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Abstract. We studied the potential of using a global-scale climate model for analyzing simultaneously both city-level air

quality and regional and global scale radiative forcing values for anthropogenic aerosols. As the city-level air pollution val-

ues are typically underestimated in global-scale models, we used a machine learning approach to downscale fine particu-

late (PM2.5) concentrations towards measured values. We first simulated the global climate with the aerosol-climate model
5 ECHAM-HAMMOZ, and corrected the PM2.5 values for the Indian mega-city New Delhi.

The downscaling procedure clearly improved the seasonal variation when compared to measured PM2.5 values. However,
short-term variations showed less extreme values with the downscaling approach. We applied the downscaling model also to
simulations where the aerosol emissions were following different future projections. The corrected PM2.5 concentrations for
the year 2030 showed that mitigating anthropogenic aerosols improves local air quality in New Delhi, with organic carbon

10 reductions contributing most to these improvements.

In addition, aerosol emission mitigation also resulted in negative radiative forcing over most of India. This was mainly due
to reductions in absorbing black carbon emissions. This indicates that aerosol mitigation could bring a double benefit in India:
better air quality and decreased warming of the climate.

Our results demonstrate that downscaling and bias correction allow more versatile utilization of global-scale climate models.

15 With the help of downscaling, global climate models can be used in applications where one aims to analyze both global and

regional effects of policies related to mitigating anthropogenic emissions.

1 Introduction

The climate crisis and air quality issues are strongly interlinked. Air pollutants have diverse characteristics and hence each
pollutant has a different impact on air quality and on atmospheric processes. Furthermore, many pollutants are interlinked, and

20 decreasing emissions of one pollutant might reduce also the emissions of co-emitted pollutants which affects the net impact of
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the total emission reduction. Therefore, improving air quality can bring either co-benefits or trade-offs when aiming to slowing
down global warming. Analyzing the effects of emission mitigation on air quality and on global climate are usually done using
separate tools from different model families (Trail et al., 2013; Stohl et al., 2015; Gao et al., 2018): Air quality models usually
operate on small domains and in the lower part of the atmosphere, but have relatively high horizontal and vertical resolution,
while climate models operate on large to global scales, but use much coarser horizontal and vertical resolutions.

Fine particulate matter (PM2.5) air pollution is associated with millions of premature deaths globally each year (Burnett
et al., 2018; Vohra et al., 2021), being one of the most significant causes of global disease burden (GBD 2015 Risk Factors
Collaborators, 2016). During the past decades, the global trends for PM2.5 have been slightly increasing (Hammer et al., 2020).
Half of the global population are exposed to increasing levels of air pollution (Shaddick et al., 2020), despite the decreasing
trends in Europe and North America (Hammer et al., 2020). PM2.5 refers to particulate matter (PM) which is composed
of either solid or liquid atmospheric particles with diameters of less than 2.5 um. Particulate matter is a mixture of various
chemical species such as sulfate, organic carbon (OC) and black carbon (BC), and is formed due to both human activities and
natural processes. For instance, residential biomass burning, road transport, agricultural activities and industrial operations are
common sources of atmospheric PM2.5.

Besides health effects, PM aerosols affect atmospheric processes and Earth’s energy balance via various mechanisms. Some
of the substances contained in aerosol particles, for instance OC and sulfate, generate a negative radiative forcing due to
scattering of shortwave (SW) radiation. On the other hand, BC-containing aerosol particles can absorb SW radiation, resulting
in a positive forcing. In addition to these so-called aerosol-radiation interactions (ARI), aerosols can affect Earth’s radiative
balance indirectly, for instance, by altering the properties of clouds (aerosol-cloud interaction; ACI) or by changing local
meteorological dynamics. The combined radiative effect of aerosols is still highly uncertain, but is estimated to lead to a net
cooling effect (Bellouin et al., 2020). Mitigation of short-lived climate forcer (SLCF) emissions, especially BC, has been
considered as one potential pathway to slow down global warming, as the lifetime of these pollutants is short compared to
the main greenhouse gas (GHG) carbon dioxide (CO3). However, some studies also found that, due to ACI and reductions of
associated climate-cooling co-emitted pollutants, mitigation of BC emissions may end up warming the climate, or, at least the
overall effect includes significant uncertainty (Cherian et al., 2017; Kiihn et al., 2020; Harmsen et al., 2020).

Atmospheric general circulation models (GCMs) and Earth system models (ESMs) are designed to study large-scale or
global climate effects and hence operate on relatively coarse horizontal (0.5°-2.0°) and vertical resolutions. They are therefore
not optimal tools to model accurate surface PM2.5 concentrations that correspond to exact point measurements (e.g. in cities).
Hence, the regional characteristics affecting local air pollution levels are many times not captured (Li et al., 2016; Cooney,
2012; Turnock et al., 2020). Moreover, the input data describing both anthropogenic and natural aerosol emissions might
lack information of some local sources (Kukkonen et al., 2018) or overestimate emissions compared to real-life conditions
(Wang et al., 2021), which directly affects the model estimates for PM2.5. Turnock et al. (2020) concluded that the Coupled
Intercomparison Model Project 6 (CMIP6) models underestimated the surface PM2.5 up to 10 pug/m?, and that models tend to

produce different regional patterns due to differences in chemistry and aerosol processes.
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The advantage of using a GCM or ESM is that air quality and climate impacts can be studied at the same time. Furthermore,
air quality effects can be analyzed on the entire model domain, which may help lowering the computational cost of the assess-
ment, especially when assessing the effects of future emission changes. In order to remedy the resolution-related bias problems
described above, statistical downscaling can be a viable alternative to higher resolution physical modelling in these scenarios.

There exist many statistical downscaling methods for correcting GCM-derived data (Ivatt and Evans, 2020; Geng et al.,
2020; Nolte et al., 2018; Lu and Wang, 2005; Lipponen et al., 2013). In contrast to dynamical downscaling (Nolte et al., 2018),
a benefit of statistical downscaling is that data from a coarse resolution model can be corrected after a simulation (offline)
using measured data or high resolution model data. The advantage of such an approach is that the bias can be corrected
without having to, e.g., derive, new parameterizations or implementing new in-model methods for grid refinement. In addition,
statistical downscaling is computationally inexpensive and often faster than dynamical downscaling methods (Tran Anh and
Taniguchi, 2018). Various machine learning approaches have been suggested for downscaling or predicting air pollution levels
(Ivatt and Evans, 2020; Geng et al., 2020; Zamani Joharestani et al., 2019; Silibello et al., 2015; Watson et al., 2019; Yang
et al., 2020).

In this study, we investigated the potential of using machine learning to improve PM2.5 concentrations derived with a GCM.
We simulated the PM2.5 fields with the aerosol-climate model ECHAM-HAMMOZ, and corrected the data afterwards with a
downscaling approach, limiting the correction to PM2.5 concentrations modelled for the Indian mega city of New Delhi.

Here our focus is India and specifically the New Delhi region. India, overall, is one of the countries with the highest BC
emissions globally (Xu et al., 2021) and emissions originating from New Delhi contribute significantly to the Asian Tropopause
Aerosol layer (ATAL); (Fairlie et al., 2020; Lau et al., 2018) which has been suggested to affect the regional surface temper-
atures and radiative forcing over Asia during the past decade (Vernier et al., 2015). Despite the various programs tackling air
pollution and, partly, due to the polycentric nature of environmental regulation in India (Honkonen, 2020), many Indian cities
still struggle with high PM2.5 concentrations at alarming levels. The premature mortality due to PM in India is estimated to
be over a million cases annually (Vohra et al., 2021; Guo et al., 2018; Sahu et al., 2020). The aerosol emissions from South
Asia also affect Arctic black carbon concentrations, which directly links to Arctic warming (Backman et al., 2021; Zhao et al.,
2021). Thus New Delhi and surroundings is a very interesting region to test if there are co-benefits or trade-offs with regard to
climate and air quality when reducing BC emissions along with the co-emitted pollutants.

In this article, we employed random forest regression for downscaling global model-derived surface PM2.5 concentrations
such that the regression algorithm corrected the biases between measured and modeled PM2.5 values at individual stations.
In addition, we applied the trained random forest function to three separate climate model simulations which were conducted
with present-day and future aerosol emission projections for the years 2015 and 2030, respectively. We used the ECLIPSE
V6b emission scenarios, which project global emission changes for the current legislation (CLE) (Stohl et al., 2015) and for
maximum feasible global mitigation of SLCFs (Im et al., 2021). Our aim was to simultaneously study the effects of global
SLCF mitigation on Earth’s energy balance and on air quality. The air quality assessment was limited to the city of New Delhi,

but could easily be extended with additional observational data.
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2 Methods
2.1 Aerosol-climate model ECHAM-HAMMOZ

We performed all the simulations with the aerosol-climate model ECHAM6.3-HAM2.3 (ECHAM-HAMMOZ) (Schultz et al.,
2018). ECHAM-HAMMOZ consist of the general circulation model ECHAM (Stevens et al., 2013), the aerosol module HAM
(Kokkola et al., 2018; Tegen et al., 2019; Neubauer et al., 2019), and, in our setup, the aerosol microphysics module SALSA2.0
(Kokkola et al., 2018). HAM threats the chemical compounds black carbon (BC), organic aerosol (OA), sulfate (SU), mineral
dust (DU) and sea salt (SS). SALSA discretizes the aerosol size distribution into 10 size classes and separately treats a soluble
and an insoluble sub-population. A detailed description of SALSA is presented in Kokkola et al. (2018). SALSA has been
further developed to include an improved wet-scavenging scheme, where fixed scavenging coefficients were replaced by an
algorithm that takes into account the fraction of activated particles (Holopainen et al., 2020). In this study, we used T63L47
grid resolution, which corresponds to an approximately 1.9 °x1.9° horizontal resolution, and has 47 vertical hybrid layers up

to 0.01 hPa (appr. 80 km) altitude.
2.2 Random forest regression

Random forest (RF) (Ho, 1995; Breiman, 2001) is a supervised ensemble learning method which aggregates multiple decision
trees (Blockeel and De Raedt, 1998). The output of the algorithm is the mean value of the predictions of all the trees. This helps
to avoid overfitting, which is a typical problem for predictions with a single regression tree (Bramer, 2013). Therefore, RF is
suitable for modelling complex and non-linear relationships (Auret and Aldrich, 2012). Decision trees are used in statistical
modeling for both classification and regression. A decision tree uses the classification and regression trees (CART) algorithm
(Breiman et al., 1984), where the input data space is partitioned down into subspaces. In the case of regression, the mean square
error of the data is typically used as a measure of homogeneity of each subspace (Breiman, 2001). RF was shown to be highly
effective in a variety of applications (Fawagreh et al., 2014), and has also been widely utilized in the field of climate modelling
(Crawford et al., 2019; Lipponen et al., 2013; Pang et al., 2017).

In this study, we used the RF regression method from the Scikit Learn Python module (Pedregosa et al., 2011). The hyper
parameters were adjusted by testing different combinations and chosen based on the best error statistics: The maximum depth
for each tree was set to infinity and the number of trees was the default value, 100. The splitting criteria was also set according
to the default settings, i.e. the mean squared error. The maximum number of input features to be used in one decision tree
(max_features) was set to 7, which corresponds to the recommended one third of the total number of input features (Trevor
et al., 2009). In addition, we used the default bootstrap aggregation method for dividing the training data into separate sample
sets in order to provide an individual sample of training data for each tree, which has been shown to increase the smoothness
of the fit (Altman and Krzywinski, 2017). We evaluated the importance of each input feature by using a built-in function
from the Scikit-Learn Random Forest regressor module (Pedregosa et al., 2011). The importance for each input variable is
calculated as the total decline in the splitting criterion due that specific input variable. The final feature importance values are

then normalized to an interval between O and 1.
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2.3 Measurement station data

RF was applied to correct the modeled ECHAM-HAMMOZ PM2.5 data to correspond to those measured in 31 ground stations
located in the New Delhi capital region. We used data from each station to train and validate RF models, which were then
applied to three climate model simulations. A list of the stations and their spatial coordinates are presented in Table S1 and in
a map in Figure S1. The stations are administrated by three different operators. The operator for each station is also marked in
Table S1.

