of dust removal, desulfur-
ization, and denitrification measures in power plants and industrial boilers has achieved
significant success in pollution control. Despite the achievements of the control measures,
the occurrence of PM; 5 pollution during the winter season remains. Thus, the forecast
accuracy of PM; 5 is crucial for control decision-making. Numerical simulation techniques
for air quality have been improved and widely used in various fields, such as air quality
forecasting and pollution source analysis. These techniques serve as important foundations
and technical tools for PM; 5 pollution control and precise regulation [1].

The surface pollution source emission inventory is the fundamental input for air
quality numerical models [2] and the quality of the emission inventory is identified as
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one of the key factors influencing model performance [3-5]. Currently, there are significant
differences among various emission inventories [6,7], and the use of different pollution
emission inventories has a substantial impact on the simulation results of pollutant con-
centrations, especially for PM, 5 [8]. Emission inventories created using the traditional
bottom-up approach are based on various statistical data. These inventories generally lag
by more than 1 year due to slow data updates. In recent years, China’s intensive control
measures have led to rapid and dynamic changes in regional and urban atmospheric
pollution sources, and the database obtained from the traditional emission inventories
has considerable bias due to the limitation of updating speed. Therefore, Miyazaki K [9]
utilized numerical assimilation based on observational data to invert and update pollution
emission inventories, obtaining inventories with higher spatial and temporal resolution.

Several studies have been conducted to further enhance the forecasting performance of
the numerical model. Peng Z et al. [10] employed data assimilation to validate and update
pollution source emission inventories, and Feng S et al. [11] improved PM, 5 simulation
by enhancing the initial conditions. However, neither of these studies conducted forecast
verification experiments. Wu et al. [12] employed the ensemble Kalman filter (EnKF)
assimilation method to establish a dynamic updating system for the inversion of multiple
pollutant emission based on ground-level monitoring, resulting in improved forecasting
performance for various pollutants over the next 7 days.

In this work, we further analyze the improvement performance and applicability
of the inventory inversion system in PM; 5 forecasting for 2022. The concentration of
key precursors and important components of PM; 5 (PMy5, CO, NOy, SO, NMVOCs,
BC, and OC, etc.) were inverted and verified based on traditional emission inventories
using ground-level pollutant monitoring data. Forecast experiments were conducted for
the next 9 days using both the a priori inventory and the inverted inventory. The PM; 5
forecast accuracy for the entire country and various regions was analyzed for the whole
year, each month, polluted days, and the heating season. A comprehensive analysis of
the improvement performance of the inverted inventory on short-term PMj, 5 forecasting
during typical pollution episodes was also conducted, along with a discussion of the
current shortcomings.

2. Materials and Methods
2.1. Inventory Update

This study utilized an inversion system based on the EnKF method to update the emis-
sion source inventory. Comparative forecasting experiments were conducted using both
the priori source inventory and the inverted source inventory to assess the impact of the
updated inventory on PMj 5 forecasting performance (See Figure 1). The process involved
randomly drawing a finite sample of ensemble perturbations based on the error statistics
of the priori inventory. Then, these perturbations were added to the priori inventory to
generate a short-term ensemble forecast to estimate the forecast error covariance matrix.
The matrix was subsequently used to update the priori emission inventory, along with the
observation and its error matrix.

Priori Inventory: The anthropogenic emission inventory for China is the gridded
pollution source inventory MEIC [13-15], which was established by Tsinghua University
for air quality models. The inventory has a reference year of 2019, with a spatial resolution
of approximately 0.25° x 0.25°, covering 10 major atmospheric pollutants and greenhouse
gases (SO, NOy, CO, NMVOC, NHj3, CO,, PM; 5, PMyg, BC, and OC), including over
700 types of anthropogenic emission sources. Within the simulated region, the anthro-
pogenic emission inventory for sources from outside China is MIX [16], with a reference
year of 2019.
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Emission Perturbation: Perturbations are applied to the major pollutants, such as
SO,, NO,, CO, NMVOC, NHj3, PM, 5, BC, and OC, based on their uncertainties [17,18].
Considering the trade-off between the approximation accuracy of the error covariance
matrix and computational cost, the ensemble sample size is set to 50. The perturbed
emission sources are represented in Equation (1):

E;=EoBi,i=12--,50 1)

E; represents the perturbation sample for the ith emission source, Ej represents the
priori emission source, and f; is the perturbation coefficient of the ith emission source
perturbation sample. Assuming that the error of the priori emission source follows a Gaus-
sian distribution, § follows a Gaussian distribution with a mean value of 1 and a standard
deviation corresponding to the Gaussian distribution of the emission source inventory
uncertainty. Using the method proposed by Evensen G. [19], 50 spatially smoothed pertur-
bation samples are extracted to perturb the emission sources. This results in a number of
50 perturbed emission source sample sets, which are then input into an atmospheric
chemical transport model for simulation calculations.

