Response to referee comments on “Ozone and carbon monoxide over India
during the summer monsoon: regional emissions and transport” by N. Ojha et al.

Anonymous Referee #1

Comment: This paper highlights the need for more aircraft-based measurements over India
and adjacent regions and the improvement of emission inventories. Comparison of Ozone and
carbon monoxide profiles from the CARIBIC aircraft with WRF-Chem simulations show that
long-range transport of CO to southern India is significantly underestimated in WRF-Chem. |
agree with authors that there is need of aircraft measurements over Asian summer monsoon
region and the improvement of emission inventories. However this paper has neither tested
the performance of different anthropogenic emission inventories over the Indian region nor
explored in detail the transport of CO or ozone during the monsoon season. | suggest major
revision of this manuscript.

Response: We thank the referee for constructive comments and suggestions. The point-
by-point response to referee comments are given below and changes made in the
manuscript are highlighted in red color. We would like to mention that this is the first
attempt in which an online regional model with recent emission inventory (EDGAR-
HTAP) is being evaluated against the high-quality aircraft measurements over India.
Regarding the role of regional emissions, we have shown that 50% higher CO emissions
over India do not explain the under-prediction of CO in the lower troposphere and
therefore changes in the conclusions should not be expected, even if different emission
inventories are used. Nevertheless, following the interesting suggestion of the referee, we
have conducted additional simulation by using another regional inventory (INTEX-B,
Amnuaylojaroen et al., 2014). We find that our conclusions are unaffected by the choice
of emission inventory as also shown by EM_1.5x simulation. Now we clarify the gaps in
the regional modeling work done previously and objectives of our study in the
manuscript (Introduction section, Page 4-5).

Comment: It is not clear why authors chose regional model (WRF-Chem) and not GCM to
analyze long range transport due to monsoon convection. If the objective of the paper is to
show the WRF-Chem model performance and need for improvement of the emission
inventory then model performance should have been tested during clam winter condition.
WRF-Chem Model may perform better during winter season however, being a regional model
it may not simulate the monsoon related long range transport as good as GCMs. The authors
have shown that WRF simulations show good agreement with MOPITT during subdued
convection time in June while biases are large during July and August when monsoon
convection is very strong. This may be related to lateral forcing which is not the case in
GCMs.

Response: The long-range transport in WRF-Chem model is controlled by the boundary
conditions, i.e. by global model data. Besides that, regional model offer an opportunity
to incorporate the high-resolution latest regional emissions into the model to see the
effect of local and regional emissions. However, lack of observations (especially vertical
profiles) has largely inhibited an evaluation of long-range transport and regional
influences over Indian region. It is true that model can perform better in calm winter



and also satellite retrievals are better in other seasons. This further highlights the
importance of this work and in general the need of aircraft data in summer-monsoon.
Additionally, as the referee correctly mention, as convection is very important during
the monsoon period, we expect regional model to be more accurate (due to resolution) in
representing convective transport, which can only be parameterized over large-scale in
global model. Finally, the comparison of WRF-Chem (Figure 2) and MOZART
(Supplementary material-Figure 1) with observations shows that the influences of
regional emissions are better captured by regional model. We suggested that future
improvement in global emissions will help improving the boundary conditions which
when combined to WRF-Chem will be better suited for budget studies.

Comment: | suggest adding results from few more simulations from latest regional emission
inventories (for example Amnuaylojaroen et al., 2014) before arriving to conclusions. The
ozonesonde (http://woudc.org/) and CAIPEEX aircraft data (CO and O3 -
http://lwww.tropmet.res.in/ caipeex/about-data.php) is available ~ over the Indian region
during monsoon season. Authors should compare WRF-Chem simulations with these data
sets.

Response: Thanks for the suggestion. It should be noted that the EDGAR-HTAP
emissions are actually based on regional inventories only, and sensitivity to the CO
emissions has been presented by enhancing CO emissions by 50%. We conducted
another simulation using a different regional emission inventory (INTEX-B) (revised
Figures 3, 5, 8 and Supplementary material-Figure 2), and we found that our
conclusions remain unaffected. A comparison of WRF-Chem with ozonesonde data
available at WOUDC has been added (Section 3.2, Section 4.1.2 and Figure 5) following
the suggestion of the referee. The comparison shows good agreement between model and
ozonesonde climatology during summer monsoon in the lower and middle troposphere
over Delhi and Pune, however, model overestimated ozone in the upper troposphere.
Over southern Indian site Thiruvanathapuram, model showed a negative bias in the
troposphere, as also seen with the CARIBIC observations. We have requested
CAIPEEX data, however, it could not be received as of now. We will be keen and take
up comparison of CAIPEEX as a separate follow up study.

Comment: Section 4.3 — This section is weak. | suggest adding figure showing the monsoon
convection play an important role in lifting of boundary layer pollutants (from Indo-Gangetic
plane or Bay of Bengal ) into the monsoon anticyclone (see Randel et al., 2010; Park et al
2007; 2009; Fadnavis et al 2013, 2014). The effect of enhanced CO emissions (50%) on
transport into the upper troposphere and lower stratosphere can be discussed in detail. |
suggest adding a figure of lat-long sections in the UTLS and related discussions.

Response: Thanks. Suggestion has been incorporated (Section-4.2 and new Figure 9).

Comment: Section 4.3.1 — Authors have not mentioned the location of strong pollution event
on 15 July 2008 and the reason for this. It is quite obvious that model will underestimate such
event as emission inventory does not account it. One can assimilate satellite data and
reproduce such event.



Response: We agree with the referee that a more detailed analysis on the causes of this
pollution event should be present in the manuscript. Therefore, we have analyzed the
wind fields over Chennai based on radiosonde measurements and we found that the
model overestimates systematically the wind speed during the July period. Hence, there
are indications that the simulated air parcels do not collect enough pollutants from the
boundary layer due to low residence time. The effect of the wind overestimation is
discussed in the revised manuscript (Page:19, Lines:12-21; Supplementary Material-
Figures 3,4). The emissions in the model are not responsible for the misrepresentation of
the pollution episode as in all sensitivity runs with different emissions (i.e. two different
inventories and an increase in emissions), no significant changes of the model
performances with respect to pollution event are seen.

Conclusion section — It should be revised thoroughly. | suggest authors to mention the
outstanding results from this study.

Response: Conclusion section has been revised to include the key results. The results
from new analyses (e.g. comparison with ozonesondes, additional simulation with
INTEX-B inventory, effect on Upper troposphere) suggested by referee are added in the
conclusions.

Anonymous Referee #2

Comment: This paper evaluates ozone and carbon monoxide predicted by the regional model,
WRF-Chem, over India. There are limited data of atmospheric constituents above the surface.
Thus, the focus on vertical profiles compared to CARIBIC data is a needed addition to
understanding atmospheric chemistry predictions in South Asia. The authors find that the CO
mixing ratios are typically underestimated in the lower troposphere and therefore investigate
the cause of the under-prediction. They conclude that direct emissions of CO are not
responsible for the CO mixing ratio under-prediction, but instead long-range transport is
substantially underestimated. The paper is well written, but further discussion is needed about
how this study’s results compare with previous work and on the implications of the results. |
recommend minor revision before publication.

Response: We thank the referee for constructive comments and suggestions. The point-
by-point response to referee comments are given below and changes made in the
manuscript are in red color.

Major Comments:

1. There needs to be more discussion about what previous studies have found and how the
results of this paper fit with those previous studies.

Response: More discussion about previous studies has been added in the revised
manuscript (Page:4, Lines:1-6). We in particular fill a gap of WRF-Chem evaluation in
free troposphere against aircraft data of ozone and CO during monsoon (Page:5,
Lines:1-3). We additionally show that the evaluation results are different as compared to
satellite retrievals.



2. There needs to be discussion of the implications of the results (e.g. section 4.3.1). In
addition, the Conclusions section should discuss the implications of the results.

Response: Thanks for the suggestion. Implications of the results and recommendations
are added (Page 21, Lines: 8-13). Conclusions section has also been revised (Page 21-23)
to include new analyses and implications (Page 23, lines: 4-8).

Specific Comments:

1. For the model evaluation, it is clear that the WRF-Chem output is compared along the
CARIBIC flight tracks. Then the model results are compared to MOPITT CO profiles over
Chennai. The authors use MOPITT gridded data for this comparison. How big is the MOPITT
grid? Is it similar in size to the WRF-Chem grid, or is it a larger (smaller) region? Is the
MOPITT profile over a region similar in size to the CARIBIC vertical profiles?

Response: MOPITT grid size is bigger (1°x1°) as compared to WRF-Chem (30 km x 30
km). We agree that the best comparison between model simulations and satellite
observations can be made when the two datasets have same spatial and temporal
resolutions. Here we suggest that such effects could be minimal as “monthly average”
distribution from model and satellite has been taken for the comparison, which could
minimize the effects of day to day variations in the comparison. A synchronization of the
spatial resolution using interpolations could induce further errors, especially in the
cloudy conditions affecting many grid points during monsoon.

2. For all model comparisons with observations, have the authors only compared the model
interpolated (or nearest grid point) with the observation, leaving the possibility that a plume
could be missed because the wind direction was slightly different than observations? In some
cases, it helps to capture those plumes by using an average of the 9 surrounding grid cells in
the model.

Response: The suggested method of averaging gives the similar results as shown in the
manuscript, since we have interpolated the model output “bi-linearly in space” which
accounts for the possible spatial variability. The differences in model output time and
observations have been accounted for by taking temporally weighted average (more
weight to the model output which is closer in time to observational time).

