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ABSTRACT

Ensemble-based methods for data assimilation and emission inversions are a popular way to encode
flow-dependency within the model error covariance. While most ensemble methods do not require
the use of an adjoint model, the need to repeatedly run a geophysical model to generate the ensem-
ble can be a significant computational burden. In this paper, we introduce EnsAl, a new Al-based
ensemble generation system for atmospheric chemical constituents. When trained on an existing
ensemble for ammonia generated by the GEM-MACH air quality model, it was shown that the en-
sembles produced by EnsAl can accurately reproduce the meteorology-dependent features of the
original ensemble, while generating the ensemble 3,300 times faster than the original GEM-MACH
ensemble. While EnsAl requires an upfront cost for generating an ensemble used for training, as
well as the training itself, the long term computational savings can greatly exceed these initial com-
putational costs. When used in an emissions inversion system, EnsAl produced similar inversion
results to those in which the original GEM-MACH ensemble was used while using significantly less
computational resources.

1 Introduction

Ensemble forecasting of atmospheric models has become an invaluable tool in atmospheric modeling over the past few
decades. An ensemble of atmospheric states has the ability to represent the uncertainty associated with an atmospheric
model and can encode information about both the level of uncertainty of particular state variables as well as the
correlation between the uncertainties of different variables. Quantifying the uncertainty of atmospheric forecasts
is not only useful when interpreting the results of the forecast, but is also essential for data assimilation and other
inversion methods that blend the forecast with observational information.

The goal of an assimilation process is to produce what is know as the analysis, which is a combination of forecast (or
background) and observational information in a way that is optimal (or close to optimal) according to some metric.
The uncertainties ascribed to both the model and observations help determine this optimal combination. The error
covariances associated with the model and observations set both the level of impact that the observations have on the
analysis as well as the spread of the observational information via the error correlations. The error correlations not
only spread observational information spatially, but can also impose balance between different variables in multivariate
applications (Bannister, 2008)). Furthermore, as the analysis increment lies in the subspace spanned by the background
error covariance matrix, using a background error covariance with sufficient rank is essential.

While having an accurate estimate of a model’s error covariance is of high importance in many applications, actually
obtaining such an estimate is often difficult. Earlier numerical weather prediction (NWP) assimilation systems often
used static forecast error covariances as this was more computationally feasible at the time. But as more computational
resources became available, more weather centers were able to incorporate flow-dependent error covariances within



their systems. One popular method for doing this was by using four-dimensional variational (4DVar) (Thepaut and
Courtier, [1991; [Zupanski, 1993 Rabier et al., 2000). However, 4DVar’s need for a model adjoint, which can be
taxing to develop and maintain, has increased the popularity of adjoint-free methods, in particular algorithms that use
ensembles to encode flow-dependent information. The most common ensemble-based algorithms currently employed
at weather centers are the ensemble Kalman filter (EnKF) (Evensen, |1994; |Lorenc, 2003 |Houtekamer and Zhang,
2016) and ensemble—variational assimilation (EnVar) (Buehner et al., [2010; |Desroziers et al., [2014; Fairbairn et al.l
2014).

While ensemble-based assimilation methods offer many benefits over other methods, a significant downside of using
these methods is the computational cost of creating these ensembles, which often requires running an atmospheric
model tens to hundreds of times for each time step. The computational cost often limits the number of ensemble
members, which can result in spurious correlations within the covariance.

The assimilation of atmospheric chemical observations has been an important component of air quality modeling
(Miyazaki et al.,2012b; Robichaud, 2017 Huijnen et al.l 2020; [Park et al., 2021} |Garrigues et al.,|2022)), stratospheric
ozone and UV forecasting (Lahoz et al.,[2007} Inness et al.,2013;Rochon et al., 2019), climate modeling (Peters et al.}
2010; |[Miyazaki et al., 201 1; Bruhwiler et al.| |2014; |Agusti-Panareda et al.,|2023)), and emissions inversions (Miyazaki
et al., 2012bla; [Zhu et al.l 2013} |Cao et al., 2020). The computational challenges associated with ensemble gener-
ation are compounded when applied to atmospheric chemistry models, which typically require more computational
resources than NWP models. While many operational NWP ensemble system are run at weather centers with ensem-
ble sizes on the order of tens to hundreds, the higher computational requirements of running atmospheric chemistry
models make running a similarly designed chemical data assimilation system difficult, especially in an operational set-
ting. When ensemble-based chemical data assimilation is feasible to run, it typically has a much smaller ensemble size
than in NWP systems, often with less than a hundred members (Pendergrass et al.,[2023). In contrast to most modern
NWP systems, it is not uncommon for chemical data assimilation systems to use static background error covariances.
For example, at Environment and Climate Change Canada (ECCC), the two operational systems that produce analyses
for chemical fields, the air quality surface analysis (Ménard and Deshaies-Jacques) 2018alblc) and the stratospheric
ozone forecasting system (Rochon et al., 2019} Buehner et al.l [2024), both use static background error covariances.
ECCC’s air quality forecasting system uses the Global Environmental Multiscale — Modelling Air quality and Chem-
istry (GEM-MACH) chemical weather model, which takes approximately four to five times more computing time and
up to nine times more disk space than the Global Environmental Multiscale (GEM) NWP model that GEM-MACH is
based on, illustrating the challenges with using ensemble methods with atmospheric chemical models.

The recent explosion in machine learning—based weather prediction (MLWP) (Pathak et al.l 2022} |Bi et al., |2023}
Chen et al.| [2023alc; [Lam et al., |2023) offers the potential of atmospheric forecasting that requires a fraction of the
run time as compared to traditional physically-based models. The drastic reduction in computational run time is due
to both the artificial intelligence (AI) algorithms used as well as running on specialized hardware such as graphics
processing units (GPUs). Soon after the initial release of MLWP models, new MLWP systems were developed to
produce ensembles of forecasts (Price et al.l |2023} |Li et al., |2024a), combine data assimilation methods into MLWP
models (Xiao et al., 2023} [Li et al., |2024b), and end-to-end forecasting/assimilation systems (Chen et al., [2023b;
Vaughan et al.| |2024). The ability of these MLWP models to meet or exceed the performance (at least with respect
to some metrics) of traditional physically-based models that run on central processing unit (CPU) computing clusters,
while requiring far less computation time, is opening up a new frontier in the atmospheric sciences.

Currently, most MLWP systems are primarily trained using the ERAS data set (Hersbach et al.,[2020). For atmospheric
chemistry applications, additional data sets are needed to provide information on chemical constituents during the
training of the Al model. The closest analogue at present to the ERAS reanalysis for atmospheric chemistry is the
Copernicus Atmosphere Monitoring Service (CAMS) (Inness et al.,|2019) reanalysis, which only dates back to 2003.
Recently, [Bodnar et al.|(2024) developed an Al geophysical system that is pretrained on NWP data and fine-tuned for
atmospheric chemistry using the CAMS reanalysis as well as the CAMS analysis for more recent years. However, at
present, the atmospheric chemistry data that could potentially be used for training is much more limited as compared
to NWP, particularly for ensemble information for chemicals in the troposphere important for air quality forecasting.