Delhi Pollution Control Committee (DPCC) (Delhi Pollution Control Committee, 2022) operates 18 out of the 31 stations
from which data was retrieved for this study. We also harnessed PM2.5 data from seven "SAFAR" stations that are adminis-
tered by the India Meteorological Department (IMD) (System of Air Quality and Weather Forecasting And Research, 2022).
In addition, we used measurement data from six stations operated by the Central Pollution Control Board (CPCB). PM2.5
mass concentration is measured at all the stations using Beta Attenuation Monitors (BAMs) employing the §-ray attenuation
technique. It is a United States Environmental Protection Agency (US EPA) recommended method and adopted at all the con-
tinuous ambient air quality monitoring stations in Delhi (CPCB, 2020; Saraswati et al., 2019; Hama et al., 2020; Sharma et al.,
2022). The lower detection limit of monitors is 0.1 pgm~3. Operating bodies frequently standardize the monitors as per the
CPCB guidelines for verifying the quality of the data.

The stations are spread to a square area of approximately 30 km x 30km, and data were provided for a time period of
1.1.2016-31.12.2019. There are some differences in temporal data coverage between the stations. The data coverage percentage
for each year and station is reported in Table S1. For the year 2016, there are only five stations that have over 50 % time
coverage. The same applies for the year 2017. However, there is over 80 % coverage for the years 2018 and 2019 for almost
all of the stations. These differences in temporal coverage affect the RF downscaling results: the final RF bias correction leans
more on the year 2018 (and 2019) data since there is a higher number of measurement points for those years.

The original data for the stations had a time resolution of 30 min. We calculated the daily average PM2.5 concentration
values for all of the stations, and used those in the RF model training. Initially there were data available for almost 40 ground
measurement stations. However, some of the station data series did not include sufficient amount of data for the random forest
training phase. Therefore, we excluded the stations that had less than 180 days of PM2.5 concentration data for the training

phase from our analysis, which left us with the 31 stations discussed above.
2.4 Anthropogenic aerosol emissions

For the anthropogenic aerosol emissions in ECHAM-HAMMOZ, we used the ECLIPSE V6b emission inventory (Stohl et al.,
2015; Klimont et al., 2017; IIASA, 2021; Im et al., 2021) which was compiled with the integrated assessment model GAINS
(Amann et al., 2011). For this study, we used only the emissions of BC, OC and sulfur dioxide (SOs), and re-gridded the
emission fields to correspond to the spatial grid resolution T63 used in ECHAM-HAMMOZ (~2 °x2°). The global emissions

and the regional emissions near New Delhi from the ECLIPSE V6b inventory are presented in Table 1.
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Table 1. ECLIPSE V6b emissions, global yearly sums for current legislation (CLE) scenario emissions for the years 2015, 2020 and 2030
and for maximum feasible reductions (MFR) scenario for the year 2030. The second column shows the global summed emitted mass, and

the third column represents the summed emitted mass for New Delhi surroundings (24-34° N, 72-82° W).

Global sum New Delhi surroundings
emission scenario | BC (ktyr') OC (ktyr'?) SOz (ktyr?) | BC(ktyr') OC (ktyr!) SO (ktyr?)
CLE, year 2015 6351.5 13763.2 73335.1 295.2 665.3 1995.0
CLE, year 2020 5909.1 13595.4 55059.6 254.9 671.6 2012.7
CLE, year 2030 5378.9 13752.9 47503.9 231.3 711.4 1413.8
MER, year 2030 1985.2 3492.2 21673.9 78.4 133.8 548.4

The current legislation (CLE) scenario projects a 15 % decrease in global BC emissions between 2015 and 2030 and a 35 %
decrease in SOy emissions, while the global OC emissions are projected to stay almost constant (~—0.07 %). In the area
surrounding New Delhi, the decrease in BC and SOs is approximately at the same level as for the global sum: BC emissions
decrease by 22 % between 2015 and 2030 for the CLE scenario, and SO, emissions are 29 % smaller for 2030. The OC
emissions are an exception as they increase by 7 % in 2030 compared to 2015.

The maximum feasible reductions (MFR) scenario is built on assumptions where the most advanced SLCF emission reduc-
tion technologies that are included in the GAINS model are implemented fully globally (Im et al., 2021). In MFR 2030 the
global BC, OC and SO, emissions decrease by 69 %, 75 % and 70 %, respectively, compared to CLE 2015. The corresponding
decreases for the New Delhi surroundings are 73 %, 80 % and by 73 %, respectively.

2.5 Model simulation setup

We conducted altogether four simulations with ECHAM-HAMMOZ: for teaching the random forest algorithm, and further

applying the correction to simulations with present-day and future aerosol emission scenarios. The simulations are listed in

Table 2.

Simulation Meteorology Aerosol Emissions time
RF_TRAIN | nudged, ERAS5 | ECLIPSE V6b CLE yearly interpolated emissions 2015-2019
PRES freely evolving ECLIPSE V6b CLE 2015 repeated 10 simulation years
CLE_2030 | freely evolving ECLIPSE V6b CLE 2030 repeated 10 simulation years
MITIG_2030 | freely evolving ECLIPSE V6b MITIG 2030 repeated 10 simulation years

Table 2. Experiment design

The first simulation, (RF_TRAIN) was used for training and validating the random forest regression model in present day
conditions. For the RF_TRAIN, we used the Newtonian relaxation scheme (nudging) for large scale meteorological fields.

Following the recommendation by Zhang et al. (2014), we nudged the wind patterns and surface pressure towards ERAS
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reanalysis data (Hersbach et al., 2020; Copernicus Climate Change Service (C3S), 2017), and allowed temperature and free
static energy to evolve freely. For the anthropogenic aerosol emissions, we used the ECLIPSE V6b current legislation (CLE)
scenario and calculated the yearly emissions by linearly interpolating the values for each grid box and emission specie from
year 2015 to year 2020. The monthly values were then computed based on the yearly values and the monthly pattern from the
ECLIPSE inventory. RF_TRAIN was integrated between the years 2016 and 2019 with an output time resolution of 3 hours.

The rest of the simulations (i.e. PRES, CLE_2030 and MITIG_2030) were used to simultaneously analyze radiative forc-
ings and local air quality in New Delhi under two different future emission scenarios, CLE and MFR, with freely evolving
wind and pressure fields, i.e. no nudging was applied. For each of these simulations, the PM2.5 values were bias-corrected
using the RF model which was trained with RF_TRAIN. In addition to the PM2.5 fields, we computed the corresponding
global radiative forcing values to see how the changes in air pollutants affect the net radiation at the top of the atmosphere.
The additional simulation PRES, which was used as a reference simulation to describe the present day air pollution conditions,
was necessary, because the radiation fields from the nudged simulation RF_TRAIN would not be compatible with the radiation
fields from CLE_2030 and MITIG_2030.

In Simulation PRES, for anthropogenic aerosol emissions we used the ECLIPSE V6b CLE emissions for the year 2015, re-
peating the monthly emissions for 10 simulation years. Similarly, the simulation CLE_2030 used ECLIPSE V6b CLE scenario
and had 10 simulation years, but the anthropogenic aerosol emissions were for the year 2030. Simulation MITIG_2030 was
identical to CLE 2030, but instead of CLE scenario, we used the global MFR projection with emissions for the year 2030.

Sea surface temperature (SST) and sea ice cover (SIC) were fixed to prescribed fields from the Program for Climate Model
Diagnosis & Intercomparison’s (PCDMI’s) Atmospheric Model Inter-comparison Project (AMIP) data (Taylor et al., 2012).
For Simulation RF_TRAIN, we used the monthly mean values for each year, except for year 2019, where we used 2018 values
since the data were not available by the time when simulations were done. For the rest of the simulations, we used the mean
climatological values for each month, calculated from the monthly mean data between the years 2000 and 2015.

In all of the simulations, sea salt and dust emissions were calculated online, and were dependent on the 10 meter wind speed
(Tegen et al., 2019). The calculation routine for dust emissions used the parameterization of Tegen et al. (2002) that has been
further improved by Cheng et al. (2008) and Heinold et al. (2016). The aerosol emissions for aviation were kept fixed for all
of the simulations, repeating the monthly mean emissions for the year 2015 with the Representative Concentration Pathway
(RCP) scenario 4.5 (Thomson et al., 2011; van Vuuren et al., 2011) from the Emissions for Atmospheric Chemistry and Climate
Model Intercomparison Project (ACCMIP) database (Lamarque et al., 2010). In addition, the hydroxyl radical (OH) mixing
ratios were taken from reanalysis data as described in Inness et al. (2013). For ozone mixing ratios, we used Chemistry-Climate
Model Initiative (CCMI) data that were prepared for the CMIP6 simulations (Hegglin et al., 2016). In the simulations PRES,
CLE_2030 and MITIG_2030, we used historical monthly varying climatologies that were calculated based on monthly mean
values between years 2000 and 2014. With the simulation RF_TRAIN, we used monthly mean values for each simulation year,
following the Shared Sosioeconomic Pathway (SSP) scenario 2 (Fricko et al., 2017).

Forest fire emissions were taken from the CAMS Global Fire Assimilation System (GFAS) emission inventory (Kaiser

et al., 2012). For the simulation RF_TRAIN, we used the daily mean emissions for each simulation year. For the rest of the
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simulations, we computed the monthly varying climatological values that were calculated based on the GFAS data between the
years 2000 and 2016.

2.6 Developing the RF model for bias correction

Instead of implementing the RF model to predict the PM2.5 concentrations directly, we used the model data to compute the
bias € between the measured and modelled PM2.5 values and thereby predict the bias between modelled and actual PM2.5
concentrations. This approach has the advantage of better incorporating the modelled physical information into the training
and prediction phases leading to overall more accurate results (Lipponen et al., 2013). Predicting the bias instead of the absolute
value also helps minimizing problems with predictions outside of the training data.

We divided the RF_TRAIN and ground measurement station data into training phase data (train) and testing phase data
(test). We used the first two-thirds of the RF_TRAIN simulation data for training the RF model, which corresponds to the time
interval between 1.1.2016 and 21.8.2018. The rest of the data (corresponding to 22.8.2018-31.12.2019) was used for testing
the RF model. We intentionally used separate time spans for the training and testing in order to obtain more realistic estimates
for the accuracy or our method. If we would have randomly divided all the data into training and testing, the likelihood to have
very similar samples in both data sets would have been much larger than in our approach, leading to overoptimistic results.

We conducted the random forest correction in the following way: At first, we calculated the absolute bias €y, between
each measurement station and ECHAM-HAMMOZ-derived PM2.5 without the mineral dust component (PM25_no_DU). The
mineral dust component was excluded due to the temporal differences in dust episodes: the PM2.5 concentrations peaks in
ECHAM-HAMMOZ did not appear exactly for the same dates as in the measurements, and this could induce artificially large
bias values when training the RF. Then, we trained a RF model with the input feature data set xy.i, (see Table 3), and set the

bias €qqin as a target for training.

f = RANDOM_FOREST(Z i, €train) 1)

For easier statistical analysis, this was done separately for each station. Note that many stations did not provide complete
data for the whole training phase period. In case of missing data, we removed those samples from the input feature data @,
that were not present in the measurement station data.

After that, we calculated a RF prediction for the bias using the test phase input feature data (zg), using the RF model
trained for one individual station. Then we computed the corresponding PM2.5 value by correcting the ECHAM-HAMMOZ
PM2.5 with

PM2.5gF prediction = PM2.5ECHAM-HAMMOZ o dust.test + J (Tiest) 2

The final prediction for RF-corrected New Delhi PM2.5 concentration was then formed as the average of the individual

RF predictions that were computed for each, station-specific RF model. The error statistics were calculated between the daily
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Table 3. Input features used in the random forest fitting. Feature data is retrieved only for one grid box (point), or over a larger area (24-34°

N, 72-82° W). For the larger area, we either calculated the area-weighted mean value (fldmean) or the sum over the whole area (fldsum).

variable point, fldmean or fldsum variable point, fldmean or fldsum
PM2.5 point 10m wind speed fldmean
PM2.5 without mineral dust point sin(10m wind direction) fldmean
PM2.5 due to BC point cos(10m wind direction) fldmean
PM2.5 due to OC point mineral dust burden fldmean
PM2.5 due to sulfate point BC burden fldmean
PM2.5 due to sea salt point OC burden fldmean
PM2.5 due to mineral dust point SO4 burden fldmean
PBL height point mineral dust total emission fldsum
PBL pressure point BC total emission fldsum
temperature at 2m point OC total emission fldsum
large scale precipitation fldmean SO3 total emission fldsum

convective precipitation fldmean

average prediction and the daily average of all measurement stations. The input features used in the random forest fitting are
presented in Table 3.