3. Page 21146, lines 1-6. The high ozone north of India is likely due to the high elevation of
the region as well. There are other data sets that could and should be used by the authors to
evaluate the model results, including ozonesondes and CAIPEEX data (as reviewer 1
mentions). For example for the northern part of the domain, Bian et al. ADVANCES IN
ATMOSPHERIC SCIENCES Volume: 28 Issue: 6 Pages: 1318- 1325 Published: NOV 2011
present ozonesonde data over Tibet, China. I recommend incorporating these data into the
model evaluation.

Response: CAIPEEX data was requested, however is not yet received and therefore will
be analyzed as a follow up work. Bian et al paper uses primarily satellite data. As
suggested, we made a comparison with ozonesonde data, which shows a good agreement
between model and ozonesonde climatology during summer monsoon in the lower and
middle troposphere over Delhi and Pune. However, model overestimated ozone in the



upper troposphere. Over southern Indian site Thiruvanathapuram, model showed a
negative bias in the troposphere, as also seen with the CARIBIC observations. This
information has been added in the manuscript (new Figure 5, Section-3.2, and Section-
4.1.2).

4. Page 21146, lines 6-8. Would removal of ozone precursors by wet deposition possibly be
important for the results shown here?

Response: Yes, removal of ozone precursors by wet deposition would affect ozone,
especially near surface, where in situ chemistry is more important. The sentences are
suitably modified in the manuscript. However above surface, O3 and CO profiles are
little  affected by wet deposition (e. g. Bela et al, 2013
http://www?2.mmm.ucar.edu/wrf/users/workshops/WS2013/ppts/7A.5.pdf).

5. Page 21146, lines 13-16

This would be a good place to discuss how the model results compare to previous modeling
studies, e.g. Kumar et al. (2012) and Michael et al. (2014).

Response: Suggestion is incorporated.

6. Section 4.3 Introduction. | know of two other papers discussing the importance of boundary
conditions on regional-scale model results. Pfister et al. (2013) JGR discuss the contribution
of the boundary conditions on ozone over California. Andersson et al. (2015) GMDD show
the importance of boundary conditions on results in the regional MATCH model. These
papers should be included in the introduction and/or discussion of long-range transport.
Andersson, E., Kahnert, M., and Devasthale, A.: Evaluation of lateral boundary conditions in
a regional chemical transport model, Geosci. Model Dev. Discuss., 8, 5763-5808,
d0i:10.5194/gmdd-8-5763-2015, 2015.

Response: Suggestion is incorporated (Page:5, Lines:7-9)

7. Page 21148, lines 12-14. In addition to introducing Figure 9, 1 suggest that the authors also
present basic results, e. g. “for all days except one, the residence time in South India is less
than a day”. Otherwise I suggest introducing Figure 9 at the start of section 4.3.1.

Response: Suggestion is incorporated.

8. Page 21149, end of section 4.3.1. | think section 4.3.1 omits the implications of the
findings, which are that the high pollution event came from air masses that spent >3 days over
South Asia and are influenced by boundary layer pollution. Please address these questions:

a) Why did WRF-Chem not reproduce this event? It could be the winds were in error (likely
too high), or emissions of non-methane hydrocarbons or nitrogen oxides were too low (higher
emissions of other ozone precursors were not tested in the high CO emissions sensitivity test).
Response: We thank the referee for the suggestion. We have analyzed the wind fields
over Chennai based on radiosonde measurements (Supplementary material, Figure 3,
4). We found that the model systematically overestimated wind speed during the July
period, in particular when observations show lower wind speeds (2-3 m/s) causing
favorable conditions for stagnation. Therefore we expect that the air parcel do not
collect enough pollutants from the boundary layer. Additionally, no indication of


http://www2.mmm.ucar.edu/wrf/users/workshops/WS2013/ppts/7A.5.pdf

underestimation of emissions is seen as model performance did not improve in
reproducing the event, when emissions were increased by 50 %. This discussion has
been added in the manuscript (Page:19, Lines:12-21).

b) Have other pollution events, like the one described, been observed before (i. e. cite
previous studies)? At the least, the authors could point out that pollution events occur during
stagnation events and this is an example for South India.

Response: As mentioned before, analysis with radiosondes measurements, this is exactly
the case: the pollution events are due to stagnation episodes which are not captured in
the model due to higher lateral wind speeds. We have discussed this now in the
manuscript (Page:19, Lines:12-21; Supplementary Material: Figure 3, 4).

9. Section 4.3.2 would benefit by discussing previous studies on boundary condition for
regional-scale model simulations.
Response: Suggestion is incorporated (Page:19, Lines:23-26).

10. Section 4.3.2. MOZART includes biomass-burning emissions, yet is shown to have an
underestimate of CO mixing ratios in a region potentially affected by African biomass
burning. Could the authors recommend improvements for the global chemistry transport
model? | would think improving the fire emissions (which is an ongoing activity) and having
data assimilation should help.

Response: Suggestion is incorporated (Page:21, Lines:8-13).

Technical Comments:
1. P. 21138, line 17,— data are
Response: Corrected.

2. Page 21146, lines 6-8. What wet deposition scheme is used? It was not listed in Table 1.
Response: A simple parameterization of wet scavenging in convective updrafts was
included. Simulation with full wet deposition (including aquous-phase reactions) was
also conducted (Supplementary material- Figure 5) showing very similar results. Newly
developed wet deposition (Neu-Prather scheme) was not available with the employed
model chemistry (RADMZ2). Evaluation results using Neu-Prather scheme (Bela et al.,
2013  http://www2.mmm.ucar.edu/wrf/users/workshops/WS2013/ppts/7A.5.pdf)  have
also shown insignificant effects of wet deposition on O3 and CO profiles above surface.

3. Page 21146, line 8.— affected
Response: Corrected

4. Page 21147, line 9. Are the results presented in Figure 7 from one grid column in WRF-
Chem or an average of a few grid columns that cover the Chennai region or interpolated to the
latitude / longitude of Chennai?

Response: This figure shows model simulation bi-linearly interpolated to the site.

5. Page 21148, line 22.—03 and CO are found


http://www2.mmm.ucar.edu/wrf/users/workshops/WS2013/ppts/7A.5.pdf

Response: Corrected.

6. Page 21148, line 22. Clarify whether O3 and CO are very high in concentration or whether
their high concentrations reach up to “high” altitudes (805 hPa).

Response: We referred to the mixing ratios and not to the altitude. Sentence corrected in
the manuscript.

7. Page 21148, lines 23-24. | think it would help the discussion to refer to the vertical profiles
in Figures 1-3.
Response: Figures of vertical profiles are now referred (Page: 19, lines: 1-2).

8. Page 21149, line 10.— mixing ratios by 25%
Response: Corrected.

Anonymous Referee #3

Comment: The paper by Ojha et al., presents an analysis of the tropospheric composition and
potential pollution sources over the lower troposphere over India. The authors use a
combination of in-situ aircraft observations from CARIBIC, MOPITT-CO data and WRF-
CHEM simulations. Since the model underestimates lower tropospheric CO observations of
CARIBIC, but captures the free tropospheric data the authors perform sensitivity simulations
with different source estimates. Based on these they conclude on a minor effect of the local
emissions on the free troposphere over India. Using HYSPLIT backward trajectories they
conclude on an underestimated transport path of CO from Africa in the lower troposphere.
They test this by increasing CO at the according WRF domain boundary, from which the
authors infer a better agreement with the in-situ observations. The focus of the work is unclear
to me: Currently the only conclusion, which can be drawn is, that WRF does not reproduce in-
situ observations of CO, even with increased Indian emissions. The additional source from
long range transport is not fully evaluated.

Response: We thank the referee for constructive comments and suggestions. The point-
by-point response to referee comments are given below and changes made in the
manuscript are highlighted in red color. The objective of the study is to evaluate the
performance of the online regional chemistry transport model (WRF-Chem) over India
during summer monsoon. This is the first work evaluating WRF-Chem simulations with
state-of-the-art aircraft-borne instrumentation for ozone and carbon monoxide over
India. We use this evaluation to identify the weaknesses and strengths of the model setup
in simulating the influences from regional emissions and transport. The effect of
transport from within the Indian domain is shown to be well captured by the regional
model (Figure 3 and Figure 11). The role of regional emissions is investigated using
sensitivity simulation 1.5x_EM. Thanks to the suggestions of the other referees, we test it
further using another regional inventory (INTEX-B) to find that our conclusions are
consistent (independent of regional inventory used). Role of long-range transport is
analyzed combining backward trajectories with sensitivity simulation (1.25x_BDY).



A comparison of vertical profiles of CO from driving global model (boundary
conditions data to WRF Chem) with CARIBIC measurements is shown (Supplementary
material- Figure 1). This clearly shows that CO levels are lower (by ~20 ppb or more) in
transported air mass from west during June-August) at 800 hPa. Easterly air masses
(influencing above 500 hPa) do not underestimate CO which is in agreement with our
conclusions. In addition to evaluation of WRF-Chem simulations against in situ profiles,
we also show a comparison of monthly average satellite data. We highlight that the
evaluation results are different with satellite data as compared to in situ measurements.
Therefore, we suggested that follow up studies using more aircraft based observations
are needed to validate the model as well as satellite retrievals to better understand
budget of trace gases, especially due to transport as regional effects are reasonably
represented in current setup. Now we revise introduction and conclusion sections to
clarify these objectives and implications of the study in the manuscript itself.