The aim of this work is to develop an Al-based model for efficient ensemble generation of tropospheric chemical
constituents for the purpose of air quality forecasting, which we will refer to as EnsAl. As finding an appropriate train-
ing data set for air quality applications is more difficult as compared to NWP, especially for ensemble information,
leveraging any existing ensemble air quality data sets for training may be beneficial for the development of Al-based
air quality systems. |Sitwell et al.| (2022)) detailed the development of an ensemble-based ammonia emissions inversion
system that was used with the GEM-MACH model. As ensembles of atmospheric chemistry models are computa-
tionally expensive to generate and this ensemble for ammonia had already been generated, this ensemble data set will
be used as a training set for our Al-based ensemble generation system. While generating ensembles for ammonia



emissions inversions will be used as a test application for the Al-generated ensembles, another goal of this work is to
develop an Al system flexible enough to be used in the future for generating ensembles for other chemical constituents
relevant for air quality.

For our application, the ensemble of emission perturbations is computationally inexpensive to create, but translating
the ensemble of emissions perturbations into an ensemble of concentration perturbations using a physically-based
atmospheric model is usually very computationally demanding. EnsAl uses a U-Net convolutional neural network
to map ammonia emission perturbations to ammonia surface concentration perturbations, using surface wind and
temperature fields as auxiliary inputs to the neural network. EnsAl can generate the ensemble of concentrations
without needing to run computationally expensive physically-based atmospheric models. As EnsAl has the upfront
cost of generating an ensemble for training, as well as the training itself, the intent is to be able to use EnsAl for much
longer time periods than the time period used for training, so that these initial costs are much smaller than the long
term computational savings over the intended use period.

2 Emissions Inversions

This study uses the application to ammonia emission inversions as a testbed for developing the foundations of an Al-
based ensemble generation system. As in|Sitwell et al.[(2022), ammonia retrievals from May to August 2016 from the
satellite-borne CrIS instrument are used in emission inversions to refine the ammonia emissions used with the GEM-
MACH air quality model. While the inversion methods are described in full in |Sitwell et al.| (2022), we summarize the
main features in this section, as well as a few modifications made for this study.

2.1 The GEM-MACH Air Quality Model

GEM-MACH (Moran et al., |2010; |Gong et al., [2015} |Pavlovic et al.l [2016) is a chemical transport model used in
ECCC'’s operational air-quality forecasting system that is embedded within ECCC’s operational GEM weather fore-
casting model (Coté et al., [ 1998bla; (Girard et al., 2014). GEM-MACH is a physically-based model of atmospheric
gas-phase, aqueous-phase, and heterogeneous chemistry. Version 3.1.0 of GEM-MACH was used for this study, which
has 85 vertical levels that extend from the surface to 0.1 hPa. GEM-MACH can be run with both global and limited
area horizontal grids. For this work, a limited area horizontal grid with spacing of 0.09° (~10 km) was used.

This GEM-MACH version also includes an updated version of a bidirectional flux model for ammonia (Whaley
et al.| |2018) that combines time-independent emission potentials with a resistance-based deposition model to yield
meteorologically-dependent ammonia emissions. The meteorology is refreshed at the beginning of each forecast us-
ing analyses from ECCC’s Global Deterministic Prediction System (Buehner et al., 2015)).

Monthly-mean emissions, originating from either an emissions inventory or an emissions inversion, are translated into
hourly emissions that can be used in GEM-MACH through the use of sector-dependent time profiles. The unperturbed
set of emissions was version 3.1.2 of the operational GEM-MACH emissions data set. Figure T[] shows this emissions
inventory for ammonia averaged over May to August, which are the months of interest for this study.



f T T m
0 100 200 300 400 500

mg s~ km—2

Figure 1: Unperturbed ammonia emissions inventory averaged over May to August. Emissions are only displayed
within the domain of the EnsAl model. Particular locations examined in this work are also displayed, which are located
in (in order of descending emissions) (a) North Carolina, (b) Iowa, (c) Ohio, (d) Pennsylvania, and (e) Georgia.

2.2 CrIS Ammonia Retrievals

The CrIS instrument, which is aboard the Suomi National Polar-orbiting Partnership (SNPP), NOAA-20 and NOAA-
21 satellites, is a Fourier transform spectrometer that measures the infrared spectrum in three different spectral bands.
The CrIS Fast Physical Retrieval (CFPR) algorithm (Shephard and Cady-Pereira, [2015} [Shephard et al., [2020), based
on the TES ammonia retrieval algorithm (Shephard et al., 2011)), used for the ammonia retrievals makes use of the
longwave band between 960 and 967 cm~!. As in Sitwell et al.| (2022), we will focus on the spring and summer
of 2016 (which comprises most of the peak ammonia emissions season) and use retrievals from the CrIS instrument
aboard the SNPP satellite. The SNPP satellite, which is in a sun-synchronous orbit, has local overpass times at
approximately 01:30 and 13:30, though only the day-time retrieval is used in the inversions. CrIS has a resolution at
nadir of around 14 km. The retrievals are made on 14 pressure levels, with the averaging kernel typically peaking at
or near the surface.

Retrievals were from version 1.6.4 of the CFPR algorithm that, in contrast to version 1.5 that was used in Sitwell et al.
(2022), includes non-detects when the signal is below the detection limit (White et al., | 2023). Only retrievals over
land with a signal-to-noise ratio of at least one and have at least 0.1 degrees of freedom are used in the inversions.

The goal of this work is to develop an ensemble generation Al model that runs on GPUs, which typically have access to
less memory than traditional CPU clusters. As such, to reduce memory requirements, only the retrieval at the surface
will be used in the inversions, instead of all 14 levels that were used in the inversions in Sitwell et al.| (2022)). This
should be a reasonable simplification since the retrievals are mainly sensitive to the surface and lower atmospheric
levels.

2.3 Inversion Methods

Inversion algorithms are used to create a statistical blend of observational and a priori (background) information by
solving an inverse problem, the result of which is known as the analysis. Both the background model state and
observations are weighted by their error covariances. The variances of the error covariances determines the level of
impact the observations have on the analysis, while the correlations can (among other things) spread the observational
information to other variables in the model state. Most algorithms solve this problem by finding an additive state
vector, known as the increment, to add to the a priori state vector.

For our current application, a set of emissions e is used as input into GEM-MACH to generate atmospheric concen-
trations ¢, where only ¢ is observed. As mentioned in Section [2.1] because we will only be utilizing the lowest level
of the model output, ¢ will denote only the surface concentrations. If our model state vector x is represented in block



form as

= m , (1)

then the background error covariance B can be expressed as
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where B.. and B.. represent the univariate covariances for the surface concentrations and emissions, respectively,
while B.. and B.. represent their cross-covariance. Although the uncertainties in the atmospheric concentration
of ammonia is likely due to a number of different factors including uncertainties in emissions, meteorology, initial
conditions, and chemistry, for these inversions only the uncertainty due to the emissions is considered.

Ensemble methods model the background error covariance, in full or in part, by use of an ensemble of model states,
where each member of the ensemble has a different perturbed state. An ensemble {x1,...,xy} of N model states can
be used to define a background error covariance B°"® as
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where 0x; is model state perturbation of ensemble member i. Physically-based atmospheric models are usually com-
putationally costly to run, so ensembles typically consist of tens to hundreds of members. These small ensemble sizes
produce error covariances with low rank and spurious long-distance correlations. A localization scheme is usually
included to mitigate these effects, which we implement through an element-wise multiplication (denoted by o) of the
ensemble error covariance with a localization matrix L.