All of the variables presented in Table 3 are post-processed output from ECHAM-HAMMOZ simulations. For some input
features, we used values representing one grid box surrounding the New Delhi region (point). For the rest of the features, we
first defined a square of 5x5 grid boxes surrounding New Delhi (24-34° N, 72-82° W). For the variables describing emissions,
we computed the daily total emitted mass ("fldsum’ in Table 3) over the whole square. For all other non-point variables, we
calculated an area-weighted mean value (’fldmean’ in Table 3) for each time step and feature. In the end, we calculated the

daily average values for all input features.
2.7 Employing the RF model to free-running simulations

We implemented the RF model further to simulations PRES, CLE_2030 and MITIG_2030. Simulations PRES and RF_TRAIN
were also used to evaluate, how much nudging affects the RF correction results. This was done in order to estimate simultane-
ously local PM2.5 concentrations in New Delhi as well as regional and global radiative effects of two different future aerosol
emission scenarios.

Again, we constructed an individual RF model for each measurement station, and then calculated the final prediction as an
average of multiple models. For training each model, this time we employed the whole RF_TRAIN input data set, i.e. all data
from the period of 1.1.2016-31.12.2019, and chose only the time steps that were available for each of the measurement stations.
Then we applied the trained RF model to the simulations PRES, CLE_2030 and MITIG_2030 to get the bias prediction for

PM2.5, and computed the corrected PM2.5 concentrations. Finally, we calculated the multi-year average daily values.
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2.8 Calculating radiative forcings

For analyzing the impacts of aerosol emission mitigation on global warming, we computed the global radiative forcing values
for CLE_2030 and MITIG_2030 simulations. The radiative effect due to aerosol-radiation interactions (RER1) is computed
in ECHAM-HAMMOZ according to Collins et al. (2006). The REARy is the difference in radiative flux with and without
aerosol, and is calculated with a double-call to the radiation routine (Collins et al., 2006). The radiative forcing due to aerosol-
radiation interactions (RFsRy) is then calculated as the difference in RE g1 between a perturbed simulation (here CLE_2030
or MITIG_2030) and the reference simulation (PRES). It should be noted that the cloud properties between the perturbed and
reference simulations are not identical, and therefore, the RF s calculated here does not fully correspond the RF4 gy defined
in Myhre et al. (2013). However, these changes in cloud conditions are estimated to have a relatively small effect on RFaR;
(Neubauer et al., 2019).

We furthermore calculated the total effective radiative forcing (ERFarry+act), which includes RFsRrr as well as radia-
tive forcings due to aerosol-cloud interactions (RFacr) and rapid adjustments (Boucher et al., 2013). Here we computed the
ERFarrtacr as the difference in the net radiative flux at the top of the atmosphere (TOA) between a perturbed scenario and
the reference simulation. For simplicity, we denote the ERF Ar14ac1 here as ERF.

For both RFary and ERF, we first calculated 2D yearly mean values using RE5g; and the net TOA radiative flux, re-
spectively. In addition, we also computed area-weighted average values over India and over the entire globe. After that, we
calculated the 10 year average for each simulation, and similarly, the standard deviation of the yearly mean values. Finally, the
RFsr: and ERF values were computed as the difference between CLE_2030 and PRES, and similarly between MITIG_2030
and PRES, as described above. The combined standard deviation was estimated as o = y /0per + O erence-

3 Results

3.1 Downscaling PM2.5 concentrations with random forest regression

We first trained the RF model using RF_TRAIN and measurement station data for 1.1.2016-21.8.2018 as discussed in Sec-
tion 2.6. Then, we tested the model by applying the trained RF model to the latter part of the RF_TRAIN data, 22.8.2018-
31.12.2019. The results of the RF correction to the testing phase, and the data used in the training phase, are presented in Fig.
1.

10
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Figure 1. The results for random forest regression fitting for the RF_TRAIN simulation. (a) The solid green line represents ECHAM-
HAMMOZ derived PM2.5 which includes mineral dust. The thinner grey lines represent individual measurement station data which were
used for training. The pink line represents the daily average of all the stations. The thin dark blue lines show the individual RF-corrected
PM2.5 values for each station, and the thicker turquoise line is the average of all the RF-corrected PM2.5. (b) The distribution of daily PM2.5
values for the testing phase (22.8-2018-31.12.2019). The green bars filled with white circles show the distribution of ECHAM-HAMMOZ
daily PM2.5 concentrations. The pink bars with slashes indicate the daily average PM2.5 values for the average of the measurement stations.
The turquoise bars show the daily average RF-corrected PM2.5 values. (¢) The average normalized feature importance values for the input

features are represented with yellow bars. The black whiskers show the standard deviation of individual RF model importance values.

As Fig. 1a shows, the random forest prediction captures long-term trends in the average measured PM2.5 concentrations very

well. The yearly cycle and seasonal variation are clearly improved when compared to the original ECHAM-HAMMOZ surface
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PM2.5 concentration. The PM2.5 predicted by ECHAM-HAMMOZ was (50.5 +41.6) uygm—2 for the testing period, where
50.5 indicates the mean and 41.6 the standard deviation. This was significantly lower than what was measured at the stations
((118.1 £88.3) uygm—3) for the same period. After the RF correction, the result (119.6 + 52.3) ugm 3 matched statistically
very well with the measurements.

The biggest enhancement for the RF-corrected PM2.5 concentrations is for the late autumn and winter months, which
are distinctly higher than the summer values. These elevated wintertime PM2.5 values were much less pronounced in the
uncorrected ECHAM-HAMMOZ PM2.5 concentrations.

However, day-to-day variations do not correlate well with observations and extreme values in the RF-corrected data are much
smaller in magnitude compared to measured extremes. This can be also seen by comparing the histograms presented in Fig.
1b. While the distribution for the average measured concentrations is relatively wide, the distribution for average RF-corrected
model values is more narrow and centered around 100 ugm 3. This indicates that the RF-corrected PM2.5 is not ideal when
the aim is to analyze very short-term air pollution episodes, but that the RF correction is more feasible for studying air pollution
trends during longer time frames. Including more information about local conditions, like local orography and information of
emission with higher spatial and temporal resolution might help to remedy these problems. Furthermore, Fig. 1a shows that
there is a fairly large variation between individual RF corrections, which are conducted separately for each station. There are
large differences in measured PM2.5 concentrations between individual ground stations due to e.g. differences in local emission
sources and micro climate. This heterogeneity in measured PM2.5 values translates directly into the RF corrections.

We computed the feature importance values separately for each RF model used for individual ground measurement stations,
and then computed the average value and standard deviation of the individual importance values. The average of feature
importance values for the RF models used in Fig. 1 are presented in Fig. 1c. The figure shows that the station-averaged feature
importance values are relatively close to each other. The highest value is for sulfate burden (0.087 +0.041), but when the
standard deviation is considered, the difference to some other features (e.g. 2 meter temperature or PM2.5 due to black carbon)
is not distinct. As some of the input feature variables are correlated with each other, this might affect the calculated values,
especially considering the random component of RF. We decided to use all the input variables despite the correlation since this
combination of input variables provided the best outcome of the RF fit. Furthermore, it might also depend on the station which
input variables are more important for RF predictors. Sulfate burden, for instance, results in highest or second highest feature
importance value for many of the stations, while for some stations the value is less than 0.04. This may also suggest that there
may be differences in local meteorology and local emission sources between individual stations. Hence, forming an unique RF
model for each station helps to maintain these local characteristics when conducting the downscaling procedure. Altogether,
the importance values should be considered more as indicative variables.

The error statistics for comparing the original ECHAM-HAMMOZ PM2.5 concentration to the average measured PM2.5
values, and for comparing the RF-corrected PM2.5 to average station PM2.5 values are presented in Table 4. The error mea-
sures presented in Table 4 clearly show that the RF correction improves the PM2.5 representation for New Delhi. The Pearson
correlation is almost 0.8 between RF-corrected PM2.5 concentrations and the average station PM2.5, whereas the same corre-

lation for uncorrected ECHAM-HAMMOZ PM2.5 was 0.19. The root mean squared error (RMSE) for RF correction is almost

12



315

320

325

330

335

https://doi.org/10.5194/acp-2022-513 Atmospheric

Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics
Discussions

Table 4. The error statistics for the original ECHAM-HAMMOZ PM2.5 and the RF-corrected PM2.5. Root mean squared error (RMSE),

mean relative error (MRE), mean absolute error (MAE), R-squared (R?) and Pearson correlation (R).

error measure ECHAM-HAMMOZ PM2.5 | RF-corrected PM2.5
RMSE (ugm™) 112.75 56.48
MRE (%) —36.43 32.56
MAE (ugm™3) 78.22 38.68
R? —0.63 0.59
R 0.19 0.79

half of the error for ECHAM-HAMMOYZ, indicating that the occurrence of really high bias is smaller in the RF-corrected
version. On the other hand, the mean relative error (MRE) for RF-corrected PM2.5 values is about the same magnitude as
for original ECHAM-HAMMOZ PM2.5. This is mostly due to overestimation of the low summertime concentrations. As the
yearly variation of PM2.5 concentrations in New Delhi is weak in ECHAM-HAMMOZ, the RF-corrected PM2.5 values also
have a slightly dampened yearly cycle.

3.2 Applying RF to free-running simulations

The original PM2.5 values for simulations PRES, CLE_2030 and MITIG_2030 are presented in Fig. S2. The multi-year daily
average values for the non-dust, uncorrected PM2.5 concentrations in ECHAM-HAMMOZ are shown in Fig. 2a. The RF bias
correction was then applied, and the results for RF-corrected PM2.5 values are presented in Fig. 2b. The corresponding feature
importance values for the RF models applied are presented in Fig. 2c.

The non-dust PM2.5 for CLE_2030 is slightly smaller than the PRES non-dust PM2.5. This is most likely due to reductions
in sulfur emissions at the New Delhi surroundings (see Table 1), although they are partly compensated by a small increase in
the anthropogenic OC emissions. In the MITIG_2030 simulation, the OC emissions are much less than in the PRES, which
translates into a smaller local PM2.5 concentration. This shows that the OC particle mass contributes substantially to the total
PM2.5 in ECHAM-HAMMOZ for the New Delhi region, and the large changes in OC influence the New Delhi PM2.5.

Figure 2b presents the multi-year daily mean values of the RF-corrected PM2.5 concentrations for all of the simulations.
For simulation CLE_2030 the values are slightly smaller than for PRES ((118 + 78) gm 2 vs. (134 & 73) gm—3). Moreover,
the relative difference between the average RF-corrected concentrations for CLE_2030 and PRES is about the same magni-
tude as for the original ECHAM-HAMMOZ concentrations in Fig. 2a. The average PM2.5 of the RF-corrected CLE_2030
is 12 % smaller than the average PM2.5 of the RF-corrected PRES. For the uncorrected ECHAM-HAMMOZ concentrations,
CLE_2030 PM2.5 was ~8 % smaller than the average value of the PRES PM2.5.

Figure 2b shows that stringent aerosol mitigation affects particularly wintertime surface PM2.5 concentrations, which is
why the RF-corrected PM2.5 values for simulation MITIG_2030 are much lower than for PRES or CLE_2030. The overall
average PM2.5 concentration for RF-corrected MITIG_2030 is (58 & 16) gm~3, and the wintertime PM2.5 concentrations for
MITIG_2030 are less than half of the corresponding values for CLE_2030 and PRES. As seen in Fig. 1, with the given training

13
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Figure 2. (a) The uncorrected ECHAM-HAMMOZ PM2.5 concentrations (excluding dust) for PRES, CLE_2030 and MITIG_2030 simula-
tions as multi-year daily average values for each scenario. Individual years are marked with dashed curves, and the multi-year daily average
values are shown with solid, colored lines. (b) The RF-corrected concentrations for PRES, CLE_2030 and MITIG_2030 simulations as a
multi-year daily average PM2.5 values for each scenario. The dashed lines represent the prediction for each individual year, and the thick
solid lines are the multi-year daily averages. (¢) The average normalized feature importance values for the input features are represented with

pink bars. The black whiskers show the standard deviation of individual RF model importance values.
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data, the RF correction is not optimal for predicting day to day variations, resulting in smaller short-term variability than what
the measurements show. This most likely also translates into the RF correction of the free-running simulations discussed in
this section. Especially the RF-corrected MITIG_2030 multi-year average has little short-term variation throughout the year.
This may be partly explained by the lower temporal resolution of the wildfire emissions in the free-running simulations, which
were monthly average climatological values.