Comment 2: There’s no discussion

- of the role of other emissions (SE China) and vertical transport there

- of transport outside the domain in the potential inflow region above 4 km (see trajectories
Fig.7)

Response: In the easterly air masses, CO mixing ratios are typically overestimated in
driving global model (Supplementary material- Figure 1). Therefore the CO
underestimation in WRF-Chem in lower troposphere could not be due to emissions over
the SE China region.

- of the structure of the tropospheric CO profiles even after ’improvement’ (Fig. 10,
1.25 BDY _case): CO is enhanced over the whole profile, but the model does not capture the
vertical CO structure - the whole distribution seems to be wrong.

Response: The typical underestimation in the lower troposphere (westerly air mass) and
overestimation in the upper troposphere (easterly air mass) does lead to a limitation of
regional model in capturing the observational profiles. Global model (boundary
conditions) also shows limitation in reproducing the observed structure. Here, we
suggest that a regional model which better captures the local and regional effects can be
combined with improved/adjusted boundary conditions data from global models.
Improvement in global emission inventories and data assimilation to provide boundary
conditions to regional model is recommended. However, in lack of in situ profiles in the
surrounding marine regions, as of now such efforts are sparse. Our study partially fills
this gap by combining sensitivity simulations with CARIBIC observations and
backward trajectories.

Comment 3: Further:

- MOPITT and model disagree for the monthly means with WRF partly overestimating the
observations, how does the hypothetical African source affect this?

Response: Here we are convinced that the MOPITT data have strong discrepancies with
the in-situ observations. We now make more analysis to find that the model profiles
after applying the MOPITT operator (Std (AK)) converge towards the satellite a priori
profiles, especially in the lower troposphere. The averaging kernel values are found to



be much smaller (less than 0.1 in LT) during this period (summer monsoon), as
compared to the values reported in literature (e. g. Kar et al., 2008). This indicates
biases in the satellite retrievals towards a priori from model (similar to what is used as
boundary conditions in WRF-Chem) (also see response to the comment 10). Manuscript
has been suitably revised by adding this discussion (Figure 6, Page: 15, Lines:3-7).

Comment 4: the simulation fails to reproduce the C-shape seen in MOPITT which could
indicate, that vertical transport in the model is incorrect (which would be in agreement with
the 1.5_EM experiment)

Response: We do not agree. The limitation in reproducing the C-shape is not due to
incorrect vertical transport in WRF-Chem and the observed shape is not captured in the
model fields used for boundary conditions (Supplementary material-Figure 1).
Regarding the comparison with MOPITT, the complete CO profile from WRF-Chem is
in very good agreement with MOPITT in June, indicating reasonable vertical transport
in the model. During July-September also, model has significantly higher CO than
MOPITT in the altitude range where we are reporting an underestimation as compared
to measurements. New analysis comparing the vertical distribution of water vapor from
WRF-Chem with in situ measurements from CARIBIC (Figure 4 in the revised
manuscript) also indicates adequate vertical transport in the model. The contrasting
evaluation results with in situ profile and satellite data clearly indicates the uncertainties
in retrievals in cloudy-rainy conditions of monsoon period.

Comment 5: Is it appropriate to use CO (with its relatively long lifetime) to evaluate a
regional model over several months, without carefully evaluating the driving model, which
delivers the chemical boundary conditions? I highly recommend to either include an analysis
of the pollution sources of the driving model and a larger area, if CO is taken as evaluation
species. Alternatively the authors should use the full capability of CARIBIC data (short lived
compounds), which are suitable to evaluate sources in a regional domain. Given the above
points, the paper requires major revisions.

Response: We agree with the referee that the manuscript can be largely improved in this
sense. Therefore the chemical fields from the driving model providing boundary
conditions have also been evaluated same way by bi-linearly interpolating along the
CARIBIC flight and comparing with the observations (Supplementary material-Figure
1). Boundary conditions data does show an underestimation near 800 hPa. Ground
based observations at the site were not available but in the nearby region, CO is not
underestimated at surface. Also any increase in surface emissions has large impact on
surface (Figure 10), therefore we suggested that CO in the boundary conditions need to
be increased in westerly air. We do agree and wanted to convey that this study will be
followed more by future aircraft campaigns on the oceanic regions around south Asia to
provide further insight on fire influences. A recent study (Osman et al., ACP
Discussions, 2015) also indicated higher CO mixing ratios on the western boundary of
our domain using trajectory-mapping of global aircraft observations. The manuscript
has been revised suitably to include these information (Page:21, Lines:7-12).



Comment 6: Details: The hypothesis that the uncertainties of local emissions alone cannot
explain the discrepancies to in-situ observations are build on very few insitu profiles. On the
other hand the authors show, that MOPITT profiles and WRF simulations agree or even the
observations are overestimated. Nonetheless, they conclude on a south westerly CO source by
increasing part of the model boundary CO by 25%. The authors infer, that transport of CO
from the south west is underestimated and they increase the CO over a specific part of the
domain boundary by 25% (but the whole altitude range) and compare this with individual
local profiles. How is it possible, that the increase at the domain boundary over the entire
altitude range affects CO over Chennai, since the authors show, that HYSPLITT back
trajectories indicate a totally different air mass origin above 4 km ? Given this behavior: did
the authors check, how an increase at e.g. the opposite model boundary would affect the
comparisons (not the flow at higher altitudes in Fig.7)?

Response: Easterly air masses have higher CO in MOZART than observations
indicating that sources of the underestimation in LT are in the west. Our explanation of
westerly influence will be consistent with WRF-Chem and observation comparison as
well as MOZART-observation comparison.

Comment 7: How well is convection (shallow and deep) represented in the model?
Response: Convection in the model has been parameterized using Grell 3D scheme,
which is the improved version of GD scheme, combining the ensemble and data
assimilation techniques (Grell and Devenyi, GRL, 2002). In the revised manuscript, we
show (new Figure 4) that the water vapor profiles in WRF-Chem are in very good
agreement with the in situ measurements from CARIBIC, indicating an adequate
convective transport in the model.

Comment 8: Why do the authors not use a global model to support their conclusion

about a significant African influence?

Response: During Indian summer monsoon period, the CO distribution in global model
fields does show highest CO mixing ratios over the central African region associated
with biomass burning (e.g. Inness et al., 2013). We combined sensitivity simulations with
backward trajectories to suggest significantly higher inflow of CO from the western
domain boundary to regional model domain. Analysis of global model data used as
boundary condition is also given here showing the underprediction of CO in westerly air
mass. Dedicated work towards conducting and evaluating global model simulations is
beyond the scope of this paper (which focuses on regional emissions, synoptic-scale
transport from within India and identifying uncertainties in the inflow from model
boundary conditions of the regional model). A paper on the suggestion has been recently
submitted (personal communication).

Comment 9: Is WRF capable of simulating the correct local diurnal variations of the low
level winds, which might have a strong impact on the comparison with individual CARIBIC
in-situ profiles?

Response: Horizontal winds in the model are nudged with the NCEP reanalysis data.
Continuous observations of surface winds were not available and model simulated wind
speed variations were compared with radiosonde observations at different pressure



levels in the boundary layer. Wind speed in model simulations generally reproduced the
observations well (e. g. r=~0.9 in August), except the occasions of low wind speeds (2-3
m/s) before stagnation event. This is discussed in the revised manuscript (Page 19,
Line:12-21; Supplementary material: Figure3,4). It could be noted that large
underprediction of CO is seen during August despite of the fact that wind speeds are
very well reproduced.

Comment 10: How does the BDY1.25 case affect the monthly mean WRF-MOPITT inter-
comparison?

Response: Model profiles (Std as well as 1.25x_BDY) show a tendency to converge
towards satellite a-priori during monsoon, as shown below. This is now discussed in the
manuscript (Page:15, Lines:3-7, revised Figure 6).
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Abstract

We compare in situ measurements of ozone (O3) and carbon monoxide (CO) profiles from
the CARIBIC program with the results from the regional chemistry transport model (WRF-
Chem) to investigate the role of local/regional emissions and long-range transport over
southern India during the summer monsoon of 2008. WRF-Chem successfully reproduces
the general features of O3 and CO distributions over the South Asian region. However,
absolute CO concentrations in the lower troposphere are typically underestimated. Here we
investigate the influence of local relative to remote emissions through sensitivity simulations.

The influence of 50 % increased CO emissions over South Asia leads to a significant
enhancement (upto 20 % in July) in upper tropospheric CO in the northern and central
Indian regions. Over Chennai in southern India, this causes a 33 % increase in surface
CO during June. However, the influence of enhanced local /regional emissions is found to
be smaller (5%) in the free troposphere over Chennai, except during September. Local
to regional emissions are therefore suggested to play a minor role in the underestimation
of CO by WRF-Chem during June—August. In the lower troposphere, a high pollution (Os:
146.4+12.8 nmol mol~1, CO: 136.4+12.2 nmol mol™1) event (15 July 2008), not reproduced
by the model, is shown to be due to transport of photochemically processed air masses
from the boundary layer in southern India. A sensitivity simulation combined with backward
trajectories indicates that long-range transport of CO to southern India is significantly un-
derestimated, particularly in air masses from the west, i.e. from Central Africa. This study
highlights the need for more aircraft-based measurements over India and adjacent regions
and the improvement of global emission inventories.

1 Introduction

Tropospheric ozone and its precursors play vital roles in atmospheric chemistry, air quality
degradation and climate change (e.g. WHO, [2003;; |Stevenson et al., 2013 Monks et al.,
2014). It is therefore important to understand the spatial and temporal distributions of these
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species and the contributions of different sources to their atmospheric budgets. Additionally,
relative contributions of regional anthropogenic emissions and long-range transport need
to be addressed for adequate policy making. In order to understand the quantitative con-
tributions of different sources and processes (chemistry, transport) to the budgets of trace
gases, systematic measurements of the vertical distribution of trace species are required in
conjunction with chemistry-transport modeling.