Chemical Transport Model (CTM): This paper employs the Nested Air Quality Predic-
tion Modeling System (NAQPMS), a three-dimensional Eulerian chemical transport model
developed independently by the Institute of Atmospheric Physics, Chinese Academy of
Sciences [20]. The simulation domain of the NAQPMS model covers an area between 70° E
and 140° E in longitude and 15° N and 55° N in latitude, with a horizontal grid spacing of
15 km. This model utilizes a Sigma-Z terrain-following coordinate system with the vertical
direction unevenly divided into 12 layers. The near-surface center height is approximately
47 m, and the model’s layer top altitude is set at 20 km. The dynamical forcing field for
the NAQPMS model is provided by the mesoscale meteorological model WRF (Weather
Research and Forecasting Model). The version of WRF used in this study is WRF 3.5. The
initial and boundary conditions for meteorological forecasts are derived from the Global
Forecast System (GFS) data of the National Centers for Environmental Prediction (NCEP),
with a temporal interval of 24 h, a spatial resolution of 0.5° x 0.5°, and a forecast lead time
of 24 h.

EnKF: This paper employs the assimilation method of EnKF (Evensen G. 1994) for
inventory inversion. The EnKF is a Monte Carlo approximation of the Kalman filter, where
the initial uncertainty of state variables and model uncertainty are described by a set of
random samples. Through Monte Carlo ensemble simulation, these errors can evolve in
the model’s dynamical system. All forecast errors are statistically derived from random
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samples in the ensemble forecast. The error covariance matrix P can be estimated from
simulation samples using Equation (2):
X (x)"
P=——r- 2
N1 2)
X =X-X X represents the ensemble sample matrix, and X represents the ensemble
mean value. N represents the ensemble sample size, which is set to 50 in this case. According
to Equation (2), the simulation error covariance matrix Ps and observation error covariance
matrix P, can be obtained separately. The ground-level pollutant monitoring data used
in this paper are sourced from the China National Environmental Monitoring Center,
including 1706 national monitoring stations (shown in Figure 2). The monitored pollutants

comprise SO,, NO,, PM;g, CO, O3, and PM; 5, with a temporal resolution of 1 h. Then, the
assimilation analysis state (posteriori) X* can be obtained according to Equation (3):

X? = XP 4 p,HT (HPSHT + Pg) B (D - HXb> 3)
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Figure 2. Distribution of monitoring stations and regional division in China.

XP represents the augmented state of the background (priori); H is the linear observa-
tional operator; and D represents the vector of the observations with an error covariance
matrix of P,.

Forecast System: The same setting of which was used in the inversion system is
applied to NAQPMS for forecasting. In order to validate the forecasting performance
with the inversely updated emission, comparative experiments are conducted for PM; 5
concentration forecasting using both the baseline emission inventory and the updated
emission inventory. The baseline emission inventory is the priori inventory, while the
updated inventory is obtained by calculating the average value of the inverted inventory
for the preceding 7 days, with daily rolling updates. By inputting the priori inventory
and the updated inventory, the forecast results for the baseline and updated inventory are
obtained. The forecast system initiates daily at 20:00 (local time), projecting for the next
240 h. The forecast results for 5-28 h are labeled as 1 d, for 29-52 h as 2 d, etc.

2.2. PM; 5 Forecast Evaluation

The PM; 5 accuracy index is primarily used to evaluate the forecast accuracy. PM; 5
forecast accuracy is defined as follows: If the actual PM; 5 concentration falls within the
£25% range of the forecast value, then the PM, 5 forecast is considered accurate. If the
actual PM, 5 concentration is above 25% of the forecast concentration, it is considered a low
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forecast. If the opposite is true, it is considered a high forecast. The forecast accuracy rate
(A) is calculated using Equation (4):

Accuracy rate = % x 100% 4)

n represents the number of accurate days; N represents the total number of days.

In addition, statistical metrics such as the correlation coefficient (R), root mean square
error (RMSE), and normalized mean bias (NMB) are also employed for the evaluation.
In order to better characterize the PMj; 5 forecasting performance across the country, the
entire country is divided into five regions—Northeast (NE), North (NC), Southeast (SE),
Northwest (NW), and Southwest China (SW)—which are based on administrative divisions
and geographical locations (shown in Figure 2).