The RF-corrected MITIG_2030 PM2.5 for June and July partly exceed the CLE_2030 PM2.5 values, while the RF-corrected
values obtained for the winter months in CLE_2030 and PRES clearly exceed MITIG_2030. The elevated summertime
MITIG_2030 PM2.5 is partly due to the additive bias correction approach, where the RF model adds a negative or posi-
tive bias term to the non-dust PM2.5 concentration. We can see from Fig. 2a that there is a small increase in the uncorrected
non-dust MITIG_2030 PM2.5 for July. This was related to a minor increase in the summertime sea salt concentrations in
MITIG_2030, which was a result of increased wind speed levels south—west from New Delhi (see Section 3.3). We assume
that the RF model slightly magnifies this increase. Furthermore, the RF-corrected CLE_2030 summertime PM2.5 is distinctly
lower than the corresponding PRES PM2.5. To investigate this difference, we further tested the effects of input variables on
the RF correction by excluding individual input features from the training phase (not shown). The results showed that when
the BC emissions were excluded from the RF model, the RF-corrected PM2.5 summertime values were at the same level for
CLE_2030 and PRES, and the MITIG_2030 concentration was larger than with the default correction. This indicates that the
BC emissions may have an effect in the RF model, although the BC emissions’ feature importance values presented in 1c¢ and
2c are not the largest values. All in all, the RF model prediction is not a strong function of any of the individual features, but
a complex and a non-linear output of multiple regression trees. That is why the trends in RF-corrected PM2.5 value partially
differ from the uncorrected non-dust PM2.5 values.

In order to analyze how the seasonal trends are captured in the RF-corrected PM2.5 values, we calculated ratios between
winter (December & January) and summer (June & July) averages. For the RF-corrected PRES concentrations, the ratio was
3.2, which is very close to the ratio for measurement stations (~ 3.2). The same ratio for the uncorrected PRES PM2.5 concen-
trations was only 1.7, which indicates that the RF correction clearly improved the difference between the seasonal values. The
ratio for RF-corrected CLE_2030 was 4.6, due to the lower summertime concentrations compared to PRES. For RF-corrected
MITIG_2030, the ratio was 1.3, which is less than half of the ratio of the measurements.

The feature importance values presented in Fig. 2c show that local temperature and the BC component of PM2.5 are im-
portant factors for the applied RF model. In contrast to the normalized importance values presented in Section 3.1, the sulfate
burden is not as strong a predictor feature for this training set combination. This indicates that the choice of time period for input
data can affect the RF correction up to some extent. Moreover, none of the input features had an average importance value over
0.13, which suggests that the algorithm is able to utilize information from most of the variables. Additionally, as mentioned in

Section 3.1, the correlation between individual input features might have an effect on importance value calculations.
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3.3 Radiative effects

We calculated the 2D RF5 g1 and ERF values in order to visualize how changes in anthropogenic aerosol emissions affect the
regional radiative balance at the top of the atmosphere. The radiative forcing values are only due to changes in anthropogenic
aerosol emissions, as all other anthropogenic climate forcers (e.g. emissions, GHG concentrations) were kept constant. The
RFar1 and ERF for CLE_2030 and MITIG_2030 simulations were calculated as presented in Section 2.8, using the uncorrected
ECHAM-HAMMOZ outputs for radiative fluxes. Both regional 2D values and the area-weighted mean values for India and for
the whole globe are presented in Fig. 3.

RFari, MITIG_2030
A2 (b)

RF, CLE_2030

5 India 5 Global
(e) (f)
2.5 [ I 25
Forcinzg 0 s Forcing T
(Wm?) 4 Wwm? o o 4§
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-5
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Figure 3. The spatial RFar: and ERF for the CLE_2030 (a,c) and MITIG_2030 (b,d) simulations. The Indian (e) and global averages (f)
for RFar: and ERF are shown with green, blue, dark grey and pink markers, respectively. The whiskers represent the combined standard

deviation. The Indian territory is outlined with a bold grey line.

The Indian RFaRy values for CLE_2030 in Fig. 3a are fairly small, but show a clear regional distribution with mostly
negative values in the northern part of India and mostly positive values in the central and southern parts of India. The RF Ry

values over the ocean regions surrounding India are close to zero or slightly positive. In MITIG_2030, on the other hand,
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the RFaR; values over India are mostly negative with values close to the Himalaya exceeding —2 Wm~—2. This is in sharp
contrast to the ocean regions surrounding India, where the RFsr; values are positive with extremes exceeding +2 Wm™2.
Altogether, the area-weighted average RFsRr; values in Fig. 3e show that the RFa Ry for India is negative for both CLE_2030
((—0.09 4 0.26) Wm~2) and MITIG_2030 ((—0.53 £ 0.31) Wm~2). This somewhat surprising result is due to the complex
interplay of the differing optical properties of the different aerosol compounds as well as well as the surface below. On the
one hand, anthropogenic BC emissions in MITIG_2030 are much lower than in CLE_2030, making a cooling contribution
to RFaRs (less absorption of SW radiation). On the other hand sulfur and OC emissions are reduced as well, which makes a
warming contribution to RF gy (less scattering of SW radiation). In addition, at the top of the atmosphere (TOA), the cooling
effect of BC reduction is enhanced over brighter backgrounds (e.g. clouds and snow), while the warming effect of OC and sulfur
reductions is enhanced over darker backgrounds (e.g. ocean and forests). This explains the sharp contrast in Fig. 3b — over the
dark ocean, the warming contribution of OC and sulfate reductions dominates, leading to positive RFaRry values. This effect
may be enhanced due to sulfur reductions in the shipping sector. Over the Indian land areas, surface albedos are on average
much brighter, which makes the cooling effect of BC reductions dominate. Over northern India, at the foot of the Himalayas,
RF ARy in MITIG_2030 is especially negative. This might be explained with the overall very high aerosol concentrations in
this region (Murari et al., 2015; Jethva et al., 2019; Bera et al., 2021), which frequently leads to thick haze episodes (Saikawa
etal., 2019). Strong haze acts like a bright background (e.g., a low cloud), thereby enhancing the cooling effect of BC emission
reductions.

Furthermore, due to interaction with radiation, anthropogenic aerosols can modify regional weather patterns. As Wei et al.
(2022) pointed out, the decreasing BC-containing aerosols from northern India result in easterly wind anomalies, which further
diminish dust transportation from Thar desert, for instance. In our ECHAM-HAMMOZ simulations, we found an opposite
effect when comparing MITIG_2030 and PRES (not shown), which can be due to simultaneous reduction of both scattering and
absorbing aerosol. The 10 meter wind speeds were on average slightly stronger south—west from New Delhi for MITIG_2030
simulation, and the direction was shifted more towards east. Since the surface wind speeds are main predictors for the online
dust model in ECHAM-HAMMOZ, the dust emissions were elevated for MITIG_2030 compared to PRES simulation. This
causes that the dust burden over North—West India to be moderately larger in MITIG_2030 than in PRES simulation. The dust
aerosol in ECHAM-HAMMOZ are mostly scattering SW radiation, and the absorption effect has a minor role. Therefore, the
increased DU burden in MITIG_2030 could potentially explain a small part of the negative RFr1. However, this result is
highly uncertain to natural variability of dust emissions and wind patterns, and analysing this phenomena further would require
a much longer climate model simulation.

The ERF values in Figs. 3b,d,f include also RFsc1 and rapid adjustments. That is why the uncertainty ranges in Figs. 3e
and f are much wider for the area-weighted average ERF values, and the magnitude of the ERF forcings is larger than the
corresponding RFsRr values. Over India, the ERF values in Figs. 3c and d are mainly negative, contrary to what typically is
expected as a net effect for aerosol reductions. The strong negative RFar; for MITIG_2030 simulation can be seen also in
the ERF values, emphasizing how mitigating BC-rich sources is an efficient way to reduce TOA forcing over India. However,

the ERF signal is not spatially homogeneous over India, but there are differences between e.g. North—East and North—West.

17



420

425

430

435

440

445

450

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Furthermore, due to year-to-year variation, the area-weighted ERF values from Fig. 3e have large uncertainty ranges. The
average ERF for India is (—2.144.6) Wm ™2 for CLE_2030 and (0.06 & 3.39) W m~2 for MITIG_2030, and is more negative
for CLE_2030 than for MITIG_2030. This difference is a sum of complex mechanisms: on the one hand, compared to PRES,
the OC emissions are distinctly lower in MITIG_2030 whereas in CLE_2030 they remain almost the same. This means there
is less OC particles in MITIG_2030 to scatter SW radiation. On the other hand, there is less absorbing BC, and scattering
sulfate in MITIG_2030. There is also variability in dust emissions, which affects the ERF values. In addition, RF 1 and rapid
adjustments contribute to the total ERF.

We analyzed the changes in SW absorption between different simulations, and the results are presented in Fig. S3. Figure
S3a shows that there is a small decrease in atmospheric absorption of SW radiation when comparing CLE_2030 and PRES.
For MITIG_2030, there is clear signal of decrease in absorption as Fig. S3b shows. The aerosol emission reductions lead to
larger surface forcing values, shown in Figs. S3c and d, as more SW radiation reaches the surface. The net TOA SW forcing in
Figs. S3e and f describes the total amount of SW radiation that is absorbed either by the atmosphere or the surface layer. Over
India, most of the SW ERF is negative, which indicates that the net absorbed radiation is less in CLE_2030 and MITIG_2030
simulations compared to reference simulation PRES.

The changes in aerosol emissions affect local cloud cover, which in turn has an impact on the radiative balance. One result
of aerosol mitigation is a reduced Twomey effect (Twomey, 1977), i.e. when there are less aerosol particles to act as cloud
condensation nuclei, at a theoretically constant liquid water path, clouds have less cloud droplets and therefore scatter less of the
incoming SW radiation. When comparing CLE_2030 and PRES, the changes in aerosol concentrations translate surprisingly
into a very small increase in the CDNC burden over most of the India (not shown), which would indicate that there is more
cloud droplets to scatter SW radiation. This can potentially explain a small part of the negative ERF for CLE_2030. For the
MITIG_2030 simulation, the CDNC burden over India decreases when compared to PRES simulation, which could partly
explain why in some areas in India the ERF values are positive. A more detailed analysis of the ACI-contribution to the ERF
is out of the scope of this article.

O’Connor et al. (2021) simulated the present-day aerosol forcing with the UKESM climate model. They obtained that the
aerosol ERF was positive over India, dominated by the strong positive forcing caused by present-day BC absorption. Similarly,
Ramachandran et al. (2022) analyzed from a subset of CMIP6 model simulations that multi-model ERFxry (ERF within the
atmosphere, i.e. the part of ERF that excludes surface absorption) is positive over India for the year 2014. Our results underline
these findings, as we obtained that future reductions in the BC emissions would lead to a negative radiative forcing for most
of India when compared to present-day emissions. However, as Ramachandran et al. (2022) concluded, there is a discrepancy
between climate models and measurements when it comes to magnitudes and trends in aerosol optical depth (AOD) and single
scattering albedo over Asia. Wang et al. (2021) also suggest that the representation of Asian aerosol trends in CMIP6 models is
incorrect between 2006 and 2014, This indicates that CMIP6 climate models overestimate the Asian aerosol concentrations for
the present-day conditions. However, as mentioned in Whaley et al. (2022), the recent decline in emissions from Asia is taken
into account in ECLIPSE V6b emissions, which suggests the overestimation of present-day aerosol concentrations should not

be a major concern in our simulations.
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On a global scale, Fig. 3f shows that the global RF4 gy forcing for both CLE_2030 and MITIG_2030 is positive. However, the
standard deviation for CLE_2030 RF R is larger than the actual signal. The global average RFaRj is larger for MITIG_2030
((0.09 4 0.04) Wm~—2) than for CLE_2030 ((0.02 £ 0.03) Wm~2). The slightly positive global RFsRr1 values are most likely
due to the strong reductions in sulfur emissions (see Table 1). However, the simultaneous changes in BC emissions counterbal-
ance some of the sulfate and OC reductions, which is why the RFsr; values are smaller than they would be if there would be
only sulfur reduced. The same applies to the global ERF values. The overall global ERF for CLE_2030is (0.214-0.44) Wm~2,
whereas for MITIG_2030 simulation, the global ERF is (0.87 4 0.41) Wm™2.