Unfortunately, in situ measurements of vertical distribution of ozone and related trace
gases are very sparse over the South Asian region, where rapidly increasing anthro-
pogenic emissions lead to severe air pollution in recent years (e.g. |Akimoto, 2003; [Beig
and Brasseur, 2006} [Ohara et al., |2007}; |Lelieveld et al., |2013; |Pozzer et al.l [2015). It is
suggested that air quality will further deteriorate to become severe over India in a Business-
as-Usual (BAU) scenario (Pozzer et al., |2012). A recent study shows that ozone pollution
alone could lead to a loss of crop yield which could feed 94 million people below the poverty
threshold in India (Ghude et al., [2014). Observations such as the Indian Ocean Experiment
(INDOEX) (Lelieveld et al., |2001) and the Integrated Campaign for Aerosols, Gases and
Radiation Budget (ICARB) (Srivastava et al., [2011) have revealed significant South Asian
outflow over the surrounding marine regions (Lawrence and Lelieveld, 2010, and references
therein). Additionally, the emissions and photochemically processed air masses can be up-
lifted due to strong tropical convection and can be transported to distant regions (Lelieveld
et al.l 2002; |[Lawrence et al., [2003; Park et al., 2007) influencing global air quality and
climate.

Numerous efforts have been initiated to conduct in situ ground-based measurements
of ozone and precursors (e.g. |Lal et al., 2000; |Reddy et al., 2008; David and Nair, 2011},
Sarangi et al.,[2014). and ship-based (e.g./Sahu and Lal, 2006|; Mallik et al., 2013;|Lawrence
and Lelieveld, 2010, and references therein). However, most of the studies over this re-
gion have been confined to the surface. The observational studies were followed by uti-
lizing global chemistry-transport models, such as MATCH-MPIC (Lal and Lawrence, 2001},
Ojha et al., 2012), MOZART (Beig and Brasseur, 2006} |Sheel et al., 2010), and recently
with a regional chemistry-transport model (WRF-Chem) (Kumar et al.,2012) (Michael et al.,
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2014). WRF-Chem simulations were generally found to reproduce the variations observed
in ground-based and ozonesonde measurements over India (Kumar et al., 2012). Model
evaluation over an urban site in the Indo-Gangetic plain (Michael et al., [2014) showed an
increase in model biases in simulating O3 and CO towards the onset of monsoon as com-
pared to spring. Model results were also evaluated against satellite retrievals of NO, and
CO (Kumar et al.l [2012). These studies suggested that WRF-Chem at higher resolution
could better capture the variations in trace gases and aerosols than global models over
the Indian region because of better dealing with the complex topography and large spatio-
temporal heterogeneity in the emissions. However, evaluation of WRF-Chem simulations
over the Indian region is still very limited, particularly against in situ measurements of verti-
cal profiles (Kumar et al., 2012).

The studies over the Indian region utilizing the WRF-Chem model have revealed sig-
nificant differences between the model simulations and measurements, which have been
attributed mainly to uncertainties in anthropogenic emissions (Kumar et al., [2012; Michael
et al. [2014). Transport of CO has been investigated for the winter season by evaluating
the model against satellite datasets (Kumar et al., 2013) in the absence of in situ ob-
servations of vertical profiles. Lack of in situ measurements in the free troposphere and
above has inhibited the quantitative understanding of the transport involved, which could
play a significant role in the free troposphere (e.g.|Lal et al., 2013, 2014} |Ojha et al., [2014).
CARIBIC (Civil Aircraft for the Regular Investigation of the Atmosphere Based on an Instru-
ment Container) observations (http://www.caribic-atmospheric.com/, Brenninkmeijer et al.,
2007|;|Rauthe-Schoch et al.l 2015) can partly fill this gap by providing in situ measurements
of ozone and CO profiles over the Indian region.

The Asian summer monsoon is a dominant atmospheric phenomenon over the Indian re-
gion and is shown to redistribute trace gases and aerosols (Park et al., [2009;|Randel et al.,
2010}, Baker et al., |2011}; [Cristofanelli et al., 2014)(Fadnavis et al., |2013),(Fadnavis et al.,
2015). The monsoonal convection uplifts and mixes regional pollution into the upper tropo-
sphere, while the anticyclonic winds can bring polluted air masses from other regions and
also export the monsoon air with its pollution to regions far away from India. However, the
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influences of local and regional emissions compared to long-range transport are not well
understood, primarily due to lack of in situ measurements of vertical profiles for the evalua-
tion of model simulations. A few studies have utilized satellite datasets, however the view of
satellite instruments during the monsoon period is often obscured by clouds. While, global
models have the advantage of including large-scale dynamics /long-range transport, the
regional models offer better opportunity to investigate the effects of high-resolution regional
emissions and regional photochemistry. The inflow of pollution to the regional models is
generally provided in form of time-varying chemical boundary conditions from global model
simulations (e.g. [Pfister et al|, [2013]; [Andersson et al., [2015). Therefore, long-range pollu-
tion transport is accounted for but at reduced time resolution compared to global models.
This study utilizes CARIBIC measurements of ozone and CO profiles conducted during
the summer monsoon period (June to September) in the year 2008 in conjunction with the
regional chemistry transport model (WRF-Chem) to assess the contributions of emissions
and long-range transport over the southern Indian region. WRF-chem simulations are eval-
uated against the in situ CARIBIC profiles, an ozonesonde climatology, satellite (MOPITT)
retrievals and ground-based measurements to identify the strengths and limitations of the
WRF-Chem simulations. Additionally, we conduct a set of sensitivity simulations to identify
the role of anthropogenic emissions and long-range transport/boundary conditions.

The paper is structured as follows: the configuration of the WRF-Chem model used
in the present study is described in Sect. 2] The CARIBIC measurements, satellite data
and ground-based measurements used to evaluate the model simulations are discussed in
Sect.[3] The results with a focus on model evaluation are presented in Sect. 4.7} followed by
an investigation of the influences of regional emissions (Sect. and transport (Sect. [4.3).
The summary and conclusions are presented in Sect. [5
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2 Model description and setup
2.1 WRF-Chem

We use version 3.5.1 of the Weather Research and Forecasting with Chemistry (WRF-
Chem), an online regional chemistry transport model (Grell et al., 2005). The simulation
domain has been defined on the Mercator projection (Fig.[T). The model domain is centered
at 80° E, 22° N, and covers nearly the entire South Asian region with a spatial resolution of
30 km x 30 km. In the west-east and south-north directions, the domain has 132 and 120
grid points. We have used 51 vertical levels in the model starting from surface to 10 hPa.
The geographical data e.g. terrain height, land-use etc. have been interpolated from the
USGS (United States Geological Survey, Wang et al., 2014) data at 10 min resolution for
the model domain using the geogrid program of the WRF Preprocessing System (WPS).
The different options used in this study to parametrize the atmospheric processes are listed
in Table[T] The instantaneous model output has been stored every hour and has been used
for the analysis. Model simulations are conducted for the period of 29 May to 30 September
2008. First three days output was discarded as the model spin up.

NCEP Final Analysis (FNL from GFS ds083.2) dataset (http://rda.ucar.edu/datasets/
ds083.2/) with a spatial resolution of 1°, available every 6 h, has been used to provide the
initial and lateral boundary conditions for the meteorological fields. Four Dimensional Data
Assimilation (FDDA) has been applied to limit the errors in the simulations of meteorological
parameters. The horizontal winds, temperature and water vapor are nudged with a nudging
coefficient of 0.0006 at all vertical levels. The time step for the simulations has been set at
120s, which is 4 times the grid resolution (30 km), so that the CFL stability criterion is not
violated.

The anthropogenic emissions of CO, NO,, SO,, NMVOCs, PM, BC and OC are from the
Hemispheric Transport of Air Pollution (HTAP v2) emission inventory available on a monthly
temporal resolution (http://edgar.jrc.ec.europa.eu/htap_v2/index.php?SECURE=123). The
HTAP emissions are based upon compilation of regional emission inventories available from
US EPA for USA, Environment Canada for Canada, EMEP and TNO for Europe and MICS-
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Asia for Asian countries including India. The rest of the world is filled by emissions from
EDGAR4.3. The HTAP v2 data are harmonized at a spatial resolution of 0.1° x 0.1° for the
years 2008 and 2010. We have utilized the emissions available for the year 2008. The emis-
sions available from different sectors such as energy, industry, residential, ground-transport,
ships and agriculture have been combined and then mapped on the WRF-Chem grid. De-
tailed information on the HTAP inventory used can be found in a recent study (Janssens-
Maenhout et al., 2015). An additional simulation has also been conducted using a different
regional inventory (INTEX-B) (Zhang et al., 2009) for anthropogenic emissions.

The biomass burning emissions to the model have been provided from the Fire INven-
tory from NCAR (FINN), Version 1 (Wiedinmyer et al., [2011). The biogenic emissions are
calculated using the Model of Emissions of Gases and Aerosols from Nature (MEGAN)
(Guenther et al., 2006) online based on weather and land use data. The gas phase chem-
istry is represented by the second generation Regional Acid deposition Model (RADM2)
(Stockwell et al., [1990), which includes 63 chemical species participating in 21 photolysis
and 136 gas phase reactions. The aerosol module is based on the Modal Aerosol Dynamics
Model for Europe (MADE) (Binkowski and Shankar,|1995;;/Ackermann et al.,[1998) and Sec-
ondary Organic Aerosol Model (SORGAM) (Schell et al., [2001). GOCART dust emissions
have been included with AFWA modifications. The feedback from aerosols to the radiation
scheme has been turned on in the simulations.