As individual CrIS ammonia retrievals have relatively large uncertainties (Shephard and Cady-Pereiral [2015), emis-
sions inversions are generally performed using weeks of retrievals, so that a sufficient amount of observational infor-
mation is used in each inversion. Consequently, each inversion produces a time-mean ammonia emissions field for
the inversion time window. While the inversion produces a single time-mean emissions field, the resulting updated
hourly emissions do vary within the inversion time window as the ammonia emission are dependent on meteorological
conditions, most notably the surface temperature. Further details of the inversion algorithm can be found in Section[A]
of the Appendix.

2.4 GEM-MACH Ensemble Generation

Ensemble generation is often the most computationally demanding part of an ensemble forecasting system. The
training data used in our Al ensemble system was trained on a previously existing ammonia ensemble, which removed
the need to generate new training data using a physically-based system. This section briefly summarizes the processes
that were used to generate this ensemble.

The ensemble generation process consists of two steps: First, for each ensemble member ¢, a Gaussian random field is
drawn that is used to construct the time-mean emissions e;. These emissions are then combined with the unperturbed
model input, collective denoted by 8, which includes the emissions from all chemical species other than ammonia as
well as initial conditions for both meteorological and chemical concentration fields. The GEM-MACH model, here
represented by the operator MM, is then run to produce the atmospheric concentrations ¢; for that ensemble member,
which is represented symbolically as

C;, = MGM(ei,G). (4)

The initial step of generating the emissions ensemble is relatively computationally inexpensive. A random field is
repeated drawn from an isotropic normal distribution and are used to perturb the ammonia emissions. The standard
deviations of the emissions perturbation field was set to 50% of the monthly mean values, with a minimum standard
deviation value of 10 mg s~! km ™2 imposed so that all locations have a non-negligible ensemble variance. The
horizontal spatial correlations of this distribution were chosen to have a half-width at half-maximum of 40 km. The
second step of repeatedly running GEM-MACH with the perturbed emissions fields accounts for most of the compu-
tational cost of this inversion method and is the motivation for exploring Al-based ensemble generation methods that
can potentially produce an ensemble at much lower computational cost.



3 Al Ensemble Generation

As repeatedly running GEM-MACH is very computationally demanding for ensembles of any reasonable size, we wish
to find an Al-base model MF"SAT that can can be used in Eq. (4) in place of MSM that emulates the GEM-MACH
model but is able to run much faster than GEM-MACH.

In the original ensemble generation procedure described in Section 2.4 we note from Eq. (@) that the full GEM-
MACH model MSM js used to produce the perturbed concentration fields ¢;, which in our case are the surface
ammonia concentrations. A full GEM-MACH emulator would aim to reproduce the full forecasts for multiple chemical
species. However, as our goal is only to reproduce ensemble perturbations, MF?$AT will only predict the ensemble
perturbations of the ammonia surface concentrations d¢; given the perturbations to the ammonia emissions de;. Since
MEDSAL only needs to simulate the ensemble perturbations of certain model fields (only surface ammonia in our case),
MEDSAT can potentially be much simpler than an emulator that aims to reproduce the full GEM-MACH output.

For application to ammonia emission inversions, the same perturbation to the time-mean ammonia emissions can
results in different perturbations to the atmospheric ammonia concentration at different times due to the dependency
on the meteorological conditions. The strength of the ammonia emissions are strongly dependent on temperature, while
the local spatial distribution of its atmospheric concentration is dependent on advection patterns. This is illustrated
in Figure 2] which displays the ammonia emission and surface concentration perturbations for one particular member
of the ensemble. The monthly-mean ammonia emission perturbations for May is shown in the top row, while the the
bottom row shows the surface concentration perturbations resulting from this emission perturbation at three different
times (all at the same time, 18 UTC, but for different days). While all three surface concentration perturbations
originate from the same emissions perturbation, the different meteorological conditions at each time have a clear
effect on both the magnitude and spatial pattern of surface concentration perturbations.

ppbv

Figure 2: Monthly-mean ammonia emission perturbations for May (top row) and the resulting ammonia surface con-
centration perturbations at three different time in May (bottom row) for one member of the GEM-MACH ensemble.

For the ensemble generation described in Eq. (@), the input to GEM-MACH consists of a randomly perturbed ammonia
emissions field e;, as well as a large number of unperturbed fields 8. In addition to meteorological fields, GEM-MACH
requires hundreds of chemical constituent fields as well as other auxiliary fields such as those describing land-use and
soil hydrology. As GEM-MACH is typically run on large CPU clusters that have access to much larger amounts of
memory than is currently available to GPUs, EnsAl was designed to use drastically fewer unperturbed input fields. As
ammonia emissions have a strong temperature dependence and the local spatial patterns of ammonia concentrations



depend on its advection, the unperturbed input fields to EnsAl were limited to the surface temperature T and horizontal
wind fields u and v. The EnsAl model can now be summarize as

oe; = MEAL(5e; u, v, T). (5)

Additionally, the original 772 x 642 horizontal grid of the GEM-MACH regional model, which covers all of Canada,
the United States, and northern Mexico, was reduced to a 256 x 256 grid that cover only the central and eastern United
States and Canada (displayed in Fig. [T) to reduce memory requirements.

It is worth noting that generating the ensemble of emissions is simple, as they are constructed from a Gaussian random
field as described in Section In Eq. , the GEM-MACH model MM translates the emission ensemble into
a atmospheric concentration ensemble, and the desire is for MF"SAT to emulate this process. This is in contrast to
other Al-based geophysical systems, such as those using diffusion-based generative models (Price et al., 2023 |L1
et al.| 2024a)), that construct a latent space that is easy to sample in. In diffusion-based generative models, a diffusion
process is used to add noise to an image (which in our application would correspond to an atmospheric field) until
the image is dominated by noise. The goal of the noising process is for the distribution of noised images to be well
described by a probability distribution that is easy to sample from. In these systems, random samples are drawn in the
latent space and are then denoised using the reverse diffusion process (Song et al.,|2020; Song and Ermonl [2020; Ho
et al., [2020) to transform the random samples into the space of the atmospheric model. In our application, sampling
from the emissions distribution is already relatively easy, so constructing and transforming into a latent space is not
necessary. In both cases, samples are randomly drawn in a space where the probability distribution is relatively simple
and the Al model transforms that sample to the state space of the atmospheric model. However, EnsAl can potentially
be simpler than diffusion-based (or other similar) generative models since a diffusion process to denoise an image does
not need to be modeled.