Even though our future aerosol emission scenarios included simultaneous mitigation of BC, OC and SO, the GHG con-
centrations were assumed to remain at present-day levels. Therefore, the ERF and RF Ry values calculated for CLE_2030 and
MITIG_2030 do not consider expected changes in GHGs, which would have potentially shifted the radiative forcing values
towards less-positive values. For instance, Smith and Mizrahi (2013) estimated the maximum methane reductions would lead
to a global forcing of approximately —0.08 Wm~2 by 2030. Similarly, Smith et al. (2020) concluded that maximal feasible
reductions in methane emissions could bring a —0.23 Wm~2 global forcing in 2040 compared to a reference scenario without
additional climate policies.

Furthermore, our climate modelling cases had only ten years of simulated data, which is a relatively short period for comput-
ing the ERF values for simulations with freely evolving wind fields. Hence, the modelled climate variability between distinct
simulation years translates into wide uncertainty ranges for both global and regional ERF. All in all, the RF g1 and ERF values
in Fig. 3 highlight that reducing anthropogenic aerosol emissions can lead to spatially heterogeneous forcing signals, depend-
ing on the region and the local conditions. The global ERF for MITIG_2030 was positive, whereas for the Indian territory the

ERF and RF Ry values were mostly negative or close to zero.

4 Conclusions

In this study, we used a machine learning method to downscale fine particle (PM2.5) concentrations from the global scale
aerosol-climate model ECHAM-HAMMOZ for surface PM2.5 values in the Indian mega-city New Delhi. We applied random
forest (RF) regression for downscaling, and used measured PM2.5 values from various ground stations located at New Delhi
for training the RF model.

Like many other global-scale climate models, ECHAM-HAMMOZ underestimates surface PM2.5 concentrations for several
urban regions. There are various factors in global-scale modelling that lead to this, coarse horizontal and vertical resolution
being one of the dominant reasons. Global climate models are by design intended to represent average concentrations over
larger areas than what urban cities typically occupy. This is why their output values often deviate from measured point concen-
trations from urban measurement stations. However, global climate models are good at modelling long-term climate effects of
air pollutants, which are important to consider when evaluating the changes in pollutant levels and improvements in air quality.

With the help of statistical downscaling, we were able to employ ECHAM-HAMMOZ for analyzing the effects of aerosol
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emission mitigation on local air quality, and also estimate the corresponding regional and global radiative forcing values that
affect future global warming progression.

The RF downscaling clearly improved the comparison between measured and modelled surface PM2.5. Especially the
yearly cycle and seasonal differences are much better captured in the RF-corrected PM2.5 concentrations when comparing
to the uncorrected ECHAM-HAMMOZ PM2.5 values. In addition, the overall correlation between RF-corrected and measured
PM2.5 concentrations was considerably higher than between the uncorrected PM2.5 from ECHAM-HAMMOZ and measured
values. However, the RF-corrected concentration values contained less extreme short-term variation (e.g. daily low and high
values) compared to the ground station data. The very high values (i.e. pollution episodes) are important when analysing the
health effects due to air pollution, since in addition to long-term exposure, high concentration short-term exposure is also known
to bring negative health effects (Wei et al., 2019). This indicates that, with the training data used here, our RF downscaling
correction is very well suited for applications which aim to analyze long-term trends in air pollution.

We further applied the RF model to free-running climate model simulations that had different scenarios for anthropogenic
aerosol emissions, namely black carbon (BC), organic carbon (OC) and sulfur dioxide (SO3). The aim was to analyze simul-
taneously both local air quality in New Delhi and regional radiative forcing under two future projections, business-as-usual
2030 (CLE_2030) and stringent mitigation in 2030 (MITIG_2030) scenarios, and compare those to the present-day simulation
(PRES). The PM2.5 concentrations for New Delhi were of the same order of magnitude for CLE_2030 and PRES, both before
and after the RF correction. Although the sulfur and BC emissions were smaller in CLE_2030, the OC emissions remained
almost constant between CLE_2030 and PRES. A large part of PM2.5 mass is due to OC, which is why the difference between
CLE_2030 and PRES was small. The PM2.5 concentrations for MITIG_2030 were remarkably lower than for PRES, which
was to be expected, as all the anthropogenic aerosol emissions were mitigated strongly. The results indicated that the RF down-
scaling is a solid method for fixing resolution biases in local surface concentrations from global-scale modelling data. However,
the downscaled results showed reduced short-term variation, which causes slight overestimation for some of the summertime
concentrations and underestimation of some of the highest wintertime values for New Delhi region.

In addition, we computed the corresponding regional and global radiative forcing values for the two future aerosol emission
simulations. Over India, the forcing due to aerosol-radiation interactions (RFar1) was negative over northern India for both
CLE_2030 and MITIG_2030. This was due to the dominating cooling contribution of the large reductions in BC emissions,
even though the scattering aerosol compounds, OC and sulfate, were decreased as well. In addition, the effective radiative
forcing (ERF) values were mostly negative over India for both CLE_2030 and MITIG_2030.

Globally, the average forcing values were positive for both the CLE_2030 and MITIG_2030 simulations. However, the net
radiative forcing values were spatially heterogeneous due to differences in emission levels and local environmental conditions,
as the obtained results for India show. Our results emphasize that, opposite to the effects of reducing well-mixed GHGs,
the impacts of aerosol mitigation can differ substantially between regions. For India, reducing aerosol emissions resulted in
negative forcing values, which suggests a net cooling effect due to aerosol mitigation. This suggests that, along with air quality

improvements, aerosol mitigation could potentially bring co-benefits to slowing down regional climate warming over India.
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The downscaling method applied in this paper employed only one type of machine learning algorithm. Further work with
the downscaling model could combine multiple machine learning and regression algorithms as an ensemble model (Di et al.,
2019). Moreover, our RF model could be developed towards a cascade-based RF (Yang et al., 2020), which might reveal some
higher order correlations from the input training data.

Correcting local air pollution levels from a global-scale model has two main advantages. First of all, one can conduct a
simulation with global coverage and for long time period, which may lower the total computational costs compared to modeling
with high resolution regional scale models. With the help of downscaling, the global model data can be then rectified with the
help of local ground station data. Secondly, this type of approach enables analyzing the effects of aerosol emission mitigation on
both local air quality and Earth’s energy budget simultaneously. Ideally, this improves the applicability of global climate models
on research questions concerned with multiple effects of local aerosol emission reductions. As there is an increasing number of
countries that have included BC in the Paris Agreement National Determined Contributions, the relevance of addressing both
local and global effects of country-level mitigation of BC and co-emitted aerosols is even greater. Furthermore, downscaling
global model products instead of using finer resolution models might require less computational capacity, and thereby decrease
the energy consumption of modelling. This in turn could help to reduce carbon footprint of climate modeling, which is critical

aspect in the era of decarbonizing anthropogenic activities (Lannelongue et al., 2021; Stevens et al., 2020).

Code and data availability. The ECHAM6-HAMMOZ model is made available to the scientific community under the HAMMOZ Software
License Agreement, which defines the conditions under which the model can be used. The license can be retrieved from
https://redmine.hammoz.ethz.ch/attachments/291/License_ ECHAM-HAMMOZ_June2012.pdf. The model data can be reproduced using
ECHAM-HAMMOZ model revision 6588 from the repository https://redmine.hammoz.ethz.ch/projects/hammoz (HAMMOZ consortium,
2019). The settings for the simulations and the Python3 scripts for data-analysis are given in the Fairdata Etsin service
https://etsin.fairdata.fi/dataset/17d65411-d94c-42eb-b055-4alb6bae5327 . All emission input files, except ECLIPSE V6b are ECHAM-
HAMMOZ standard and are available from the HAMMOZ repository (see https://redmine.hammoz.ethz.ch/projects/hammoz, HAMMOZ
consortium, 2019).

ECLIPSE V6b data files are available at https://previous.iiasa.ac.at/web/home/research/researchPrograms/air/ECLIPSEv6b.html .

Author contributions. TM performed all the simulations. TM, AL, HK, KEJL and TK designed and planned the study. TM, AL, TK and HK
conducted the data analysis and formulated the RF modeling set up. A-PH and VKS provided ground measurement data for the New Delhi

region. All authors contributed to the writing process.

Competing interests. The authors declare that they have no conflict of interest.

21



550

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Acknowledgements. This work was financially supported by the Academy of Finland Center of Excellence programme (grant no. 307331),
Academy of Finland Flagship (grant no. 337552), Academy of Finland projects no. 335562, 308292 and 283031, European Research Council
(ERC Starting Grant 678889), the Vilho, Yrjo and Kalle Viiséld Fund and the University of Eastern Finland Doctoral School Program in Envi-
ronmental Physics, Health and Biology. For computational resources, we acknowledge CSC — IT Center for Science, Finland. The ECHAM-
HAMMOZ model is developed by a consortium composed of the ETH Ziirich, Max Planck Institut fiir Meteorologie, Forschungszentrum
Jiilich, University of Oxford, Finnish Meteorological Institute, and Leibniz Institute for Tropospheric Research, and is managed by the Center

for Climate Systems Modeling (C2SM) at ETH Ziirich.

22



555

560

565

570

575

580

585

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

References

Altman, N. and Krzywinski, M.: Ensemble methods: bagging and random forests, Nature Methods, 14, 933-934,
https://doi.org/10.1038/nmeth.4438, 2017.

Amann, M., Bertok, I., Borken-Kleefeld, J., Cofala, J., Heyes, C., Hoglund-Isaksson, L., Klimont, Z., Nguyen, B., Posch, M., Rafaj, P., San-
dler, R., Schopp, W., Wagner, F., and Winiwarter, W.: Cost-effective control of air quality and greenhouse gases in Europe: Modeling and
policy applications, Environmental Modelling & Software, 26, 1489 — 1501, https://doi.org/https://doi.org/10.1016/j.envsoft.2011.07.012,
2011.

Auret, L. and Aldrich, C.: Interpretation of nonlinear relationships between process variables by use of random forests, Minerals Engineering,
35, 27-42, https://doi.org/10.1016/j.mineng.2012.05.008, 2012.

Backman, J., Schmeisser, L., and Asmi, E.: Asian Emissions Explain Much of the Arctic Black Carbon Events, Geophysical Research Letters,
48, €2020GL091 913, https://doi.org/https://doi.org/10.1029/2020GL091913, €2020GL091913 2020GL091913, 2021.

Bellouin, N., Quaas, J., Gryspeerdt, E., Kinne, S., Stier, P., Watson-Parris, D., Boucher, O., Carslaw, K. S., Christensen, M., Daniau, A.-
L., Dufresne, J.-L., Feingold, G., Fiedler, S., Forster, P, Gettelman, A., Haywood, J. M., Lohmann, U., Malavelle, F., Mauritsen, T.,
McCoy, D. T., Myhre, G., Miilmenstidt, J., Neubauer, D., Possner, A., Rugenstein, M., Sato, Y., Schulz, M., Schwartz, S. E., Sourdeval,
0., Storelvmo, T., Toll, V., Winker, D., and Stevens, B.: Bounding Global Aerosol Radiative Forcing of Climate Change, Reviews of
Geophysics, 58, e2019RG000 660, https://doi.org/10.1029/2019RG000660, 2020.

Bera, B., Bhattacharjee, S., Shit, P. K., Sengupta, N., and Saha, S.: Significant impacts of COVID-19 lockdown on urban air pollution in
Kolkata (India) and amelioration of environmental health, Environment, development and sustainability, 23, 6913-6940, 2021.

Blockeel, H. and De Raedt, L.: Top-down induction of first-order logical decision trees, Artificial Intelligence, 101, 285-297,
https://doi.org/https://doi.org/10.1016/S0004-3702(98)00034-4, 1998.

Boucher, O., Randall, D., Artaxo, P., Bretherton, C., Feingold, G., Forster, P., Kerminen, V.-M., Kondo, Y., Liao, H., Lohmann, U., Rasch, P.,
Satheesh, S., Sherwood, S., Stevens, B., and Zhang, X.: Clouds and Aerosols, book section 7, p. 571-658, Cambridge University Press,
Cambridge, United Kingdom and New York, NY, USA, https://doi.org/10.1017/CB0O9781107415324.016, 2013.