Results from two different MOZART simulations (MOZART-4/NCEP and MOZART-
4/GEOSS5) were available to use for the initial and boundary conditions for chemical fields
in WRF-Chem (http://www.acd.ucar.edu/wrf-chem/mozart.shtml). MOZART-4/NCEP simu-
lations are driven by NCEP/NCAR reanalysis meteorological dataset and utilizes emissions
based on POET, REAS and GFED2 (Emmons et al., 2010). The spatial resolution of these
simulations is 2.8° x 2.8° and has 28 pressure levels from surface to about 3 hPa. MOZART-
4/GEOS-5 simulations are driven by meteorological fields from the NASA GMAO GEOS-5
model. This simulation utilizes the emissions based on inventory by D. Streets for ARCTAS
(http://cgrer.uiowa.edu/arctas) and fire emissions from FINN-v1 (Wiedinmyer et al., 2011).
The spatial resolution of MOZART-4/GEOS5 simulations is 1.9° x 2.5° and has 56 pres-
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sure levels from surface to about 2 hPa. In this study we show the simulations driven by
MOZART-4/GEQOSS initial and boundary conditions. A sensitivity analysis (not shown here)
using MOZART4/NCEP data revealed similar results for WRF-Chem simulated free tropo-
spheric ozone and carbon monoxide.

We have conducted three different WRF-Chem simulations by varying the initial and
boundary conditions and the anthropogenic emissions as mentioned in Table [2| The first
simulation called as “Std” is the standard run without any adjustments in the anthropogenic
emissions or MOZART-4/GEOS5 boundary conditions data (Sect. [4.1.1). The additional
simulation 1.5x_EM has been conducted by enhancing the anthropogenic emissions over
South Asia by a factor of 1.5 to investigate the influence of regional emissions (Sect. 4.2).
The simulation 1.25x_BDY has been conducted by enhancing the CO mixing ratios by a fac-
tor of 1.25 on the MOZART boundary conditions data at the western fringe of the domain
(Sect. to study the effect of long-range transport.

2.2 Backward trajectories

In order to investigate the transport of CO over Chennai (Sect. [4.3), 10 day backward air
trajectories are simulated using the Hybrid Single Particle Lagrangian Integrated Trajectory
(HYSPLIT) model (http://www.arl.noaa.gov/HYSPLIT_info.php). The meteorological inputs
to the model are provided from the NCEP/NCAR reanalysis data available every 6h at
a spatial resolution of 2.5° x 2.5°. The top of the model was set at 20 km and the isentropic
method has been used for the vertical motion. Backward air trajectories are calculated for
each CARIBIC observation day at 18:00 and 22:00 GMT at 6 altitude levels (2, 4, 6, 8, 10,
and 12kma.s.l.) to cover the altitude range of the CARIBIC measurements. More details
about the HYSPLIT trajectory simulations (Draxler and Hess| (1997, 11998; |Draxler et al.,
2014) and use of other meteorological datasets as inputs to the HYSPLIT model over the
Indian region can be found elsewhere (Ojha et al., 2012} [Sarangi et al., [2014).
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3 Observational datasets
3.1 CARIBIC

This study primarily utilizes the in situ measurements of ozone and CO vertical profiles col-
lected over Chennai in the southern Indian region as a part of the CARIBIC project. The
CARIBIC observatory is deployed on a monthly basis aboard a Lufthansa Airbus A340-600
for a series of two to six long distance flights. The aircraft is fitted with a permanently
mounted inlet system which is connected via stainless steel tubing to the CARIBIC instru-
ment container when installed. Parts of the tubing are lined with thin walled PFA tubes to
avoid wall effects (Brenninkmeijer et al., 2007). From April to December 2008, the CARIBIC
container measured during 32 flights between Frankfurt, Germany and Chennai. Here we
use only the 14 flights conducted between June and September 2008 as these months rep-
resent the core of the monsoon period over India in this year as discussed by |Schuck et al.
(2010) and |Baker et al.| (2011). All 14 flights crossed the western part of the monsoon an-
ticyclone in the upper troposphere over the western coast of India at altitudes of 10—12 km
before reaching Chennai at the east coast. More details regarding the flight track can be
found in|Rauthe-Schoch et al.| (2015).

CO is measured with a commercial AeroLaser AL 5002 resonance fluorescence UV in-
strument modified for use onboard the CARIBIC passenger aircraft. Alterations were nec-
essary to optimise the instrument reliability to allow for automated operation over an entire
CARIBIC flight sequence lasting several days. The instrument has a precision of better than
2 nmol mol~1 at an integration time of 1s. For more details, the reader is referred to|Scharffe
et al.[(2012).

The ozone measurements are performed by a fast, commercially available dry chemilumi-
nescence instrument, which at typical ozone mixing ratios between 10 and 100 nmol mol~1
and a measurement frequency of 10 Hz has a precision of better than 1.0 %. The absolute
ozone concentration is inferred from a UV-photometer designed in-house which operates at
0.25 Hz and reaches an accuracy of 0.5 nmol mol~!. More technical details can be found in
Zahn et al.| (2012). Water vapor mixing ratios were measured using a modified two-channel
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photo-acoustic diode-laser spectrometer with a precision of 1 ppmv. These measurements
were calibrated using the frost-point hygrometer (Rauthe-Schoch et al.| [2015]; [Zahn et all]

2014).

3.2 Balloon-borne Measurements

WRF-Chem simulations have also been compared with the ozonesonde observations at
Delhi (DEL: 77.1° E, 28.3° N), Pune (PUN: 73.85° E, 18.53° N), and Thiruvananthapuram
(TVM: 77.0° E, 8.47° N). These ozonesonde observations are conducted by the Indian Me-
teorological Department (IMD) and are archived at the World Ozone and Ultraviolet Radia-
tion Data Center (WOUDC) (woudc.org).

The ozonesondes apply a modified electrochemical ozone sensor (Shreedharan] [1968).
JThese ozonesondes have also been a part of the JOSIE intercomparison experiment
[and Kleyl [1998) . The ozonesonde observations have been previously used for analysis
of long-term changes in tropospheric ozone over India (Saraf and Beig| [2004). Consid-
ering the very low temporal frequency of these observations (lack of any profiles over
Delhi during the year 2008 (as of CARIBIC) and lack of observations in individual months
e.g. in September over Pune; this dataset has been converted to a monsoon time (June-
September) climatology for 2006-2009 period around 2008 for comparison with WRF-Chem
simulations. Day-to-day variability in model simulated wind speed at different pressure lev-
els has also been evaluated above Chennai against the radiosonde observations available
at http://weather.uwyo.edu/upperair/sounding.html.

3.3 Satellite data

We also use vertical profiles of CO retrieved from the Measurements of Pollution in the
Troposphere (MOPITT) instrument (https://www2.acd.ucar.edu/mopitt) for comparison with
WRF-Chem simulations. The MOPITT instrument on the EOS-Terra provides the vertical
profiles and global distribution of tropospheric CO with the expected precision of 10 %

(Pan et al.,[1998; Deeter et al., 2003} Yoon et al., 2013). Because MOPITT measures up-
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welling infrared radiation at 4.7 and 2.4 um, it can provide data during night and day. Even
though the retrieval sensitivity is generally greater for daytime than for nighttime overpasses
(Deeter, [2013), the nighttime retrievals have been updated by using the improved a priori
profiles over land (Ho et al., 2005).

We have used the gridded monthly CO retrievals (MOP03JM) version 6 data, available at
http://reverb.echo.nasa.gov/reverb/. The major updates with this version include corrected
geolocation data, use of NASA MERRA reanalysis product for meteorological fields and
a priori surface skin temperatures instead of NCEP and updated CO a priori (Deeter,[2013).
The Thermal and Near IR (JIR) retrievals have been utilized to have better sensitivity of
MOPITT retrievals in the lower free tropospheric altitudes (Worden et al., [2010). Further
information on MOPITT CO retrievals (Deeter et al., 2003, 20044, [b) and comparison with
measurements (Emmons et al.,[2004,2007) and model simulations can be found elsewhere
(Emmons et al., |2010; Yoon and Pozzer, [2014).

3.4 Ground-based measurements

Ground-based measurements of CO used in the study are obtained from Cape Rama
(73.8° E, 15.1° N) located at the western coast of India. These measurements contributed
to the Global Atmosphere Watch (GAW) programme of the World Meteorological Organi-
zation (WMO, http://www.wmo.int/pages/prog/arep/gaw/gaw_home_en.html). The air sam-
ples were analyzed using a Gas Chromatograph (GC) and the reported precision of CO
measurements is 1 nmol mol~! (Bhattacharya et al., [2009). The observations conducted
during 1993-2010 have been used to calculate the average seasonal cycle of CO at
Cape Rama. More details of the measurement site (Tiwari et al., |2011), sample collection
and analysis (Bhattacharya et al., 2009), and WDCGG database can be found elsewhere
(http://ds.data.jma.go.jp/gmd/wdcgg/).

Ground-based measurements of ozone at the rural site Gadanki (79.2° E, 13.5° N) were
obtained from the literature (Naja and Lal,|2002; Renuka et al.,|2014). These measurements
are based upon the UV-absorption technique. The accuracy of these instruments is reported
to be +5 % (Kleinman et al., [1994).
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4 Results and discussion
4.1 Model evaluation

In this section, WRF-Chem simulated ozone and carbon monoxide data over Chennai are
evaluated against the CARIBIC observations, MOPITT retrievals of CO profiles and the
ground-based measurements.