4 Neural Network Architecture

EnsAl is based on the popular U-Net convolutional neural network architecture (Ronneberger et al., 2015) that was
originally developed for image segmentation, but has since been widely used for other applications such as diffusion-
based image generation (Ho et al., 2020). The U-Net used for this study is displayed in Figure [3] where each box
represents either the model state at the input or output, which in the language of image processing can be referred
to simply as an image, or the image transformed into an intermediate state often referred to as a feature map. The
U-Net broadly consists of a series of convolutions and max pooling that encodes images into various feature maps,
followed by a series of convolutions and upsampling to decode the feature maps back to an image. The dimensions
of the horizontal grid at each stage within the U-Net is given on the left of the diagram, while the number of fields,
usually referred to as channels in the current context, is displayed above each box.
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Figure 3: U-Net architecture used for EnsAl. Each box represents an image or feature map, where the z, y dimensions
are displayed on the left and the number of channels are displayed above each box. White boxes denote feature maps
that have been copied during the encoding sequence and concatenated with feature maps produced in the decoding
sequence. The blue, orange, green, and purple arrows represent residual blocks, max pooling, upscaling blocks, and
two-dimensional convolution, respectively. This figure is adapted from the depiction of the original U-Net architecture
shown in Fig. 1 of Ronneberger et al.|(2015).

The input fields to EnsAl are displayed in the upper-left corner of Fig. [3] which consists of the four input fields
[0e,u, v, T] on the 256 x 256 horizontal grid. In the encoding branch of the network, the input image is sequentially
transformed into feature maps with more channels and a reduction in spatial resolution to encode different image
features. The decoding branch decreases the number of channels and increases the spatial resolution, with the final
output having the original spatial resolution and a single channel for the surface atmospheric concentration perturbation
dc (shown in the upper-right corner of Fig. [3). Details on each component of the U-Net can be found in Appendix

5 Training the Network

As the existing GEM-MACH ammonia ensemble is used for both training and testing, it must be divided into training,
validation, and testing data sets. When multiple years of data are available, it is common to withhold the last year of
data as a test set. However, in our case only a single spring/summer period is available that spans from May to August
2016.

Following ECCC'’s operational air quality system (Ménard and Deshaies-Jacques, [2018c;|Ménard et al., 2020), which
evaluate model error covariances within two-month time periods, we similarly segment our ensemble into two-month
durations: One period for May/June and another for July/August. We withhold the first week of data from June and
August, which fall approximately at the mid-point of each two-month time period, to use as our test set. The selected
test periods fall approximately after the first and third quarters of the full data set, which should be somewhat more
representative of the whole period as compared to selecting the time period at the end of the data set that may be less
representative of the spring/summer seasons.

Emissions inversions for ammonia are typically designed so that one inversion is done for each month. Choosing our
test set to span only single weeks means that we will only be able to perform inversions using a single week’s worth of
data as part of our evaluation. However, since our goal is for the EnsAI ensemble to follow the GEM-MACH ensemble
as closely as possible, comparing the inversion results from the two different ensembles should be sufficient for our

purpose.

A 60 member ensemble of hourly GEM-MACH model output for May to August 2016 was used for training, which
amounted to 123 days x 24 h day ™' x 60 members = 177,120 samples over the whole data set. After removing
the test set (about 11% of the total data), an additional 11 days (or about 9% of the total data) was reserved for
the validation set used during training. The mean squared error (MSE) was used as the loss function for training.
While the MSE loss function can lead to smoothing at smaller scales, no significant smoothing was observed in our



experiments. Training was done on a NVIDIA A100 GPU and took approximately three days to train the network
through 50 epochs. More details of the training can be found in Section S1 of the Supplement.

6 Run Time Comparison

One of the main motivations of this work is to develop a method for ensemble generation that can run significantly
faster than traditional physically-based systems. The original GEM-MACH ensemble took roughly 6.5 hours of wall
time to generate a week’s worth of simulated data per ensemble member when run on a CPU cluster using 720
computing nodes, with each node having access to 80 cores. In contrast, EnsAl when run on a single GPU took only 7
seconds of wall time to generate a week’s worth of simulated data per ensemble member, or about 3,300 times faster
than GEM-MACH.

The run time comparisons above for EnsAl do not include the upfront cost of generating the GEM-MACH ensemble
used for training as well as the time for training. As previously mentioned, the intent is to run EnsAl for time periods
much longer than the training period, so that the long term computational savings of running EnsAl instead of GEM-
MACH for ensemble generation becomes much larger than these initial costs. For operational implementation, the
desire is to only retrain EnsAl occasionally when there are significant changes in the operational version of GEM-
MACH.

It is important to note that while EnsAl runs significantly faster than GEM-MACH, GEM-MACH produces forecasts
for hundreds of chemical fields on 85 vertical levels, while EnsAl only produces a single surface concentration field
and does so on a smaller horizontal grid. However, while the wealth of information produced by GEM-MACH can
have many uses, the full volume of this information is not always needed for every application. Generating an ensemble
of ammonia concentrations at or near the surface to be used for emissions inversions is one example where not having
as much information generated is not necessarily a draw back, but where the long run times of the physically-based
model may limit how often these inversions can be performed.

7 Static Error Covariances

To provide a point of reference for the differences between the GEM-MACH and EnsAl ensemble covariances, we also
examine the differences between the GEM-MACH ensemble error covariance and the model error covariance derived
in a similar manner to those used operationally at ECCC for surface pollutants (Ménard and Deshaies-Jacques, [2018c;
Meénard et al.|[2020). ECCC’s operational air quality system produces hourly surface analyses of O3, NO, NOg, SOq,
PMs 5, PM; using error statistics that have a diurnal variation, but are otherwise constant within a two-month period.
We refer to these flow-independent error statistics as the ‘static’ error covariances, although this is a bit of a misnomer
as they do contain diurnal patterns. Including these comparisons will help quantify the effect of using flow-dependent
error covariances over flow-independent error covariances that mirror what is currently used in the operational air
quality system at ECCC.

While the ECCC operational error statistics for surface pollutants are formed using the time-average departures of a
single forecast from its time-mean and adjusting the error variances using innovation statistics, to isolate the effects
of including flow-dependent error covariances, the static error covariances used for this study were formed simply by
removing the time-dependence of the GEM-MACH ensemble covariance (but retaining the mean diurnal variation as
in the operational system).

8 Direct Comparisons of the Covariances

In this section, we describe the methods that will be used for direct comparison between covariances. This will be
followed by a comparison of inversions results in Section[9]

Although EnsAl was trained on a 60 member ensemble, it is possible for EnsAl to generate ensembles with more than
60 members. While the speed at which EnsAl can run may allow for much larger ensemble sizes, new strategies for
memory management may be required for very large ensembles. In any case, to simplify the comparison between
error covariances, for this study the results presented for EnsAl will be for an ensemble of the same size as the original
GEM-MACH ensemble.

Uncertainties on quantities derived from the GEM-MACH ensemble due to the limited size of the ensemble will be
estimated via bootstrapping, in which the GEM-MACH ensemble members were resampled (with replacement) 50
times. In all line plots shown below, 1-sigma confidence intervals are illustrated by the lightly-shaded region around



the curve. We note that for many of the curves describing the ensemble variance, uncertainties are small enough that
the confidence regions are not easily distinguished from the main curve.

8.1 Covariance Parametrization

For the direct comparison between covariances, each covariance is decomposed into variance and correlation compo-
nents. The error variances can be constructed from the emissions standard deviations o, and the surface concentrations
standard deviations o, while the correlations are comprised by the univariate emissions correlations p.., the univari-
ate surface concentration p.., and the emissions/surface concentration cross-correlations p... As EnsAl uses the same
emissions ensemble {de;} as the GEM-MACH ensemble, no comparisons of o, or p.. are necessary.