Bramer, M.: Avoiding Overfitting of Decision Trees, pp. 121-136, Springer London, London, https://doi.org/10.1007/978-1-4471-4884-5_9,
2013.

Breiman, L.: Random Forests, Machine Learning, 45, 5-32, https://doi.org/10.1023/A:1010933404324, 2001.

Breiman, L., Friedman, J. H., Olshen, R. A., and Stone, C. J.: Classification and Regression Trees, Statistics/Probability Series, Wadsworth
Publishing Company, Belmont, California, U.S.A., 1984.

Burnett, R., Chen, H., Szyszkowicz, M., Fann, N., Hubbell, B., Pope, C. A., Apte, J. S., Brauer, M., Cohen, A., Weichenthal, S., Coggins, J.,
Di, Q., Brunekreef, B., Frostad, J., Lim, S. S., Kan, H., Walker, K. D., Thurston, G. D., Hayes, R. B., Lim, C. C., Turner, M. C., Jerrett,
M., Krewski, D., Gapstur, S. M., Diver, W. R., Ostro, B., Goldberg, D., Crouse, D. L., Martin, R. V., Peters, P., Pinault, L., Tjepkema, M.,
van Donkelaar, A., Villeneuve, P. J., Miller, A. B., Yin, P, Zhou, M., Wang, L., Janssen, N. A. H., Marra, M., Atkinson, R. W., Tsang,
H., Quoc Thach, T., Cannon, J. B., Allen, R. T., Hart, J. E., Laden, F., Cesaroni, G., Forastiere, F., Weinmayr, G., Jaensch, A., Nagel,
G., Concin, H., and Spadaro, J. V.: Global estimates of mortality associated with long-term exposure to outdoor fine particulate matter,
Proceedings of the National Academy of Sciences of the United States of America, 115, 9592-9597, https://search.proquest.com/docview/
2099894631?accountid=11739, 2018.

23



590

595

600

605

610

615

620

625

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Cheng, T., Peng, Y., Feichter, J., and Tegen, 1.: An improvement on the dust emission scheme in the global aerosol-climate model ECHAMS-
HAM, Atmospheric Chemistry and Physics, 8, 1105-1117, https://doi.org/10.5194/acp-8-1105-2008, 2008.

Cherian, R., Quaas, J., Salzmann, M., and Tomassini, L.: Black carbon indirect radiative effects in a climate model, Tellus B: Chemical and
Physical Meteorology, 69, 1369 342, https://doi.org/10.1080/16000889.2017.1369342, 2017.

Collins, W. D., Ramaswamy, V., Schwarzkopf, M. D., Sun, Y., Portmann, R. W., Fu, Q., Casanova, S. E. B., Dufresne, J.-L., Fillmore,
D. W, Forster, P. M. D., Galin, V. Y., Gohar, L. K., Ingram, W. J., Kratz, D. P,, Lefebvre, M.-P,, Li, J., Marquet, P., Oinas, V., Tsushima,
Y., Uchiyama, T., and Zhong, W. Y.: Radiative forcing by well-mixed greenhouse gases: Estimates from climate models in the Inter-
governmental Panel on Climate Change (IPCC) Fourth Assessment Report (AR4), Journal of Geophysical Research: Atmospheres, 111,
https://doi.org/10.1029/2005JD006713, 2006.

Cooney, C. M.: Downscaling climate models: sharpening the focus on local-level changes, Environmental health perspectives, 120, a22—a28,
https://doi.org/10.1289/ehp.120-a22, 2012.

Copernicus Climate Change Service (C3S): ERAS: Fifth generation of ECMWF atmospheric reanalyses of the global climate, https://cds.
climate.copernicus.eu/cdsapp#!/home, accessed July 22nd, 2021, 2017.

CPCB: National Ambient Air Quality Status and Trends 2019, National Ambient Air Quality Monitoring, Central Pollution Control Board,
Ministry of Environment and Forest, NAAQMS/45/2019-2020 Available from: Government of India, https://cpcb.nic.in/upload/NAAQS _
2019.pdf, accessed 11th July, 2022, 2020.

Crawford, J., Venkataraman, K., and Booth, J.: Developing climate model ensembles: A comparative case study, Journal of Hydrology, 568,
160173, https://doi.org/https://doi.org/10.1016/j.jhydrol.2018.10.054, 2019.

Delhi Pollution Control Committee: DPCC, https://www.dpcc.delhigovt.nic.in/, retrieved on 23th June, 2022, 2022.

Di, Q., Amini, H., Shi, L., Kloog, I., Silvern, R., Kelly, J., Sabath, M. B., Choirat, C., Koutrakis, P., Lyapustin, A., Wang, Y., Mickley,
L. J., and Schwartz, J.: An ensemble-based model of PM2.5 concentration across the contiguous United States with high spatiotemporal
resolution, Environment International, 130, 104 909, https://doi.org/https://doi.org/10.1016/j.envint.2019.104909, 2019.

Fairlie, T. D., Liu, H., Vernier, J.-P., Campuzano-Jost, P., Jimenez, J. L., Jo, D. S., Zhang, B., Natarajan, M., Avery, M. A., and Huey,
G.: Estimates of Regional Source Contributions to the Asian Tropopause Aerosol Layer Using a Chemical Transport Model, Journal of
Geophysical Research: Atmospheres, 125, €2019JD031 506, https://doi.org/https://doi.org/10.1029/2019JD031506, 2020.

Fawagreh, K., Gaber, M. M., and Elyan, E.: Random forests: from early developments to recent advancements, Systems Science & Control
Engineering, 2, 602—609, https://doi.org/10.1080/21642583.2014.956265, 2014.

Fricko, O., Havlik, P., Rogelj, J., Klimont, Z., Gusti, M., Johnson, N., Kolp, P., Strubegger, M., Valin, H., Amann, M., Ermolieva, T., Forsell,
N., Herrero, M., Heyes, C., Kindermann, G., Krey, V., McCollum, D. L., Obersteiner, M., Pachauri, S., Rao, S., Schmid, E., Schoepp, W.,
and Riahi, K.: The marker quantification of the Shared Socioeconomic Pathway 2: A middle-of-the-road scenario for the 21st century,
Global Environmental Change, 42, 251-267, https://doi.org/https://doi.org/10.1016/j.gloenvcha.2016.06.004, 2017.

Gao, M., Han, Z., Liu, Z., Li, M., Xin, J., Tao, Z., Li, J., Kang, J.-E., Huang, K., Dong, X., Zhuang, B., Li, S., Ge, B., Wu, Q., Cheng, Y.,
Wang, Y., Lee, H.-J., Kim, C.-H., Fu, J. S., Wang, T., Chin, M., Woo, J.-H., Zhang, Q., Wang, Z., and Carmichael, G. R.: Air quality
and climate change, Topic 3 of the Model Inter-Comparison Study for Asia Phase III (MICS-Asia III) — Part 1: Overview and model
evaluation, Atmospheric Chemistry and Physics, 18, 4859-4884, https://doi.org/10.5194/acp-18-4859-2018, 2018.

GBD 2015 Risk Factors Collaborators: Global, regional, and national comparative risk assessment of 79 behavioural, environmental and
occupational, and metabolic risks or clusters of risks, 1990-2015: a systematic analysis for the Global Burden of Disease Study 2015,

Lancet, 388, 1659-1724, 2016.

24



630

635

640

645

650

655

660

665

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Geng, G., Meng, X., He, K., and Liu, Y.: Random forest models for PM2.5 speciation concentrations using MISR fractional AODs, Environ-
mental Research Letters, 15, 034 056, https://doi.org/10.1088/1748-9326/ab76df, 2020.

Guo, H., Kota, S. H., Chen, K., Sahu, S. K., Hu, J., Ying, Q., Wang, Y., and Zhang, H.: Source contributions and potential reductions to health
effects of particulate matter in India, Atmospheric Chemistry and Physics, 18, 15219-15 229, https://doi.org/10.5194/acp-18-15219-2018,
2018.

Hama, S. M., Kumar, P., Harrison, R. M., Bloss, W. J., Khare, M., Mishra, S., Namdeo, A., Sokhi, R., Goodman, P., and Sharma, C.: Four-year
assessment of ambient particulate matter and trace gases in the Delhi-NCR region of India, Sustainable Cities and Society, 54, 102 003,
https://doi.org/https://doi.org/10.1016/j.s¢s.2019.102003, 2020.

Hammer, M. S., van Donkelaar, A., Li, C., Lyapustin, A., Sayer, A. M., Hsu, N. C., Levy, R. C., Garay, M. J., Kalashnikova, O. V.,
Kahn, R. A., Brauer, M., Apte, J. S., Henze, D. K., Zhang, L., Zhang, Q., Ford, B., Pierce, J. R., and Martin, R. V.: Global Estimates
and Long-Term Trends of Fine Particulate Matter Concentrations (1998-2018), Environmental Science & Technology, 54, 78797890,
https://doi.org/10.1021/acs.est.0c01764, 2020.

Harmsen, M. J. H. M., van Dorst, P., van Vuuren, D. P., van den Berg, M., Van Dingenen, R., and Klimont, Z.: Co-benefits of black carbon
mitigation for climate and air quality, Climatic Change, 163, 1519-1538, https://doi.org/10.1007/s10584-020-02800-8, 2020.

Hegglin, M., Kinnison, D., Lamarque, J.-F., and Plummer, D.: CCMI ozone in support of CMIP6 - version 1.0,
https://doi.org/10.22033/ESGF/input4MIPs.1115, 2016.

Heinold, B., Tegen, I., Schepanski, K., and Banks, J. R.: New developments in the representation of Saharan dust sources in the aerosol—
climate model ECHAM6-HAM?2, Geoscientific Model Development, 9, 765-777, https://doi.org/10.5194/gmd-9-765-2016, 2016.

Hersbach, H., Bell, B., Berrisford, P., Hirahara, S., Hordnyi, A., Mufoz-Sabater, J., Nicolas, J., Peubey, C., Radu, R., Schepers, D., Sim-
mons, A., Soci, C., Abdalla, S., Abellan, X., Balsamo, G., Bechtold, P., Biavati, G., Bidlot, J., Bonavita, M., De Chiara, G., Dahlgren,
P, Dee, D., Diamantakis, M., Dragani, R., Flemming, J., Forbes, R., Fuentes, M., Geer, A., Haimberger, L., Healy, S., Hogan, R. J.,
Hélm, E., Janiskovd, M., Keeley, S., Laloyaux, P., Lopez, P., Lupu, C., Radnoti, G., de Rosnay, P., Rozum, 1., Vamborg, F., Vil-
laume, S., and Thépaut, J.-N.: The ERAS5 global reanalysis, Quarterly Journal of the Royal Meteorological Society, 146, 1999-2049,
https://doi.org/https://doi.org/10.1002/qj.3803, 2020.

Ho, T. K.: Random decision forests, in: Proceedings of 3rd International Conference on Document Analysis and Recognition, vol. 1, pp.
278-282 vol.1, https://doi.org/10.1109/ICDAR.1995.598994, 1995.

Holopainen, E., Kokkola, H., Laakso, A., and Kiihn, T.: In-cloud scavenging scheme for sectional aerosol modules — implementation in the
framework of the Sectional Aerosol module for Large Scale Applications version 2.0 (SALSA2.0) global aerosol module, Geoscientific
Model Development, 13, 6215-6235, https://doi.org/10.5194/gmd-13-6215-2020, 2020.

Honkonen, T.: Tackling Cookstove Emissions in India: Towards an Enabling Policy Environment and More Effective Legal Solution, Law,
Environment and Development Journal, 16, 195-213, https://doi.org/https://doi.org/10.25501/SOAS.00033485, 2020.

ITASA: ECLIPSE V6b, https://iiasa.ac.at/web/home/research/researchPrograms/air/ECLIPSEv6.html, retrieved on 14th July,2021, 2021.

Im, U., Tsigaridis, K., Faluvegi, G., Langen, P. L., French, J. P., Mahmood, R., Thomas, M. A., von Salzen, K., Thomas, D. C., Whaley,
C. H., Klimont, Z., Skov, H., and Brandt, J.: Present and future aerosol impacts on Arctic climate change in the GISS-E2.1 Earth system
model, Atmospheric Chemistry and Physics, 21, 10413-10438, https://doi.org/10.5194/acp-21-10413-2021, 2021.