3. Results and Discussion
3.1. Analysis of Emission Inventory

Adjustments were made to the emission inventory of multiple pollutants nationwide
using an inversion method. In the priori emission inventory, the emission rates for PM; 5,
CO, NOy, SO,, NMVOCs, BC, and OC across China in 2022 were 6.7, 297.3, 25.0, 16.3, 45.6,
2.8, and 5.6 ng/s/m?, respectively. After inventory inversion, the emission rates became
6.6,702.4,37.2,13.4,40.3, 3.0, and 18.2 ng/s/ m2, respectively. Notably, PM; 5, NMVOCs,
and BC showed no significant changes for both methods. However, CO, NOy, and OC
were observed to increase by 136, 48, and 225%, respectively, while the SO, emission rate
decreased by 18% after the inversion. Figure 3 shows the spatial distribution of CO, NOy,
OC, and SO, emission rates before and after the inversion. Most regions in China showed
an increase in the CO emission rate. The NOy emission rate in the NE, NC, and SE regions
showed an overall decrease, especially in Beijing, Tianjin, Hebei, Shandong, Anhui, and
Jiangsu provinces. However, in the NW and SW regions, there was an overall increase. OC
showed an overall decrease in the SE, but a significant increase in the NE and NW regions.
50, emission rates increased in some provinces in the NE, NC, SE, and SW regions, with
no significant adjustments in other regions.

The statistical results of pollutant emission rates in the NE, NC, SE, NW, and SW
(shown in Table 1) showed significant adjustments after the inversion. In the NE region,
CO, NOy, and OC emission rates increased by 103, 36, and 157%, respectively. In the NC
region, CO and OC were observed to undergo an increase of 80 and 73%, respectively,
while SO, decreased by 23%. The SE region experienced a 128% increase in CO and a 22%
decrease in SO, emission rates. The SW region had an increase of 118% in CO and 119% in
NOy, coupled with a 42% decrease in SO, emission rates. The NW region exhibited the
most notable change in pollutant emission rates, where the PM; 5 emission rate increased
by 231%, marking the most significant increase in PM; 5 emission rates among all regions.
This could result from the absence of dust sources in the priori emission inventory, while
the NW region is a major source of dust. Additionally, CO, NOy, NMVOCs, BC, and OC
emission rates in NW region also underwent substantial adjustments, with increases of
404, 214, 48, 150, and 414%, respectively. The reason for the significant adjustments in the
Northwest region may be attributed to the incomplete pollution source statistical data in
this area. Kong L et al. [21] also found that the basic pollution source statistical data in the
NW region were relatively less, leading to more significant changes after the inversion.
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Figure 3. Distribution of CO, NOy, OC, and SO, emission rates from different inventories:
(a—d) priori emission inventory of CO, NOy, OC, and SO;; (e-h) updated emission inventory of
CO, NOy, OC, and SO;; (i-1) differences in CO, NOx, OC, and SO, emission rates before and after
the inversion.
Table 1. Average emission rates of various pollutants across the country before and after inventory
inversion of 2022 (unit: ng/s/m?).
Emission Type China NE NC SE NW SW
PM Priori 6.7 6.5 21.7 13.8 1.3 3.8
25 Inversion 6.6 6.9 14.3 109 43 3.7
co Priori 297.3 339.4 641.8 632.9 77.1 221.4
Inversion 702.4 689.5 1153.8 1442.2 388.6 482.0
NO Priori 25.0 22.1 71.0 58.7 6.3 10.5
x Inversion 37.2 30.0 82.9 70.9 19.8 23.0
e Priori 16.3 16.1 34.8 30.6 5.6 14.1
2 Inversion 134 16.7 269 23.8 6.9 8.2
Priori 45.6 359 109.5 124.6 7.9 23.2
NMVOCs Inversion 103 39.2 106.3 92.0 11.7 17.0
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Table 1. Cont.

Emission Type China NE NC SE NW SW
BC Priori 2.8 3.0 5.6 6.3 0.6 2.4
Inversion 3.0 4.0 6.1 6.0 15 19
oc Priori 5.6 6.0 9.0 13.0 14 5.2
Inversion 10.5 154 15.6 13.6 7.2 6.0