While the ensemble standard deviations o, can be represented by a vector and is straightforward to display its values
(for example on top of a 2D map), it is more difficult to display the correlations p.. and p.. in full, as these represent
matrices, although a single row/column can easily be shown. To aid in summarizing the information in the correlation
matrices, we introduce the isotropic correlation length L's°, which we define at location x as

; 2
Llso(x) = \/;/Q(x)x’)|x’|dx/7 (6)

where g is the normalize spatial correlation function defined by

plr,x)
T o2\

o(x,x") )

Defined in this manner, the isotropic correlation length is the expectation value of distance taken with respect to o.
The factor of \/2/7 in this definition is included so that for a 2D isotropic Gaussian correlation model, L'%° coincides
with the Daley length-scale (Daley,, [1993) (as well as the standard deviation of the Gaussian model). We can extend
this definition to anisotropic modes m of the correlation length by introducing a multipole expansion of the correlation
length as

i) =2 [ e ot < e ®

where ¢’ is the angle between x’ and the z-axis. With this definition, we have L[0] = L*°, L[1] is proportional to the
dipole moments of the function g, and L[2] is related to its quadrupole moments. More details of this expansion can
be found in Appendix [C]

To better understand this parameterization of the correlation length, example correlations are given in Figure {4, with
the values for L[1] and L[2] displayed in the upper left corner of each panel. In these plots, the correlation length
modes are taken with respect to the origin. The isotropic correlation length L[0] is the same in each panel and the units
of L[m] are set such that L[0] is equal to one. In the top row, all correlations have L[1] = 0 but have varying values for
L[2], which results in anisoptric correlations centered on the origin and its major axis pointing in different directions.
The correlations in the bottom row of Fig. E]have L[2] values with the same magnitude as those in the top row, but
also have nonzero values for L[1], which skews the correlations in a particular direction.

10



L[1]=0 L[1]=0 L[1]=0 L[1]=0
L[2]=0.7 L[2]=-0.7 L[2]=0.7i L[2]=-0.7i

- f s *

[[11=0.7 [[1]=-07 [[1]1=0.7i [[1]=-0.7i
L[2]=0.7 L[2]=0.7 L[2]=-0.7 L[2]=-0.7

Figure 4: Examples of correlations and their corresponding L[1] and L[2] values, which are displayed in the upper
left corner of each panel. The correlation length modes are taken with respect to the origin. The values for L[0] is the
same for all panels and units are selected so that L[0] = 1.

The set of covariance parameters to compare is then {o., Lec[m], Lec[m]}, where Le.[m] and L..[m] are the cor-
relation length modes for the emissions/surface concentration cross-correlation and surface concentration univariate
correlations, respectively. Lastly, since the comparisons of L..[m] and L..[m] yielded fairly similar conclusions, our
analysis will focus on L..[m] for brevity and only some comparisons for L..[m] will be displayed.

8.2 Comparison Statistics

For each covariance parameter 6 € {o., Lec, Lcc }, we will examine the root mean square error RM SFE/(6) and either
the correlation coefficient () or the anomaly correlation coefficient AC'C/(6), defined by

N
_ 1 EnsAl GM
RMSE(0) = | Z [OFmsAL — OEM2, (%)
N (pGM _ pGM EnsAI _ pEnsAl
S (M —0 0 —0
oy = = ) L o)
\/va |gSM _ 9GM|2\/ZZN |ERSAL _ GEnsAT|2
N GM c nGM nc EnsAl c NEnsAl nc
(M — 0 — 0 + 6°) (0, — 605 —40 +6
ACC(G) _ Z’L ( (3 (3 ) ( 1 K3 ) (90)

\/va |92GM _ 9;: _ éGM + éc‘Q\/Eiv |9§]nSAI _ 9;: _ éEnsAI + §c|2

In the equations above, the superscripts ‘EnsAI’ and ‘GM’ denote ensemble quantities derived from the EnsAl and
GEM-MACH ensembles, respectively, ¢ indexes each quantity (in space and/or time) with a total of [V elements, and
overbars denote the mean of that quantity. The same statistics will also be computed for the static error covariances to
use as a point of reference, which are computed by replacing all variables that have the ‘EnsAI’ superscript in Egs. (9)
by the analogous quantities for the static error covariances, which will be labeled with the ‘static’ superscript. In Eq.
(Oc), the superscript ‘c’ refers to a reference value (traditionally a climatological value), which for this work we take
as the average value over the whole time period considered (May to August 2016).

8.3 Comparison Results for Error Variances

We begin with a comparison of the standard deviation of the ammonia surface concentrations .. The error standard
deviations as a function of time at the five locations shown in Fig. [T| can be seen in the top panels of Figures [5]to[9]
These locations correspond to the places with the highest values in the annual emissions inventory and are ordered
with decreasing emissions. From these time series, we can see that EnsAl captures a considerable amount of the
temporal variation of the GEM-MACH ensemble variances. There are some notable differences, such as EnsAl’s
over-prediction of variance at the location in Iowa in June (Fig. [6). Another significant difference can be seen in
Pennsylvania around June 2-3 (Fig. [8), where EnsAI’s variance suddenly spikes. Summary statistics for these time
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series are shown in tables to the right of each plot. From these tables, we can see that the correlation coefficient (o)
is significantly higher and RM S E(o.) is lower for the EnsAl ensemble as compared to the static error covariance for
all locations with the exception of Georgia. For the location in Georgia, both (o) and RM SE(o.) are slightly lower
for the static error covariance, although the difference in RM SE(o.) has low statistical significance.
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Figure 5: Time series of components of the error covariances for the location in North Carolina (exact location is shown
in Fig. |1) for the GEM-MACH ensemble (blue), the EnsAl ensemble (orange), and the static covariance (green). The
top plot shows the time series of the standard deviation of surface ammonia o.. Lower plots show time series for the
horizontal correlation length modes L..[m] for wavenumbers m < 2 for the emissions/surface concentration cross-
correlation. Time-mean statistics over the combined time period of July 1-7 and August 1-7 are shown in tables to
the right of each plot, where RM SE values in the first and second tables from the top have units of ppbv and km,

respectively, and all other table values are unitless. 13
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Figure 6: Same as Fig. |5} but for the location in lowa.
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Figure 7: Same as Fig. [5] but for the location in Ohio.
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Figure 8: Same as Fig. |5} but for the location in Pennsylvania.
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Figure 9: Same as Fig. |5} but for the location in Georgia.

The largest RM SE(o.) values in the model domain generally occur at or near the locations labeled in Fig. [1| (see
Figure S2 of the Supplement for RM SE(c.) values for whole model domain). The most notable difference between
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ACC RMSE

EnsAl static EnsAl static
e 0.73£0.01 0.36£0.01 | 0.36 £0.01 ppbv  0.44 £ 0.01 ppbv
L..[0] 0.58+£0.02 0.06+0.02 | 6.51 £0.04 km 9.29 £+ 0.03 km

1]/L..[0] | 0.87 £0.02 0.05+0.01 0.167 £+ 0.001 0.346 £+ 0.001
2]/L..[0] | 0.81+0.03 0.05+0.01 0.145 £+ 0.001 0.253 £+ 0.001
Lc[0] 0.58 £0.02 0.17 £0.02 5.7+ 0.3 km 8.3+ 0.1 km
Lec[1]/Le[0] | 0.58£0.02 0.06 +0.01 0.182 £ 0.004 0.229 £ 0.002
Leo[2]/Le.[0] | 0.80£0.01 0.02+0.01 0.174 £ 0.003 0.293 £+ 0.002
Table 1: Domain-wide statistics for components of the error covariances for the combined time period of July 1-7 and
August 1-7.

ec

L
Lec

RMSE(oEmAl) and RM SE(05t4¢) occurs in North Carolina, where at some locations RM SE(cEm5AT) is 3.4

C c

ppbv less than RM S E(ostatic),

c

The values for RM SE(o.) and ACC(o.) taken over the whole model domain and evaluation time period are shown
in the top row of Table [} from which we can see that ACC(o,) is significantly larger for the EnsAl ensemble as
compared to the static covariance, indicating that the EnsAl ensemble was much better at capturing the time variation
of c&M. The EnsAl ensemble also has a lower RM SE(o..) value than the static ensemble.