Inness, A., Baier, F.,, Benedetti, A., Bouarar, 1., Chabrillat, S., Clark, H., Clerbaux, C., Coheur, P., Engelen, R. J., Errera, Q., Flemming, J.,
George, M., Granier, C., Hadji-Lazaro, J., Huijnen, V., Hurtmans, D., Jones, L., Kaiser, J. W., Kapsomenakis, J., Lefever, K., Leitdo, J.,
Razinger, M., Richter, A., Schultz, M. G., Simmons, A. J., Suttie, M., Stein, O., Thépaut, J.-N., Thouret, V., Vrekoussis, M., Zerefos,

25



670

675

680

685

690

695

700

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

C., and the MACC team: The MACC reanalysis: an 8 yr data set of atmospheric composition, Atmospheric Chemistry and Physics, 13,
4073-41009, https://doi.org/10.5194/acp-13-4073-2013, 2013.

Ivatt, P. D. and Evans, M. J.: Improving the prediction of an atmospheric chemistry transport model using gradient-boosted regression trees,
Atmospheric Chemistry and Physics, 20, 8063—-8082, https://doi.org/10.5194/acp-20-8063-2020, 2020.

Jethva, H., Torres, O., Field, R. D., Lyapustin, A., Gautam, R., and Kayetha, V.: Connecting crop productivity, residue fires, and air quality
over northern India, Scientific Reports, 9, 1-11, 2019.

Kaiser, J. W., Heil, A., Andreae, M. O., Benedetti, A., Chubarova, N., Jones, L., Morcrette, J.-J., Razinger, M., Schultz, M. G., Suttie, M.,
and van der Werf, G. R.: Biomass burning emissions estimated with a global fire assimilation system based on observed fire radiative
power, Biogeosciences, 9, 527-554, https://doi.org/10.5194/bg-9-527-2012, 2012.

Klimont, Z., Kupiainen, K., Heyes, C., Purohit, P., Cofala, J., Rafaj, P., Borken-Kleefeld, J., and Schopp, W.: Global anthropogenic emissions
of particulate matter including black carbon, Atmospheric Chemistry and Physics, 17, 8681-8723, https://doi.org/10.5194/acp-17-8681-
2017, 2017.

Kokkola, H., Kithn, T., Laakso, A., Bergman, T., Lehtinen, K. E. J., Mielonen, T., Arola, A., Stadtler, S., Korhonen, H., Ferrachat, S.,
Lohmann, U., Neubauer, D., Tegen, ., Siegenthaler-Le Drian, C., Schultz, M. G., Bey, L., Stier, P., Daskalakis, N., Heald, C. L., and
Romakkaniemi, S.: SALSA2.0: The sectional aerosol module of the aerosol-chemistry—climate model ECHAM®6.3.0-HAM2.3-MOZ1.0,
Geoscientific Model Development, 11, 3833, https://search.proquest.com/docview/2112010641?accountid=11739, 2018.

Kiihn, T., Kupiainen, K., Miinalainen, T., Kokkola, H., Paunu, V.-V., Laakso, A., Tonttila, J., Van Dingenen, R., Kulovesi, K., Karvosenoja,
N., and Lehtinen, K. E. J.: Effects of black carbon mitigation on Arctic climate, Atmospheric Chemistry and Physics, 20, 5527-5546,
https://doi.org/10.5194/acp-20-5527-2020, 2020.

Kukkonen, J., Kangas, L., Kauhaniemi, M., Sofiev, M., Aarnio, M., Jaakkola, J. J. K., Kousa, A., and Karppinen, A.: Modelling of the
urban concentrations of PM2.5 on a high resolution for a period of 35 years, for the assessment of lifetime exposure and health effects,
Atmospheric Chemistry and Physics, 18, 8041-8064, https://doi.org/10.5194/acp-18-8041-2018, 2018.

Lamarque, J.-F., Bond, T. C., Eyring, V., Granier, C., Heil, A., Klimont, Z., Lee, D., Liousse, C., Mieville, A., Owen, B., Schultz, M. G.,
Shindell, D., Smith, S. J., Stehfest, E., Van Aardenne, J., Cooper, O. R., Kainuma, M., Mahowald, N., McConnell, J. R., Naik, V., Riahi,
K., and van Vuuren, D. P.: Historical (1850-2000) gridded anthropogenic and biomass burning emissions of reactive gases and aerosols:
methodology and application, Atmospheric Chemistry and Physics, 10, 7017-7039, https://doi.org/10.5194/acp-10-7017-2010, 2010.

Lannelongue, L., Grealey, J., Bateman, A., and Inouye, M.: Ten simple rules to make your computing more environmentally sustainable,
PLOS Computational Biology, 17, 1-8, https://doi.org/10.1371/journal.pcbi.1009324, 2021.

Lau, W. K. M., Yuan, C., and Li, Z.: Origin, Maintenance and Variability of the Asian Tropopause Aerosol Layer (ATAL): The Roles of
Monsoon Dynamics, Scientific Reports, 8, 3960, https://doi.org/10.1038/s41598-018-22267-z, 2018.

Li, Y., Henze, D. K., Jack, D., and Kinney, P. L.: The influence of air quality model resolution on health impact assessment for fine particulate
matter and its components, Air quality, atmosphere, & health, 9, 51-68, https://doi.org/10.1007/s11869-015-0321-z, 2016.

Lipponen, A., Kolehmainen, V., Romakkaniemi, S., and Kokkola, H.: Correction of approximation errors with Random Forests applied to
modelling of cloud droplet formation, Geoscientific Model Development, 6, 2087-2098, https://doi.org/10.5194/gmd-6-2087-2013, 2013.

Lu, W.-Z. and Wang, W.-].: Potential assessment of the “support vector machine” method in forecasting ambient air pollutant trends, Chemo-
sphere, 59, 693-701, https://doi.org/https://doi.org/10.1016/j.chemosphere.2004.10.032, 2005.

Murari, V., Kumar, M., Barman, S., and Banerjee, T.: Temporal variability of MODIS aerosol optical depth and chemical characterization of

airborne particulates in Varanasi, India, Environmental Science and Pollution Research, 22, 1329-1343, 2015.

26



705

710

715

720

725

730

735

740

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Myhre, G., Samset, B. H., Schulz, M., Balkanski, Y., Bauer, S., Berntsen, T. K., Bian, H., Bellouin, N., Chin, M., Diehl, T., Easter, R. C.,
Feichter, J., Ghan, S. J., Hauglustaine, D., Iversen, T., Kinne, S., Kirkevag, A., Lamarque, J.-F., Lin, G., Liu, X., Lund, M. T., Luo, G.,
Ma, X., van Noije, T., Penner, J. E., Rasch, P. J., Ruiz, A., Seland, @., Skeie, R. B., Stier, P., Takemura, T., Tsigaridis, K., Wang, P., Wang,
Z.,Xu, L., Yu, H., Yu, F, Yoon, J.-H., Zhang, K., Zhang, H., and Zhou, C.: Radiative forcing of the direct aerosol effect from AeroCom
Phase II simulations, Atmospheric Chemistry and Physics, 13, 1853-1877, https://doi.org/10.5194/acp-13-1853-2013, 2013.

Neubauer, D., Ferrachat, S., Siegenthaler-Le Drian, C., Stier, P., Partridge, D. G., Tegen, L., Bey, L., Stanelle, T., Kokkola, H., and Lohmann,
U.: The global aerosol—climate model ECHAM6.3-HAM?2.3 — Part 2: Cloud evaluation, aerosol radiative forcing, and climate sensitivity,
Geoscientific Model Development, 12, 3609-3639, https://doi.org/10.5194/gmd-12-3609-2019, 2019.

Nolte, C. G., Spero, T. L., Bowden, J. H., Mallard, M. S., and Dolwick, P. D.: The potential effects of climate change on air quality across the
conterminous US at 2030 under three Representative Concentration Pathways, Atmospheric Chemistry and Physics, 18, 15471-15489,
https://doi.org/10.5194/acp-18-15471-2018, 2018.

O’Connor, F. M., Abraham, N. L., Dalvi, M., Folberth, G. A., Griffiths, P. T., Hardacre, C., Johnson, B. T., Kahana, R., Keeble, J., Kim, B.,
Morgenstern, O., Mulcahy, J. P., Richardson, M., Robertson, E., Seo, J., Shim, S., Teixeira, J. C., Turnock, S. T., Williams, J., Wiltshire,
A.J., Woodward, S., and Zeng, G.: Assessment of pre-industrial to present-day anthropogenic climate forcing in UKESM1, Atmospheric
Chemistry and Physics, 21, 1211-1243, https://doi.org/10.5194/acp-21-1211-2021, 2021.

Pang, B., Yue, J., Zhao, G., and Xu, Z.: Statistical Downscaling of Temperature with the Random Forest Model, Advances in Meteorology,
2017, 7265 178, https://doi.org/10.1155/2017/7265178, 2017.

Pedregosa, F., Varoquaux, G., Gramfort, A., Michel, V., Thirion, B., Grisel, O., Blondel, M., Prettenhofer, P., Weiss, R., Dubourg, V.,
Vanderplas, J., Passos, A., Cournapeau, D., Brucher, M., Perrot, M., and Duchesnay, E.: Scikit-learn: Machine Learning in Python, Journal
of Machine Learning Research, 12, 2825-2830, 2011.

Ramachandran, S., Rupakheti, M., and Cherian, R.: Insights into recent aerosol trends over Asia from observations and CMIP6 simulations,
Science of The Total Environment, 807, 150 756, https://doi.org/https://doi.org/10.1016/j.scitotenv.2021.150756, 2022.

Sahu, S. K., Sharma, S., Zhang, H., Chejarla, V., Guo, H., Hu, J., Ying, Q., Xing, J., and Kota, S. H.: Estimating ground level PM2.5
concentrations and associated health risk in India using satellite based AOD and WRF predicted meteorological parameters, Chemosphere,
255, 126 969, https://doi.org/10.1016/j.chemosphere.2020.126969, 2020.

Saikawa, E., Panday, A., Kang, S., Gautam, R., Zusman, E., Cong, Z., Somanathan, E., and Adhikary, B.: Air Pollution in the Hindu Kush
Himalaya, pp. 339-387, Springer International Publishing, Cham, https://doi.org/10.1007/978-3-319-92288-1_10, 2019.

Saraswati, George, M. P, Sharma, S. K., Mandal, T. K., and Kotnala, R. K.: Simultaneous Measurements of Ambient NH3
and Its Relationship with Other Trace Gases, PM2.5 and Meteorological Parameters over Delhi, India, MAPAN, 34, 55-69,
https://doi.org/10.1007/s12647-018-0286-0, 2019.

Schultz, M. G., Stadtler, S., Schroder, S., Taraborrelli, D., Franco, B., Krefting, J., Henrot, A., Ferrachat, S., Lohmann, U., Neubauer,
D., Siegenthaler-Le Drian, C., Wahl, S., Kokkola, H., Kiihn, T., Rast, S., Schmidt, H., Stier, P., Kinnison, D., Tyndall, G. S., Orlando,
J. J., and Wespes, C.: The chemistry—climate model ECHAM6.3-HAM?2.3-MOZ1.0, Geoscientific Model Development, 11, 1695-1723,
https://doi.org/10.5194/gmd-11-1695-2018, 2018.

Shaddick, G., Thomas, M. L., Mudu, P., Ruggeri, G., and Gumy, S.: Half the world’s population are exposed to increasing air pollution, npj
Climate and Atmospheric Science, 3, 23, https://doi.org/10.1038/s41612-020-0124-2, 2020.

Sharma, D., Soni, V. K., and Pradhan, S.: Assessment of variation in air quality over Delhi and neighbouring cities of Noida and Greater

Noida, Journal of Earth System Science, 131, 155, https://doi.org/10.1007/s12040-022-01902-4, 2022.

27



745

750

755

760

765

770

775

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Silibello, C., D’ Allura, A., Finardi, S., Bolignano, A., and Sozzi, R.: Application of bias adjustment techniques to improve air quality
forecasts, Atmospheric Pollution Research, 6, 928-938, https://doi.org/https://doi.org/10.1016/j.apr.2015.04.002, 2015.

Smith, S. J. and Mizrahi, A.: Near-term climate mitigation by short-lived forcers, Proceedings of the National Academy of Sciences of the
United States of America, 110, 14202-14 206, https://doi.org/10.1073/pnas.1308470110, 2013.