41.1 Comparison with CARIBIC profiles

The hourly output of WRF-Chem simulations have been spatially and temporally interpo-
lated along the CARIBIC flight tracks. The observed and model simulated profiles have
been averaged into vertical bins of 50 hPa for the comparison analysis. The comparison of
O3 and CO profiles from CARIBIC measurements with standard WRF-Chem simulations is
shown in Fig. [2| Here we only show the profiles collected during the descent of the aircraft
as these have complete coverage until about 800 hPa, while the measurements start from
about 600 hPa onwards in the ascending profiles. However for the analysis of model biases,
all the ascending and descending profiles have been averaged to calculate the monthly
profiles (Fig. [3).

Higher levels of ozone and carbon monoxide occur in the Lower Troposphere (LT: 850—
600 hPa) and Upper Troposphere (UT: above 300 hPa), while lower levels in the Middle
Troposphere (MT: 600—400 hPa), cause a typical C-shape structure during July. This fea-
ture is suggested to be associated with the monsoonal convective uplifting of the lower
tropospheric pollution and is captured by WRF-Chem.

Despite the qualitative agreement of the vertical distributions of O3 and CO, signif-
icant differences occur between model and measurements, particularly in lower tropo-
spheric CO. For example, on 19 June the observational CO levels vary from 91.5+3.9 to
104.440.6 nmol mol~! in the LT, whereas WRF-Chem simulated CO levels are significantly
lower (75.4+1.0 to 85.8+0.7 nmol mol~!). The average underestimation (Mean Bias) of CO
in the LT is found to be 12.6 + 4.4, 22.8 +12.6 and 19.9 + 7.5 nmol mol~! during June, July
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and August respectively, as calculated from all the ascend and descend profiles averaged
for a month (Fig. [8). WRF-Chem simulated average CO shows very good agreement with
CARIBIC measurements during September in the LT (MB = —0.1 & 4.2 nmol mol~1).

The model underestimates a pollution event of strongly elevated ozone observed on
15 July 2008 (146.4+12.8nmolmol~! at 810hPa). In contrast to CO which is typically
underestimated in LT, the bias in model simulated O3 varies from an overestimation by
4.3 +1.8 during June to an underestimation by 7.8 = 1.6 nmol mol~! during August, except
during the strong pollution event (—71.5 £ 25.9 nmol mol~!). The significantly higher levels
of O3 (146.4 +12.8 nmol mol~1) and CO (136.4 & 12.2 nmol mol~!) as observed during July
are from two observational profiles on the same day (15 July), discussed separately as an
event of strong pollution.

For the complete profiles from Standard WRF-Chem simulations (Std), the Root Mean
square Deviation (RMSD) values for O3 are found to vary from 6.5 to 12.6 nmol mol™1!,
except during a strong pollution event (RMSD = 48.1 nmol mol~1). RMSD values for CO are
in the range of 5.5 to 18.2 nmol mol~!. The average vertical distribution of the water vapor
mixing ratios from WRF-Chem is compared with the CARIBIC measurements in Fig.
Generally, WRF-Chem simulated H,O is in very good agreement with the observations, i.e.
with in the variability of 1-standard deviation. The observations are not available below 500
hPa in months other than during July, when model tends to overestimate H,O in the lower
troposphere.

4.1.2 Comparison with Ozonesonde Climatology

WRF-chem simulated ozone profiles are compared with the monsoon-time climatology ob-
tained from ozonesonde observations at Delhi, Pune and Thiruvananthapuram (Fig.[5), as
described in subsection WRF-Chem simulated ozone profiles in the lower and mid-
dle troposphere are generally observed to be within the 1-standard deviation variability of
the observational climatology over the three stations. However, in the upper troposphere,
WRF-Chem overestimates ozone mixing ratios over Delhi and Pune. The mean biases of
the WRF-Chem are estimated against average ozonesonde climatology in summer mon-
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soon in the LT (850—650 hPa) as calculated against CARIBIC observations in Section |4.1.1
MB in the LT are found to be lower at Delhi (—2.2 4 3.8 nmol mol~!) and Pune (—1.24+ 3.6
nmol mol~!), as compared to that over Thiruvananthapuram (—12.4+1.3 nmol mol™1).
However, in the UT (e.g. at 150 hPa) ozone mixing ratios in WRF-Chem simulations at
Delhi (94.1431.1 nmol mol~!) and Pune (69.4 +23.5 nmol mol~!) are found to be higher
as compared to ozonesonde observations (61.1+34.0 and 31.34+17.5 nmol mol~—? respec-
tively). The overestimation in upper troposphere by WRF-Chem has been reported earlier
with a slightly different model setup (different convective parameterization) (Kumar et al.,
2012).

4.1.3 Comparison with MOPITT CO profiles

Figure [6] shows the monthly average CO profiles from simulation Std and the CO retrievals
obtained from MOPITT over Chennai. For consistency with the comparison with CARIBIC
observations (Sect. [4.1.1), which are collected only during nighttime, we restrict the com-
parison of WRF-Chem and MOPITT to nighttime data, though we do not find large diel
variability in free tropospheric CO in our simulations. The averaging kernel and the a pri-
ori profiles of MOPITT data have been applied on the monthly average CO profile from
standard WRF-Chem simulation, denoted as Std(AK).

In contrast to the comparison with the in situ vertical profiles from CARIBIC, the WRF-
Chem simulated CO shows very good agreement with the satellite data in the lower tro-
posphere during June. The mean bias value between WRF-Chem and MOPITT is found
to be 1.5+0.8nmolmol~! in the LT during June as compared to the WRF-Chem and
CARIBIC data comparison (—12.6 + 4.4 nmol mol™1). Interestingly, in comparison to the
satellite data, WRF-Chem is found to overestimate CO in the LT by 21.4+2.8, 37.8 +5.0,
and 26.9 + 4.0 nmol mol~! during July, August and September respectively. Middle tropo-
spheric CO is also significantly overestimated by WRF-Chem as compared to MOPITT
during July—September. This could be partially associated with the unscreened-out cloud
contamination in the satellite retrievals during the summer monsoon season. The a priori
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CO data from the global chemistry transport model could be another potential source of the
discrepancy (Asatar and Nair, [2010).

WRF-Chem profiles, after applying the satellite operator become very similar to the satel-
lite a priori, especially in the lower and middle troposphere. During this period, averaging
kernels in the lower troposphere are found be smaller (less than 0.1) as compared to the
values reported for example during spring (Kar et al., 2008). This indicates relatively lower
sensitivity of MOPITT for lower tropospheric CO over this region during the summer mon-
soon. The different results regarding the WRF-Chem evaluation against the in situ measure-
ments and satellite data clearly highlight the need of more in situ measurements of vertical
profiles for validation of chemistry-transport models as well as the satellite retrievals over
this region, particularly during the monsoon, when the sky is obscured by clouds. Such
studies would be invaluable for addressing the discrepancies due to limited overpassing
time for MOPITT, retrieval errors due to sensor degradation, not updated CO a priori, cloud-
contamination, systematic errors as well as errors in model simulations.

4.1.4 Surface O3 and CO

In order to understand if the observed discrepancies between WRF-Chem and CARIBIC
observations are associated with emissions and processes at the surface in India, we an-
alyze the variations in surface ozone and CO over this region. WRF-Chem (Std) simulated
average distributions of surface O3 and CO over the Indian region are shown in Fig.[7|for the
four months of the summer monsoon in 2008. The distribution of O3 as well as CO shows
large spatial heterogeneity across the region in all four months.

Surface ozone levels are typically lower (< 30 nmol mol™1) than aloft over most of the
domain. The ozone levels are found to be highest over the polluted Indo-Gangetic Plain
(IGP), in northeastern India, and also over the eastern coastal region (40-50 nmol mol™1).
Average surface ozone levels over most of the Indian region are relatively low, mostly be-
low 40 nmol mol~1, which is mainly due to the inflow of marine air masses and suppressed
photochemistry in cloudy/rainy conditions. The highest levels of surface ozone are simu-
lated over the northern part of the domain, where the influences of marine air/monsoon are
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relatively smallest. While, vertical trace gas distributions are affected by monsoon convec-
tion, both CO and O3 are not soluble and not directly affected by precipitation scavenging.
Wet scavenging of O3 precursors and prevailing cloudy-rainy meteorological conditions,
however, could suppress the ozone production, particularly near surface. CO mixing ra-
tios vary from about 50 to 300 nmol mol~!, except over the IGP where a high CO belt
(400 nmol mol~! and more) accumulates throughout the monsoon season. Towards the
end of the monsoon period in September, ozone and CO levels show most pronounced
enhancements over the IGP and also a tendency of pollution buildup in the surrounding
regions.

The WRF-Chem simulated spatial distributions of surface ozone and CO are found to be
consistent with previous studies over the Indian region mostly based on satellite observa-
tions (Fishman et al., 2003} |Kar et al., |2008), simulations with a global chemistry transport
model (Ojha et al.,[2012) and previous study evaluating WRF-Chem simulations over Indian
region (Kumar et al [2012). WRF-Chem simulations were found to significantly overesti-
mate surface O3 and underestimate CO at an urban site in the Indo-Gangetic Plain towards
the onset of monsoon, while the model was in better agreement during May (Michael et al.,
2014).