8.4 Comparison Results for Spatial Correlations

As an illustration of the time-dependency of the spatial correlations, Figure [I0] shows the emissions/surface concen-
tration spatial correlation p.. at the location in North Carolina at three different times, separated by two days and all
at 18:00 UTC. Looking at the correlations of the GEM-MACH ensemble in the left column of Fig. [I0] we can see that
the correlations are often significantly anisotropic and spread out in different directions for different days, reflecting
the different meteorological conditions at each time. Comparing this to the correlation in the EnsAl ensemble in the
middle column of this figure, it is evident that EnsAl can reasonably reproduce this time-dependence, as the shape of
the spatial correlations between the two ensembles look similar. In contrast, the static correlations displayed in the
right column of the figure are much closer to being isotropic.
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Figure 10: Emissions/surface concentration spatial correlations p.. for the GEM-MACH ensemble (left column), the
EnsAl ensemble (middle column), and the static covariance (right column) at the location in North Carolina at three
different times.

As described in Section [8.1] to make the examination of the correlation matrix more tractable, we will examine the
different modes m of the correlation length L..[m] instead of dealing with the full correlation matrix directly. To
illustrate the expansion into modes, Figure shows the correlation length modes L..[m] as a function of wavenum-
bers m for the correlations in the top row of Fig. In this example, the isotropic correlation lengths L..[0] for the
different covariances are between 65 and 90 km, while the anisotropic correlation length modes decrease rapidly with
increasing wavenumber. Looking at the absolute value of the correlation length modes (top panel of Fig. [TT), we can
see that the non-isotropic modes for the static covariance is much smaller than that for the GEM-MACH and EnsAl
ensembles, indicating less anisotropy in the static correlation. It is also evident from the bottom two panels in this
figure that for most modes L..[m] from the EnsAl ensemble is closer to the GEM-MACH values than the static co-
variance is. As L..[m] decreases rapidly with increasing wavenumber, for the remainder of this paper we concentrate
mainly on results for modes with m < 2 for brevity.
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Figure 11: Horizontal correlation length modes L..[m] as a function of wavenumber m for the emissions/surface
concentration cross-correlation at the location in North Carolina at 2016-06-01 18:00. The top, middle, and bottom
panels show the absolute, real, and imaginary parts, respectively.

Time series of L..[m] for m < 2 for the five locations identified in Fig. [I| are shown in the bottom four panels of
Figs. [5|to @ In all of these plots, L..[m] for the EnsAl ensemble are much closer to the GEM-MACH ensemble
value than the static covariance is and captures most of its time variation. While a diurnal pattern is evident in
the GEM-MACH ensemble, there is significant non-diural time variation throughout the week that is dependent on
meteorological conditions. In Fig. [5} we can see that the EnsAl correlation length modes generally follow the pattern
in the original GEM-MACH ensemble, but the results are even more striking for the other four locations (Figs. [6]to[9),
where the differences between the EnsAl and GEM-MACH ensembles are often smaller (or not much larger) than the
sample variation in the GEM-MACH ensemble, or in other words, the differences between these values are statistically
insignificant throughout much of the evaluation time period. Looking at the evaluation statistics taken over the full
test time period, which are displayed in the tables on the right side of Figs. [5|to[9} the RM SE values are smaller and
correlation coefficients larger for the EnsAl ensemble than for the static covariance for all locations. Many correlation
coefficients values for the EnsAl ensemble are above 0.8, while those for the static covariance are mostly below 0.3.

The RM SE values of L..[m] for the EnsAl ensemble are generally much smaller than those for the static covariance
at most grid points (see Figure S3 of the Supplement). In many parts of the model domain the EnsAI ensemble has
values RMSE(Le.[0]) =~ 10 km, RMSE(Lec[1]/Lec]0]) = 0.2, and RMSE(Lec[2]/Lec[0]) & 0.1, while at the
same grid points the static covariance has values of RMSE(L..[0]) ~ 20 km, RMSE(L¢c[1]/Lec[0]) =~ 0.6, and
RMSE(Lec[2]/Lec[0]) &~ 0.5. For reference, the mean value of L..[0] over the model domain is roughly equal to 80
km for the GEM-MACH ensemble.

The ACC and RM SE values for both L..[m] and L..[m], taken over the whole model domain and evaluation time
period, are displayed in the bottom six rows of Table [l The RMSE values in Table [I] for the EnsAl ensemble
are about 3 km, 0.2, and 0.1 lower then those for the static covariance for Lc.[0], Lec[1]/Lec[0], and Lec[2]/ Lec[0],
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respectively. The differences in RAM SE values for L.[m] are similar, with the exception of L.[1]/Lc.[0] which is
only about 0.05 lower for the EnsAl ensemble. The ACC' values for the EnsAl ensemble is significantly higher than
for the static covariance for all correlation length modes given in Table[I] The ACC' values for the EnsAl ensemble
are all between 0.58 and 0.87, while the AC'C' values for the static covariance are all lower than 0.2. From this we can
conclude that the EnsAl ensemble can accurately reproduce the time variations in the horizontal correlations that are
not captured by the diurnal pattern of the static covariances.

To get an intuitive understanding of what these differences in correlation length modes correspond to in terms of
spatial patterns, Figure[T2]shows another set of example correlations that illustrate the deviations in correlation length
mode values mentioned in the previous paragraphs. The leftmost panel of Fig. [T2]shows an isotropic correlation with
L[0] = 80 km. For illustrative purposes, we will think of this isotropic correlation as a target correlation (i.e. from
the GEM-MACH ensemble) and compare it to correlations with different L[m] values to see how different the spatial
patterns are. The correlation shown in the panel second from the left has L[0], L[1], and L[2] values that deviate from
the isotropic correlation in the leftmost panel by amounts equal to the RM SE values found in Table[T|for EnsAL This
correlation is only slightly anisotropic and slightly smaller than the correlation in the leftmost panel. The correlation
in the panel second from the right has values that deviate from the isotropic correlation equal to the RM SE values
for the static covariance in Table[I]and is noticeably anisotropic. The correlation in the rightmost panel has values that
deviate from the isotropic correlation by amounts equal to the difference between EnsAl and static covariance values
that are commonly found in the model domain (Figure S3 of the Supplement), which produces a correlation with a
drastically different spatial pattern than the correlation in the leftmost panel.