Smith, S. J., Chateau, J., Dorheim, K., Drouet, L., Durand-Lasserve, O., Fricko, O., Fujimori, S., Hanaoka, T., Harmsen, M., Hilaire, J.,
Keramidas, K., Klimont, Z., Luderer, G., Moura, M. C. P, Riahi, K., Rogelj, J., Sano, F., van Vuuren, D. P., and Wada, K.: Impact of
methane and black carbon mitigation on forcing and temperature: a multi-model scenario analysis, Climatic Change, 163, 1427-1442,
https://doi.org/10.1007/s10584-020-02794-3, 2020.

Stevens, A. R. H., Bellstedt, S., Elahi, P. J., and Murphy, M. T.: The imperative to reduce carbon emissions in astronomy, Nature Astronomy,
4, 843-851, https://doi.org/10.1038/s41550-020-1169-1, 2020.

Stevens, B., Giorgetta, M., Esch, M., Mauritsen, T., Crueger, T., Rast, S., Salzmann, M., Schmidt, H., Bader, J., Block, K., Brokopf, R.,
Fast, 1., Kinne, S., Kornblueh, L., Lohmann, U., Pincus, R., Reichler, T., and Roeckner, E.: Atmospheric component of the MPI-M Earth
System Model: ECHAMBO, Journal of Advances in Modeling Earth Systems, 5, 146 — 172, http://search.ebscohost.com/login.aspx ?direct=
true&db=aph& AN=89241377 &site=ehost-live, 2013.

Stohl, A., Aamaas, B., Amann, M., Baker, L. H., Bellouin, N., Berntsen, T. K., Boucher, O., Cherian, R., Collins, W., Daskalakis, N., Dusin-
ska, M., Eckhardt, S., Fuglestvedt, J. S., Harju, M., Heyes, C., Hodnebrog, @., Hao, J., Im, U., Kanakidou, M., Klimont, Z., Kupiainen,
K., Law, K. S., Lund, M. T., Maas, R., MaclIntosh, C. R., Myhre, G., Myriokefalitakis, S., Olivié, D., Quaas, J., Quennehen, B., Raut,
J.-C., Rumbold, S. T., Samset, B. H., Schulz, M., Seland, @., Shine, K. P., Skeie, R. B., Wang, S., Yttri, K. E., and Zhu, T.: Evaluating the
climate and air quality impacts of short-lived pollutants, Atmospheric Chemistry and Physics, 15, 10529, 2015.

System of Air Quality and Weather Forecasting And Research: SAFAR, http://safar.tropmet.res.in/QA%20& %20QC-42-5-Details, retrieved
on 23th June, 2022, 2022.

Taylor, K. E., Stouffer, R. J., and Meehl, G. A.: An Overview of CMIPS5 and the Experiment Design, Bulletin of the American Meteorological
Society, 93, 485498, https://doi.org/10.1175/BAMS-D-11-00094.1, 2012.

Tegen, 1., Harrison, S. P.,, Kohfeld, K., Prentice, I. C., Coe, M., and Heimann, M.: Impact of vegetation and preferential source areas
on global dust aerosol: Results from a model study, Journal of Geophysical Research: Atmospheres, 107, AAC 14-1-AAC 14-27,
https://doi.org/10.1029/2001JD000963, 2002.

Tegen, 1., Neubauer, D., Ferrachat, S., Siegenthaler-Le Drian, C., Bey, 1., Schutgens, N., Stier, P., Watson-Parris, D., Stanelle, T.,
Schmidt, H., Rast, S., Kokkola, H., Schultz, M., Schroeder, S., Daskalakis, N., Barthel, S., Heinold, B., and Lohmann, U.: The
global aerosol-climate model ECHAMG6.3-HAM2.3 — Part 1: Aerosol evaluation, Geoscientific Model Development, 12, 1643-1677,
https://doi.org/10.5194/gmd-12-1643-2019, 2019.

Thomson, A. M., Calvin, K. V., Smith, S. J., Kyle, G. P, Volke, A., Patel, P, Delgado-Arias, S., Bond-Lamberty, B., Wise, M. A.,
Clarke, L. E., and Edmonds, J. A.: RCP4.5: a pathway for stabilization of radiative forcing by 2100, Climatic Change, 109, 77,
https://doi.org/10.1007/s10584-011-0151-4, 2011.

Trail, M., Tsimpidi, A. P., Liu, P., Tsigaridis, K., Hu, Y., Nenes, A., and Russell, A. G.: Downscaling a global climate model to simulate
climate change over the US and the implication on regional and urban air quality, Geoscientific Model Development, 6, 1429-1445,
https://doi.org/10.5194/gmd-6-1429-2013, 2013.

Tran Anh, Q. and Taniguchi, K.: Coupling dynamical and statistical downscaling for high-resolution rainfall forecasting: case study of the

Red River Delta, Vietnam, Progress in Earth and Planetary Science, 5, 28, https://doi.org/10.1186/s40645-018-0185-6, 2018.

28



780

785

790

795

800

805

810

815

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Trevor, H., Robert, T., and Jerome, F.: The Elements of Statistical Learning : Data Mining, Inference, and Prediction, Second Edition., vol.
Second edition, corrected 7th printing of Springer Series in Statistics, Springer, https://search.ebscohost.com/login.aspx ?direct=true&db=
nlebk&AN=277008&site=ehost-live, 2009.

Turnock, S. T., Allen, R. J., Andrews, M., Bauer, S. E., Deushi, M., Emmons, L., Good, P., Horowitz, L., John, J. G., Michou, M., Nabat, P.,
Naik, V., Neubauer, D., O’Connor, F. M., Olivié, D., Oshima, N., Schulz, M., Sellar, A., Shim, S., Takemura, T., Tilmes, S., Tsigaridis,
K., Wu, T., and Zhang, J.: Historical and future changes in air pollutants from CMIP6 models, Atmospheric Chemistry and Physics, 20,
14 547-14 579, https://doi.org/10.5194/acp-20-14547-2020, 2020.

Twomey, S.: The Influence of Pollution on the Shortwave Albedo of Clouds, Journal of the Atmospheric Sciences, 34, 1149-1152,
https://doi.org/10.1175/1520-0469(1977)034<1149:TIOPOT>2.0.CO;2, 1977.

van Vuuren, D. P., Edmonds, J., Kainuma, M., Riahi, K., Thomson, A., Hibbard, K., Hurtt, G. C., Kram, T., Krey, V., Lamarque, J.-F., Masui,
T., Meinshausen, M., Nakicenovic, N., Smith, S. J., and Rose, S. K.: The representative concentration pathways: an overview, Climatic
Change, 109, 5, https://doi.org/10.1007/s10584-011-0148-z, 2011.

Vernier, J.-P., Fairlie, T. D., Natarajan, M., Wienhold, F. G., Bian, J., Martinsson, B. G., Crumeyrolle, S., Thomason, L. W., and Bedka,
K. M.: Increase in upper tropospheric and lower stratospheric aerosol levels and its potential connection with Asian pollution, Journal of
geophysical research. Atmospheres : JGR, 120, 1608-1619, https://doi.org/10.1002/2014JD022372, 2015.

Vohra, K., Vodonos, A., Schwartz, J., Marais, E. A., Sulprizio, M. P., and Mickley, L. J.: Global mortality from outdoor
fine particle pollution generated by fossil fuel combustion: Results from GEOS-Chem, Environmental Research, 195, 110754,
https://doi.org/https://doi.org/10.1016/j.envres.2021.110754, 2021.

Wang, Z., Lin, L., Xu, Y., Che, H., Zhang, X., Zhang, H., Dong, W., Wang, C., Gui, K., and Xie, B.: Incorrect Asian aerosols af-
fecting the attribution and projection of regional climate change in CMIP6 models, npj Climate and Atmospheric Science, 4, 2,
https://doi.org/10.1038/s41612-020-00159-2, 2021.

Watson, G. L., Telesca, D., Reid, C. E., Pfister, G. G., and Jerrett, M.: Machine learning models accurately predict ozone exposure during
wildfire events, Environmental Pollution, 254, 112792, https://doi.org/https://doi.org/10.1016/j.envpol.2019.06.088, 2019.

Wei, L., Lu, Z., Wang, Y., Liu, X., Wang, W., Wu, C., Zhao, X., Rahimi, S., Xia, W., and Jiang, Y.: Black carbon-climate interactions regulate
dust burdens over India revealed during COVID-19, Nature Communications, 13, 1839, https://doi.org/10.1038/s41467-022-29468-1,
2022.

Wei, Y., Wang, Y., Di, Q., Choirat, C., Wang, Y., Koutrakis, P., Zanobetti, A., Dominici, F., and Schwartz, J. D.: Short term exposure to
fine particulate matter and hospital admission risks and costs in the Medicare population: time stratified, case crossover study, BMJ, 367,
https://doi.org/10.1136/bmj.16258, 2019.

Whaley, C. H., Mahmood, R., von Salzen, K., Winter, B., Eckhardt, S., Arnold, S., Beagley, S., Becagli, S., Chien, R.-Y., Christensen, J.,
Damani, S. M., Dong, X., Eleftheriadis, K., Evangeliou, N., Faluvegi, G., Flanner, M., Fu, J. S., Gauss, M., Giardi, F., Gong, W., Hjorth,
J. L., Huang, L., Im, U., Kanaya, Y., Krishnan, S., Klimont, Z., Kiihn, T., Langner, J., Law, K. S., Marelle, L., Massling, A., Olivié, D., On-
ishi, T., Oshima, N., Peng, Y., Plummer, D. A., Popovicheva, O., Pozzoli, L., Raut, J.-C., Sand, M., Saunders, L. N., Schmale, J., Sharma,
S., Skeie, R. B., Skov, H., Taketani, F., Thomas, M. A., Traversi, R., Tsigaridis, K., Tsyro, S., Turnock, S., Vitale, V., Walker, K. A., Wang,
M., Watson-Parris, D., and Weiss-Gibbons, T.: Model evaluation of short-lived climate forcers for the Arctic Monitoring and Assessment
Programme: a multi-species, multi-model study, Atmospheric Chemistry and Physics, 22, 5775-5828, https://doi.org/10.5194/acp-22-
5775-2022, 2022.

29



820

825

830

https://doi.org/10.5194/acp-2022-513 Atmospheric
Preprint. Discussion started: 1 August 2022 Chemistry
(© Author(s) 2022. CC BY 4.0 License. and Physics

Discussions
By

Xu, H., Ren, Y., Zhang, W., Meng, W., Yun, X., Yu, X., Li, J., Zhang, Y., Shen, G., Ma, J., Li, B., Cheng, H., Wang, X., Wan, Y., and Tao, S.:
Updated Global Black Carbon Emissions from 1960 to 2017: Improvements, Trends, and Drivers, Environmental Science & Technology,
55, 78697879, https://doi.org/10.1021/acs.est.1c03117, 2021.

Yang, Q., Yuan, Q., Li, T, and Yue, L.. Mapping PM2.5 concentration at high resolution using a cascade ran-
dom forest based downscaling model: Evaluation and application, Journal of Cleaner Production, 277, 123887,
https://doi.org/https://doi.org/10.1016/j.jclepro.2020.123887, 2020.

Zamani Joharestani, M., Cao, C., Ni, X., Bashir, B., and Talebiesfandarani, S.: PM2.5 Prediction Based on Random Forest, XGBoost, and
Deep Learning Using Multisource Remote Sensing Data, Atmosphere, 10, https://doi.org/10.3390/atmos10070373, 2019.

Zhang, K., Wan, H., Liu, X., Ghan, S. J., Kooperman, G. J., Ma, P.-L., Rasch, P. J., Neubauer, D., and Lohmann, U.: Technical
Note: On the use of nudging for aerosol-climate model intercomparison studies, Atmospheric Chemistry and Physics, 14, 8631-8645,
https://doi.org/10.5194/acp-14-8631-2014, 2014.

Zhao, N., Dong, X., Huang, K., Fu, J. S., Lund, M. T., Sudo, K., Henze, D., Kucsera, T., Lam, Y. F., Chin, M., and Tilmes, S.: Responses
of Arctic black carbon and surface temperature to multi-region emission reductions: a Hemispheric Transport of Air Pollution Phase
2 (HTAP2) ensemble modeling study, Atmospheric Chemistry and Physics, 21, 8637-8654, https://doi.org/10.5194/acp-21-8637-2021,
2021.

30