3.2. PM, 5 Forecast Performance Analysis

Figure 4a presents the statistical results of PMj, 5 concentration forecast accuracy for
all cities in China. The forecast accuracy shows a decreasing trend with the increase in lead
time. The inversion inventory improves the average accuracy rate of PM; 5 concentration
forecasts by approximately 1.5-4.2% at different lead times. Among all the lead times,
the accuracy rate for 1 d increases from 33.2% to 37.4%, with the largest improvement,
followed by the accuracy rate for 2 d, which increases by 3.6%. The monthly distribution
of the average accuracy rate for all cities nationwide is shown in Figure 4b, with signif-
icant improvements in the average accuracy rate for all the different lead times in the
January—April and November-December periods, increasing by 7.0, 7.4, 10.3, 4.7, 1.8, and
4.7% in each respective month. By comparing the 1 d PM; 5 forecast concentration results,
it can be observed that the monthly average concentrations and trends are overall closer to
the observed results when using the updated inventory. It is noteworthy that in the months
of January-March and November—-December, which coincide with the heating season in
most northern cities of China (from November to March each year), the observed monthly
average PM, 5 concentrations are relatively higher. Numerous studies indicate that during
the heating season, the significant increase in fossil fuel combustion can lead to a rise in
PM, 5 concentrations in the atmosphere [22-24]. The improvement in PM; 5 concentra-
tions with the updated inventory is more significant in the heating season compared to
other periods.
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Figure 4. (a) Forecast accuracy of national PM; 5 concentration at different lead times; (b) primary
axis: accuracy rate of PM; 5 forecast for all lead times, secondary axis: average concentration of
1 d PM;5 and observation value in different months; (c) comparison of the forecast accuracy for
pollution days at different lead times before and after inventory update in different regions; and
(d) comparison of the forecast accuracy for the heating season at different lead times before and after
inventory update in different regions.

When a day has an average PM; 5 concentration over 75 pg/ m3, this day will be
defined as a pollution day. After applying the inverted inventory, the average forecast
accuracy of PM; 5 concentration for polluted days in Chinese cities increases from 31% to
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38% for all the different lead times, especially for the 1 d forecast accuracy, which increases
from 42.9% to 51.3%. Figure 4c compares the forecast results for different regions in China
before and after the inventory update for the polluted days in 2022. The black triangle
shown in Figure 4c represents the average probability of pollution days in the regions for
the year of 2022, corresponding to the secondary axis. In the NE and NW regions, where
emission rate adjustments are more significant in Section 3.1 after the inversion, the PM; 5
forecast accuracy also improves significantly, increasing by 15.8% and 14.9%, respectively.
The pollution probability in the NC region is comparable to that in the NW region and
significantly higher than in the other regions, with a forecast accuracy increase of 5.7%.
The SE and SW regions’ forecast accuracy increases by 0.4% and 4.9%, respectively. In the
SW region, which has the lowest pollution probability, the forecast accuracy of pollution
days is relatively high compared to the other regions both before and after the inventory
update. It is noteworthy that for all regions, the forecast bias of the baseline forecast is
mainly underestimated. After the inventory update, the forecast bias slightly improves but
remains primarily underestimated.

In order to reduce the impact of integration errors, the forecast result with the near-
est lead time, which is 1 d, was selected for further analysis of the performance of the
inverted inventory in forecasting PM, 5 pollution events. Figure 4d compares the 1 d
forecast performance before and after the inventory update during the heating season.
The green circle, orange square, and black triangle represent the average PM; 5 concen-
trations for the base forecast, updated forecast, and observation value during the heating
season, respectively. It is noteworthy that the underestimation rates in the NE and NW
regions were 70.3% and 56.3% before inventory update, respectively, and they significantly
decreased to 41.2% and 34.6% after the update. The average PM; 5 concentrations in the
NW and NE regions were significantly underestimated in the base forecasts, and they
became closer to the observation value after inventory update. In the NC region, the PM; 5
concentration was slightly underestimated in base forecast, but after the update, it aligned
closely with the observation value. Overall, there is a significant improvement in alleviating
the underestimation situation in the forecasts during the heating season by applying the
inventory inversion.

From 3 to 12 January 2022, a long-lasting and widespread PM; 5 pollution event
occurred in many cities in the NW, NC, and SE regions, reaching moderate to severe levels.
The most severe pollution in the NC region was observed from the 8" to the 10, and the
distributions of PM; 5 concentration forecasts and observation values are shown in Figure 5.
In the figure, the shaded background represents the forecast results with a lead time of 1 d,
while the filled colored dots indicate the observed results. Clearly, the forecast results of
the priori inventory are significantly lower in the high-concentration pollution areas when
comparing to the observation values. After applying the inverted inventory, the overall
PMj; 5 concentration in the pollution areas shows a better match to the actual value, which
means the forecast results of the inverted inventory are more accurate than those of the
priori inventory.