Figure [8] shows a comparison of surface ozone and CO variations from WRF-Chem with
ground-based observations. Unfortunately simultaneous measurements of ozone and CO
are sparse over this region and therefore observations of ozone are utilized from Gadanki
(79.2° E, 13.5°N) , a rural site in southern India (Naja and Lal, [2002};|Renuka et al., [2014)
and observations of CO are used from the coastal site Cape Rama (73.8° E, 15.1° N) (Yoon
and Pozzer, |2014). O3 and CO model results from the Std simulation are found to be within
the 10 standard deviations of the measurements at Gadanki and Cape Rama.

The significant underestimation of CO by WRF-Chem in the free troposphere (Sect.
as compared to CARIBIC measurements is not evident at the surface. It is suggested that
the discrepancies between WRF-Chem and CARIBIC observations are likely not caused
directly by surface emissions and chemistry and may be associated with the influence of
large-scale air mass transports. We further investigate this by conducting a sensitivity simu-
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lation with 50 % higher CO emissions (Sect. [4.2) over the Indian region. The possible role of
transport is investigated by backward air trajectory analysis and conducting a sensitivity run
with 25 % higher influx of CO from the domain boundary based on trajectories (Sect. .

4.2 Sensitivity to regional emissions

A sensitivity simulation 1.5x_EM has been conducted by enhancing the CO emissions
over the entire south Asian domain (Fig. [1) by 50 %, keeping all other inputs fixed as for
the Standard WRF-Chem simulations (Std, Table [2).Previous studies (e.g.
[2010j; [Fadnavis et al 2013, [2015) have shown that monsoonal convection plays a key role
in uplifting the boundary layer emissions / pollution into the Upper Troposphere and Lower
Stratosphere (ULTS) altitudes. To investigate this effect, we compare the monthly average
horizontal distribution of CO from Std and 1.5x_EM simulations for upper tropospheric alti-
tudes (average for 116 — 211 hPa) (Fig. [9).

The spatial distribution of CO in the upper troposphere shows highest levels in the north-
ern and central Indian region in both of the simulations. The effects of the monsoonal circu-
lation are clearly visible through convectively uplifted CO from regional emissions, in partic-
ular from the Indo-Gangetic Plain (IGP) towards the west. The sensitivity simulation shows
significant influence on the upper tropospheric CO distribution and increases the westward
export of pollution. For example, over the north-central Indian region the CO mixing ratios
are found to be higher by about 20 % in 1.5x_EM simulation as compared to Std simulation.

The comparison of monthly average CO over Chennai between the standard simulation
and 1.5x_EM is shown in Fig. The percentage enhancement in the CO mixing ratios
due to the increased emissions is also shown. The maximum impact (33 %) of the increased
anthropogenic emissions on CO mixing ratios is observed near the surface. The direct im-
pact of emission enhancement is found to be significantly lower (5 % and less) from 850 hPa
and above, where WRF-Chem was found to most strongly underestimate the CO levels.

Hence a significant increase (50 %) in the regional anthropogenic emissions over India
led to only minor enhancements in the model CO levels as compared to the observed under-
estimation in the lower free troposphere. Furthermore, the WRF-Chem simulated surface
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CO is in good agreement with ground-based observations over this region. Therefore, it is
concluded that the observed underestimation of CO by WRF-Chem in the free troposphere
is not primarily associated with local and regional anthropogenic emissions. The next pos-
sibility of transport of CO into the domain as controlled by the chemical boundary conditions
in WRF-Chem is investigated in the next subsection.

4.3 Influence of transport

We investigate the role of transport over Chennai utilizing the 10 day backward trajectories
simulated using the HYSPLIT model in conjunction with a sensitivity simulation with the
MOZART/GEQOS5 boundary condition. Air mass trajectories color coded according to the
starting altitude over Chennai for all the CARIBIC observation days are shown in Fig.
Synoptic wind patterns appear to be very different in the lower troposphere (2—4 km) com-
pared to higher altitudes (8—12 km). Lower tropospheric air over Chennai has been domi-
nantly influenced by westerly air masses, while the upper tropospheric air masses primarily
originated from the east during June—August. The wind patterns change significantly to-
wards the end of the monsoon period (September), when the trajectories are influenced by
different continental regions of South Asia.

To investigate the transport/influences from local/regional pollution, we calculated the
residence time of the air masses and mean pressure along the trajectory over the southern
Indian region (74.9 to 81.7°E and 9.9 to 17.1° N) for all the backward air trajectories at 2
and 4 km altitude above Chennai (Fig.[12). Residence time is derived by counting number
of hours in the air trajectory within the specified south Indian region and converting it into
days. For all days the residence time in South India was about a day, except for 15 July
2008 when the residence time was more than 3 days.

4.3.1 Strong pollution event on 15 July 2008

We begin by examining a pollution event observed on 15 July 2008 over Chennai to in-
vestigate its origin. Ozone and carbon monoxide levels were observed to be very high
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during the month of July but are substantially underestimated by WRF-Chem (Fig. [2| and
Fig.[3). Since there were only two observational profiles during July and both on the same
day (15 July 2008), this observation is suggested to be more representative of a pollution
event rather than the monthly average conditions over this region. During this event, O3
(146.4 + 12.8 nmol mol™1) and CO (136.4 & 12.2 nmol mol~!) mixing ratios are found to be
very high in the lower troposphere (~ 805 hPa), indicating that these concentrations are as-
sociated with the transport of polluted air with ample time for photochemical ozone build
up, while significant influence of transport of ozone rich air from the stratosphere is unlikely.
It is found that the residence time of this air mass is more than 3 days over southern India
during this event, much longer than during CARIBIC flight times in other months. More-
over, the air masses are found to be influenced by boundary layer pollution as indicated
by significantly higher mean pressure along the trajectory (915 +43 hPa). To investigate the
underprediction of the event in the model, we analyzed the wind fields over Chennai from ra-
diosonde measurements. The model is found to generally reproduce the variations in wind
speed over Chennai at different altitude levels (e.g. in the range of 4-10 m/s at 980 hPa)
(Supplementary material- Figure 3). However, the model does not capture the occurences
of low-wind speed (1-3 m/s) and overestimates systematically the wind speed during the
July period. Therefore the air parcels could not possibly collect enough pollutants from the
boundary layer leading to the underprediction of the strong pollution event in model. Addi-
tionally, no indication of underestimation of emissions is found as the model performance
did not improve in reproducing the event when emissions were increased by 50%.

4.3.2 Long-range transport

Long-range transport of pollution in regional models is controlled by the chemical boundary
conditions, generally provided from a global model. Previous studies investigated the im-
pact (Pfister et al} [2013) and uncertainties (Andersson et al.,[2015) in long-range transport
in regional model simulations. In WRF-Chem simulations in this study the long-range trans-
port is controlled by the time varying chemical boundary conditions from a global model
MOZART/GEQOSS5 simulations.
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We assess the contribution of long-range transport of CO in the lower troposphere over
Chennai by conducting a sensitivity simulation with increased CO at the domain boundary.
Backward air trajectories suggest that CO is significantly underestimated in the lower tro-
posphere in westerly air masses (Figs. [3] and [T1). Therefore, we increase the CO mixing
ratios by 25% in the MOZART/GEOSS5 data, over a region (7.5°N < lat < 16.5° N) on the
western boundary as shown in Fig. chosen suitably based on the backward trajectories
(Fig.[T1).

Figure shows a comparison of average CO profiles from CARIBIC measurements,
WRF Chem standard simulations (Std) and the sensitivity simulation with increased CO
at the western boundary (1.25x_BDY). In contrast to the sensitivity run with increased
emissions (1.5x_EM), here we find significant improvement in the WRF-Chem simulated
CO in the free troposphere. For example during June, WRF-Chem simulated CO mixing
ratios from 1.25x_BDY simulation (95.8 + 4.3 nmol mol~!) are comparable to the observa-
tions (96.6 + 9.1 nmol mol~!) at ~ 800 hPa. The improvements are also significant in other
months in the lower free troposphere. In contrast to the June—August period, the air masses
over Chennai show influences of higher emissions on the free troposphere. This could be
associated with the transport from the continental Indian region as shown by backward tra-
jectories (Fig. [T1). The enhancements due to higher CO in the boundary conditions are
significantly less during September as compared to June—August. We suggest that since
air masses over Chennai during September are more influenced by the regional emissions,
the influence of uncertainty in boundary conditions is not evident here. Further it is noted
that such dominance of regional impacts on CO vertical distributions during September is
captured better by WRF-Chem, as compared to the global model simulation (Supplement
Fig. 1).

This study suggests that anticyclonic advection plays a very important role which could
transport polluted air masses from outside the region (domain) during the summer mon-
soon. This complements conventional thinking that convected regional emissions dominate
the tropospheric composition during the monsoon season and points to a potentially signif-
icant external source of pollution to the monsoon anticyclone. We show that this transport
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is generally very fast i.e. the residence time of air masses is 1-2 days over southern India,
except during the strong pollution event (Sect. [4.3:). This rapid transport could advect CO-
rich air masses from more strongly polluted upwind regions. As indicated by the backward
air trajectories and a sensitivity run, CO-rich air masses could originate in central Africa
and the Persian Gulf region. During the summer monsoon, CO mixing ratios have been
found to be highest over central Africa associated with biomass burning emissions (Tor-
res et al.l [2010; Inness et al., 2013} and references therein). A recent study utilizing the
trajectory-mapping technique and aircraft observations (Osman et al., [2015) also indicated
elevated CO mixing ratios over the western boundary of our model domain. We suggest
that improvements in the global fire emissions input to the global models and data assimi-
lation would be helpful in better constraining the effects of long-range transport during the
monsoon. Regional emissions from continental India are shown to significantly influence
the free troposphere over Southern India towards the end of the monsoon (September).