L[0] =80 km L[0O] =74 km L[0]=70 km L[0] =60 km
L[1]=0 L[1]=0.17 L[O] ||L[1]1=0.35L[0] ||L[1]1=0.60 L[O]
L[2]=0 L[2]=0.15L[0] ||L[2]=0.25L[0] ||L[2]1=0.50 L[O]

2 & =

Figure 12: Example correlations with their corresponding L[0], L[1], and L[2] values displayed at the top of each
panel.

To conclude this section, we briefly examine the higher correlation length modes with m > 2. Figure [I3] shows the
RMSE and ACC values of L.[m]/L..[0], taken over the evaluation time period and model domain, for m between
1 and 15. From the top plot, we can see that the RM SE values for both the EnsAl ensemble and static covariance
decrease with increasing wavenumber, as all three covariances typically have less features on smaller scales (the
decreasing values of L..[m] with increasing m that was shown in the example in Fig. is a typical feature of the
horizontal correlations). The RM SE values for the EnsAl ensemble are smaller than those for the static covariance
for all wavenumbers, but the difference between the two decrease with increasing values of m and nearly converge by
m = 15. As seen in bottom panel of Fig. the ACC values for the EnsAl ensemble is above 0.85 for m = 1 and
decreases with increasing m, but is still at a value just below 0.5 by m = 15. In contrast, the ACC' values for the
static covariance show little change with wavenumber and is below 0.1 for all wavenumbers.
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Figure 13: RMSE and ACC values for the horizontal correlation length modes for the emissions/surface concen-
tration correlation L..[m] as a function of wavenumber m for the EnsAl ensemble (orange) and the static covariance
(green).

9 Inversions

Sections [8.3] and [8.4] showed the results of direct comparisons between the covariances to determine how well EnsAl
replicated the GEM-MACH ensemble perturbations. For some applications, such as model uncertainty quantification,
the determination of the model’s error covariance is the end goal. However, for inversions/data assimilation, the
objective is to produce an analysis (as well as forecasts initialized by the analysis in the case of data assimilation). In
this section, we compare emission inversion results made using the different model error covariances.

As the inversions are only sensitive to the model error covariances at times and locations near the available observa-
tions, not all differences between the error covariances will show in the comparison between the increments and will
be dependent on the particular observations used. As such, pairing the comparison of inversion results with the direct
comparison between the covariances in the previous two sections provides a robust examination between the different
error covariances.

The ammonia emission increments produced using the inversion scheme described in Section 2] for the two test time
periods are displayed in Figure The left column shows the emission increments produced by inversions that used
the original GEM-MACH ensemble. As found in |Sitwell et al.| (2022), the inversions increase the ammonia emissions
in most parts of the model domain, with a few decreases in June in some parts of North Carolina and in the midwestern
United States. We note that the emissions increments are smaller than those computed in |Sitwell et al.| (2022), since
the inversions in this work each only use a week’s worth of observations instead of a full month’s worth. However,
since our goal is only to determine how well inversions that use EnsAl reproduces the increments made using the
original GEM-MACH ensemble, this should not be relevant for our comparisons.

The middle column in Fig. |14|shows the difference between the increments produced using the EnsAl ensemble and
those produced using the GEM-MACH ensemble (as displayed in the left column), while the right column shows the
difference between the increments made using the static covariance and those made using the GEM-MACH ensemble.
Looking at the middle column of Fig. the EnsAl and GEM-MACH increments are mostly within 5 mg s~ km >
of one another, corresponding to being within roughly 15% of one another. The only major exception to this is in
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north-wester Iowa in the June inversion, where the EnsAl increment is only around -12 mg s~1 km™? instead of
about -25 mg s~ 1 km ™2 for the GEM-MACH inversion. By contrast, the right column of Fig. [14{shows that there are
a number of locations (North Carolina, Pennsylvania, southern Nebraska, central Texas) where the static covariance
and GEM-MACH increments differ by over 15 mg s~' km™2. The increments produced using the static covariances
differs from the GEM-MACH increment by a larger amount than the EnsAl increment does in most locations within
the model domain.

GEMMACH

¥< <

static — GEMMACH

Jun 01 — Jun 07

Aug 01 — Aug 07

-30 .15 0 15 30 -30 -15 0 15 30 -30 -15 0 15 30
mg s~ km—2 mg s~ km—2 mg s~ km—2

Figure 14: Ammonia emissions increments for inversions using CrIS ammonia retrievals for the week of 2016-06-01
to 2016-06-07 (top row) and for the week of 2016-08-01 to 2016-08-07 (bottom row). The left column shows the
increments produced with inversions that use the GEM-MACH ensemble. The middle column shows the difference
between increments produced using the EnsAl ensemble and increments produced using the GEM-MACH ensemble,
while the right column shows the difference between the static error covariance increments and the GEM-MACH
ensemble increments.

10 Conclusions

Obtaining flow-dependent model error covariances is an important part of modern data assimilation and inversion
systems. Ensemble-based methods have become a popular choice for adding flow-dependence to the error covariances
as it does not require the use of a model adjoint that can be time consuming to create and maintain. The downside
however is the need to repeatedly run the model to generate the ensemble, which can be a significant burden on
computational resources for atmospheric models. In this work we introduced EnsAl, an Al-based ensemble generation
model for atmospheric chemical constituents that can run many orders of magnitude faster than traditional physics-
based models.

When trained on an existing ensemble of atmospheric ammonia concentrations generated using the GEM-MACH
model, EnsAl can accurately reproduce many features of the original ensemble. By comparing the original GEM-
MACH and EnsAlI ensembles to a static error covariance, it was shown that including flow-dependence in the error
covariances has a considerable effect on the covariances and that EnsAl can encode much of the meteorological-
dependent features of the original ensemble. Furthermore, it was demonstrated that including only surface information
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in EnsAl was sufficient to reproduce most of the time-dependent features of the ensemble, thereby allowing EnsAl to
produce accurate ensemble information for ammonia with much smaller memory requirements as compare to systems
that require multiple vertical levels.

Many geophysical Al-based models use extensive training data sets, such as the ERAS or CAMS analysis/reanalysis.
However, EnsAl was trained on a much smaller data set that was only comprised of 15 weeks of data. This suggests
that ensemble generation systems that are only designed to predict model perturbations (instead of the model trajectory
itself) seems to produce good results using much smaller training data sets.

An ensemble-based emissions inversion system for ammonia was used as a test application for EnsAl. Accurate emis-
sions/concentration spatial correlations are necessary for proper spatial source attribution of observations in emissions
inversions. As such, capturing the time-dependency of these correlations is important for successful inversions, which
can be done by using ensembles in the inversion system. It was demonstrated that EnsAl-based emissions inver-
sions produced very similar results to inversions performed using the GEM-MACH ensemble. Being able to generate
ensembles in a fraction of the time required for physics-based models significantly eases the computational cost of
running such inversion systems.