The pollution events for the cities of Beijing (BJ), Tongchuan (TC), Shijiazhuang (SJZ),
and Sugqian (SQ) were selected to further analyze the performance of the inversion inventory,
as shown in Figure 5. Beijing is located on the edge of the high-pollution area. After
applying the inverted inventory, the forecast results for Beijing, Tongchuan, and Sugian
were more consistent with the observed results. A comparison of the forecast concentrations
and observed results before and after the inventory update for each city is shown in Figure 6.
For Beijing, the RMSE decreased from 28.3 pg/m? to 13.1 ug/m3, and the NMB improved
from a high bias of 0.56 to a slightly low bias of 0.04. For Tongchuan, the RMSE decreased
from 28.0 pg/m? to 15.1 pg/m?>, and the NMB improved from a low bias of 0.27 to a
slightly low bias of 0.06. For Sugian, the RMSE decreased from 29.8 ng/m3 to 20.6 j1g/m3,
and the NMB decreased from 0.22 to —0.09. All these results indicate an overall effective
improvement for the forecast accuracy of the PM; 5 concentration of these cities. However,
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inversion during 8"-10t" January (shaded background: the forecast results with a lead time of 1 d;
filled colored dots: the observed results).
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during 1%t-15' January (green line: base; orange line: inversion; grey column: observation).
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Figure 7 shows the hourly forecast performance of particulate matter components
in Shijiazhuang. It can be observed that secondary particulate matter components such
as sulfate, nitrate, and ammonium were significantly underestimated from the 8th to
the 10th of the month after inversion. Previous studies [25,26] have also indicated that
the lack of key mechanisms for the rapid growth of pollution in the autumn and winter
seasons in the NC region can lead to an underestimation of secondary particulate matter
components in air quality numerical models. As shown in Figure 6, after updating the
inversion inventory, the daily average total PM; 5 concentration on pollution days in the
representative cities still tends to be underestimated. This underestimation is particularly
prominent in Shijiazhuang. The mean PM;5 concentration from the 8th to the 10th of
the month decreased by 24 pg/m3 in the inversion inventory compared to the baseline
inventory, resulting in a value that was 55% lower compared to monitoring data. However,
when examining the hourly concentration of the primary component BC in Figure 7, it can
be observed that the simulation results match the monitored BC concentration better after
applying the inverted inventory. Therefore, conducting simulations based on the inverted
emission inventory allows for a better representation of particulate matter component
concentrations. In addition, for pollutants, especially secondary pollutants, simulation
discrepancies may arise from factors such as emission inventory and chemical reaction
mechanisms. The inverted inventory can reduce the simulation discrepancies introduced by
the emission inventory, identify the sources of simulation uncertainties, and subsequently
carry out targeted updates of mechanisms to improve model simulation performance.
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Figure 7. Concentrations of (a) BC, (b) NO3; ~, (¢) NHy*, and (d) 50,42~ in city of Shijiazhuang (green
line: base; orange line: inversion; black line: observation).

4. Conclusions

In this paper, we employed an inversion system based on EnKF to invert the emission
inventory of 2022 in China. We used the inverted inventory to continuously update the
input data for the forecasting system, enabling the daily prediction of PM; 5 concentration
for the next 9 days. A comprehensive evaluation of the PM; 5 forecast performance before
and after the inventory updates was conducted to analyze the impact and shortcomings
of the inventory updates on PM; 5 concentration forecasting. The overall conclusions are
as follows:

(1) After the inversion, adjustments were applied to the emission rates of various pol-
lutants, with significant increases in CO, NOy, and OC emission rates and a notable
decrease in SO, emission rates. The NE and NW regions showed more pronounced ad-
justments in emission rates for various pollutants compared to other regions in China.

(2) In comparison to the forecast results based on the priori emission inventory, the fore-
cast accuracy of PM; 5 concentration for different lead times improved after applying
the updated inventory, especially the accuracy of the 1-3 d forecasts, which increased
by 2.5-4.2%. Meanwhile, the forecast accuracy during the heating season significantly
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improved compared to other months, with an average monthly increase of approx-
imately 6.3% after the inventory inversion. The improvement in the accuracy of
pollution day forecasts is beneficial for proposing more precise control measures. The
overall forecast accuracy in the NE and NW regions showed particularly significant
improvement on pollution days. The forecast performance for the pollution event
from the NC region in early January 2022 was notably enhanced with the use of the
inverted emission inventory, addressing the underestimation issues present in the
priori inventory during this period.

(3) While emission inventory inversion can improve the forecast accuracy to a certain
extent, underestimation issues persisted, especially in the prediction of secondary par-
ticulate matter. Future improvements can be made by utilizing more observation data,
such as particle components, to invert and enhance the emission source inventory for
secondary particulate matter precursors. To further improve the forecast performance
of pollutants, it is very necessary to improve the chemical reaction mechanism in this
model, because the underestimation issue may be related to it.
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