While application to emissions inversion systems is a substantial development by itself, the longer term goal is expand
EnsAl to more atmospheric chemical constituents to use in chemical data assimilation. Although EnsAl was able to
reproduce most the time-dependent features of the ammonia ensemble with only surface fields as input, more vertical
levels may be needed if applied to other species with longer atmospheric life times.
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Appendix

A Ensemble-Variational Emissions Inversion

The emissions inversions were performed using a variational algorithm, in which a cost function is minimized to find
the optimal combination between a priori (background) and observational data. The cost function is minimized with
respect to the increment Ax, which when added to the background state x® yields the analysis x* = x” + Ax. In our
case, the cost function J is given by

J= %AXTB_lAX + %(d — HAx)"R™'(d — HAX), (10)

where d = y — H (xP) is the difference between the observations y and the background in observation space. H is the
(nonlinear) observation operator that maps the model state into observation space, while H denotes its linearization.
The first term in the right hand side of Equation (T0) quantifies the deviation from the background state and is weighted
by the inverse of the background error covariance B. Similarly, the second term in the right hand side of Eq. (I0)
quantifies the deviation from the observations and is weighted by the inverse pf the observation error covariance R.

In the case of an emissions inversion where the unobserved emissions e are constrained using observations of the
atmospheric concentration ¢, using Eq. (2)), the cost function becomes

J= %AeTB;}Ae + %(d —HAc¢)TR™'(d -~ HAC), (1n

where Ae and Ac are the emissions and atmospheric concentration increments, respectively. Since we assume that
uncertainties in the atmospheric concentrations are due solely to the uncertainties in emissions, the emissions and
concentration increments are related to each other by

Ae = B.B_'Ac. (12)
It is useful to rewrite the cost function in terms of a control vector x, which defines the control vector transforms
Ac = B!/?x, (13a)
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Ae = B/ ?x, (13b)
where B!/2 and B!/? are the square roots of B, and B..., respectively. The cost function can then be expressed as

1 1 _
J(x) = 5x"x + 5(d — HB/*x)"R™"(d — HB;*x). (14)
The emission inversion then consists of minimizing this cost function with respect to the control vector x, followed by
the transformation of the optimal control vector to the emissions (or concentration) increment given by Equation (13).

Ensemble-variational methods are a class of variational algorithms that model the background error covariance using
an ensemble and is the inversion method used in this study. As mentioned in Section[2.3] covariances that are formed
solely from ensemble pertrubations will in general have spurious correlations and low rank due to the limited size of

the ensemble. As such, localization of the ensemble covariances is included, as shown in Eq. . With this, B!/ and
Biéz can then be expressed as

1

Biéziﬁ[diag@cl)ﬁlp ... diag(den)LV/?] (15a)
1

Béf:ﬁ[diag(éel)ﬁl/z ... diag(den)L?], (15b)

where {de;} and {dc;} are emissions and concentration perturbation ensembles, respectively, diag(-) is the diagonal-
ization operator, and L£1/2 is the square root of the localization matrix. Here, we have chosen the same localization
matrix for both the emissions and concentrations, which was defined to be isotropic with a half-width at half-maximum
of 120 km with the shape prescribed by the fifth-order function of |Gaspari and Cohn| (1999).

B Components of the U-Net

The different components that comprise the U-Net used for EnsAl are described in this appendix. In this appendix, all
references to graphical representations of the U-Net components refer to Fig. [3]

Residual blocks (He et al.,2016)) (represented by the blue right arrows) are used throughout the network and consist of
two sequential constitutional layers with a residual connection. Each constitutional layer is comprised by (in sequential
order) a 3 x 3 two-dimensional convolution, a group normalization (Wu and He| |2018)), and a Sigmoid Linear Unit
(SiLU) (Hendrycks and Gimpel, 2016) activation function.

In the encoding branch, the residual blocks are used to increase the number of channels, while a 2 x 2 max pooling
(represented by the orange downward arrows) is used to half each spatial dimension. In the decoding branch, upscaling
blocks (denoted by the green upward arrows), consisting of a nearest neighbor upscaling followed by a 3 x 3 two-
dimensional convolution, are used to double each spatial dimension and half the number of channels. Skip connections
(represented by the grey dashed arrows), comprised of a copy and concatenation, are made across the encoding and
decoding branches. A final two-dimensional convolution is made at the end of the decoding branch (denoted by
the purple right arrow) to reduce the array to a single channel that represents the surface ammonia concentration
perturbation.

C Details of Correlation Length Decomposition

With the decomposition of the correlation length defined in Equation (8), the first three modes are given by

L] = \/2/7"25)(7“, 0)drde, (162)
L[] = \/Z/(cos(d)) + isin(¢))r?o(r, 0)drdo

- \/f [+ wete vy,
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L[2] = ﬂ / (cos(2¢) + i sin(2¢))r2o(r, 8)drdf
— \/g / (cos?(¢) — sin®(¢) + isin(¢) cos(¢p))r? o(r, 0)drds (16¢)

2 2 2 | - o(z,y)
=/— [ (z* —y* +ivy) —=—=dxd
\/; / (" -y y) N
where in these equations the correlations are computed between the origin and the point (z, y), which when expressed
in polar coordinates is a distance r from the origin at an angle 6 from the x-axis.

Examining the the integral in Equation (I6a)), at each angle 0, the integral over r is equal to the (one-sided) variance of
o in that particular direction. The integral over 6 then takes the angle-averaged value of this one-sided spatial variance.
As an illustration of this quantity, consider the spatial correlation function of a 2D isotropic Gaussian pg, given by

22+ g2
pG(xay) = exp ( 2L2G > ) (17)
where L is the scale parameter of the Gaussian function, so that its normalized spatial correlation o¢ is
1 12 + y2
= —F — . 18
QG(I7y) 27TL%; exp < 2LQG ( )
In this case, L[0] is given by
1 0o T2 2m
L0 = ——+— r?exp | —=— | dr db
0= g ), 7tov (o) )
V2o, ( r? ) . (19)
= —— reexp | ——= | dr
VTLE Jo Ly
= LGa

which shows that L[0] is equal to the Gaussian scale parameter L¢ in this example.

From the second line of Equation (16b), it is apparent that the real and imaginary parts of the L[1] are proportional to
the dipole moments of p in the x and y directions, respectively. Functions that are symmetric about the x-axis (y-axis)
will have vanishing real (imaginary) parts of L[1].

The third line of Equation (16¢) shows that L[2] is related to the quadrupole moments of the function

o(z,y)/+/x? + y2, where the real part is proportional to the difference between the x, x and y, y quadrupole compo-
nents and the imaginary part is proportional to the =, y component.
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Supplement to EnsAl: An Emulator for Atmospheric Chemical Ensembles

S1 Further Information on Training the Network

This section contains additional details of the training of the U-Net network. The network was trained using a batch
size of 32 and learning rate of 10~* through 50 epochs. The learning curve for the training is plotting in Figure
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Figure S1: The learning curve produced during the training of the EnsAl model.

S2 Additional Plots for the Direct Comparison of Covariances

Figure S2: Statistics for the standard deviation of surface ammonia o taken over the combined evaluation time period
of July 1-7 and August 1-7. The left panel shows the mean value of CTSM over this time, while the middle and right
panels show the RM SE(o.) values for the EnsAl ensemble and static covariance, respectively.
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Figure S3: RM SE values for the horizontal correlation length modes Le.[m] for m < 2 for the emissions/surface
concentration cross-correlation over the combined time period of July 1-7 and August 1-7 for the EnsAl ensemble
(left column) and the static covariance (right column). A narrow band of grid points around the lateral boundaries of
the model grid is excluded as the full mode expansion of L.. cannot be computed at these points.
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