5 Conclusions

In this paper we integrated the aircraft-borne measurements of O3 and CO vertical profiles
collected as a part of the CARIBIC program with WRF-Chem simulations over India for
the summer monsoon period in the year 2008. Evaluation of the model results against in
situ O3 and CO profiles revealed the capabilities as well as limitations of the WRF-Chem
simulations over this region. The WRF-Chem simulated spatial distribution of ozone and
CO at the surface is largely consistent with previous studies over this region based on
satellite-based measurements and model simulations. WRF-Chem simulated ozone profiles
were in good agreement with ozonesonde climatology over Delhi and Pune in the lower to
middle troposphere, while negative bias was found over Thiruvananthapuram. CARIBIC
observations over Chennai show higher levels in the lower and upper troposphere and
lower levels in the middle troposphere causing a typical C-shape profile in the O3 and CO
distributions. This feature has been observed to be most pronounced during July and has
been qualitatively captured by WRF-Chem.
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The major limitation of the model is found to be underestimation (12.6—22.8 nmol mol~1!)
of CO in the lower free troposphere during June to August. Model simulated CO is in very
good agreement with CARIBIC measurements during September. The model biases in
lower tropospheric O3 are found to vary from an overestimation by about 4.3 nmol mol~!
(June) to an underestimation by 7.8 nmol mol~! (August). Additional simulations using a
different emission inventory (INTEX-B) showed similar results. WRF-Chem simulated CO
is also compared with satellite (MOPITT) retrievals. Interestingly, WRF-Chem is found to
overestimate CO compared to MOPITT data during July—September, while, WRF-Chem
and MOPITT CO are in very good agreement during June. The contrasting evaluation re-
sults of WRF-Chem with in situ measurements and satellite retrievals points towards a need
of more measurements to validate the satellite data and evaluate model results over this re-
gion.

WRF-Chem simulations are also compared with the ground-based measurements of
ozone and CO at Gadanki (79.2° E, 13.5° N) and Cape Rama (73.8° E, 15.1° N). It is shown
that the model simulated O3 as well as CO at the surface is within the observed variabilities
(1o). This indicates that the discrepancy between the WRF-Chem simulated and CARIBIC
measured CO is likely not directly associated with the regional surface emissions. This is
corroborated by a sensitivity simulation with 50 % higher CO emissions over India which
leads to about 33 % enhancement at the surface but small influence (5 %) above 850 hPa.
Neverthless, the increase in regional emissions of CO was found to influence the upper
tropospheric distribution over north and central Indian region, increasing westward export
by about 20%.

Analysis of backward airmass trajectories and wind speed data from model and ra-
diosonde observations over Chennai suggested that a strong pollution event observed dur-
ing July (O3: 146.4 4 12.8 nmol mol~!, CO: 136.4 & 12.2 nmol mol~!) was associated with
stagnation of regional photochemically-processed air mass over southern India.

We find that the lower free troposphere over this region is strongly influenced by air
masses from the west during the summer monsoon. A sensitivity simulation with 25 %
higher CO mixing ratios over a region at the western boundary of the domain, chosen
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suitably based on back air trajectories, shows significant improvement in the computed CO
levels. We suggest that long-range transport of CO over southern India, originated in Africa,
is underestimated in model simulations during the summer monsoon and may have a sig-
nificant impact on the regional CO budget. We recommend improvement of the global fire
emissions and data assimilation in the global models to better constrain long-range trans-
port in WRF-Chem. The effects of regional emissions and synoptic-scale transport over
south Asia are better captured by the WRF-Chem. Therefore, improved boundary condi-
tions data combined with regional model will be suitable for chemical budget studies. Our
study highlights that in situ measurements limited only to the ground are insufficient to un-
derstand the transport of trace gases, and that aircraft-borne measurements of ozone pre-
cursors are essential to improve the model simulations and the understanding of regional
tropospheric chemistry.

The Supplement related to this article is available online at
doi:10.5194/acpd-0-1-2015-supplement.
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Table 1. The WRF-Chem options used in the present study.

Atmospheric Process

Option used

Cloud microphysics
Longwave radiation
Shortwave radiation
Surface Layer
Land-surface option
Urban surface physics
Planetary boundary layer
Cumulus parametrization
Gas Phase chemistry
Aerosol module

Thompson microphysics scheme(Thompson et al.|[2008)
Rapid Radiative Transfer Model (RRTM) (Mlawer et al.||1997)
Goddard shortwave scheme (Chou and Suarez||{1994)
Monin—Obukhov scheme (Janjic||1996)

Noah Land Surface Model (Chen and Dudhia,2001)

Urban Canopy Model

Mellor—Yamada—Janjic scheme (Janjic|{2002)

New Grell scheme (G3)

RADM2

MADE SORGAM
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Table 2. Description of WRF-Chem simulations performed for this study.

Simulation Name

Description

(1) Std

2
Std_INTEX

(3) 1.5x_EM

(4) 1.25x_BDY

WRF-Chem simulations driven by MOZART4/GEOS5 boundary conditions.
No factor on boundary conditions or emissions. This simulation is used as
the standard WRF-Chem run for this study.

Similar to Std run, except anthropogenic emissions from a different inven-
tory (INTEX-B)

The anthropogenic emissions of CO over the entire South Asian domain
have been increased by 50 %, everything else fixed same as for Std.

CO in MOZART-GEOSS5 boundary conditions increased by 25 % over a re-
gion at the western boundary of the domain, as shown in Fig.@ everything
else fixed same as for Std.

35

IodeJ UOISSNOSI(] IodeJ UOISSNoSI(] IodeJ UOISSNOSI(]

IodeJ UOISSNOSI(]



Table A1. Abbreviations/Acronym.

ARCTAS:
CARIBIC:

CFL:
EDGAR:
EMEP:
EPA:
EOS:

FNL GFS:
GEOS5:
GOCART:
HYSPLIT:
HTAP:
IGP:
INTEX-B:
MADE:

MATCH-MPIC:

MERRA:
MICS:
MOPITT:
MOZART:
NCEP:
NCAR:
RADM2:
REAS:
RMSD:
SORGAM:
WRF-Chem:

Arctic Research of the Composition of the Troposphere from Aircraft and Satellites
Civil Aircraft for the Regular Investigation of the Atmosphere Based on an Instrument
Container

Courant-Friedrichs-Levy

Emission Database for Global Atmospheric Research

European Monitoring and Evaluation Programme

Environmental Protection Agency

Earth Observing System

Final analysis Global Forecast System

Goddard Earth Observing System Model, Version 5

Goddard Chemistry Aerosol Radiation and Transport

Hybrid Single Particle Lagrangian Integrated Trajectory

Hemispheric Transport of Air Pollution

Indo-Gangetic Plain

Intercontinental Chemical Transport Experiment Phase B

Modal Aerosol Dynamics Model for Europe

Model of Atmospheric Transport and Chemistry — Max Planck Institute for Chemistry
version

Modern Era-Retrospective Analysis for Research and Applications

Model Intercomparison Study

Measurements of Pollution in the Troposphere

Model for OZone and Related chemical Tracers

National Centers for Environmental Prediction

National Center for Atmospheric Research

Regional Acid deposition Model Second Generation

Regional Emission inventory in ASia

Root Mean Square Deviation

Secondary Organic Aerosol Model

Weather Research and Forecasting with Chemistry
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Figure 1. (a) The simulation domain of WRF-Chem covering the South Asian region at a spatial reso-
lution of 30 km x 30 km, including topography map. (b) Anthropogenic emissions of CO over the South
Asian region for June 2008 from the HTAP v2.2 emission inventory. The location of Chennai (CHE) is
shown over which the profiles have been measured as a part of the CARIBIC program. Cape Rama
(CR) and Gadanki (GAD) are two additional sites for which ground-based measurements have been
used. The three ozonesonde stations Delhi (DEL), Pune (PUN) and Thiruvananthapuram (TVM) are
also shown.
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Figure 2. Comparison of Ozone and Carbon Monoxide profiles from WRF-Chem simulations (Std,
red lines) with the CARIBIC observations (blue lines) during June, July, August and September 2008.
Model output has been spatially and temporally interpolated along the CARIBIC flight tracks. Only
data collected during the aircraft descent is shown here (see Sect.[d.1.1]for details).
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Figure 3. Comparison of monthly average ozone and carbon monoxide profiles from standard WRF-
Chem simulations (Std) with the CARIBIC observations during June, July, August and Septem-
ber 2008. Numbers in brackets denote the number of observational profiles in the respective month.
Model output has been spatially and temporally interpolated along the CARIBIC flight tracks. Com-
parison with another simulation Std_INTEX is indicated in black.
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Figure 4. New Figure addedComparison of monthly average H,O gas (ppm) from standard WRF-
Chem simulations (Std) with the CARIBIC observations during June, July, August and Septem-
ber 2008. Numbers in brackets denote the number of observational profiles in the respective month.
Model output has been spatially and temporally interpolated along the CARIBIC flight tracks. Note
the logarithmic scale on X axis.
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Figure 5. New Figure added Comparison of average ozone mixing ratios during the sum-
mer monsoon (June-September) from Std and Std_INTEX WRF-Chem simulations (Std) with the
ozonesonde observational climatology during 2006-2009 period over Delhi (DEL), Pune (PUN) and
Thiruvananthapuram (TVM).
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Figure 6. Added apriori profileComparison of monthly average CO from WRF-Chem simulations
(Std) with the MOPITT retrievals over Chennai during the four months of the summer monsoon
period of the year 2008. The MOPITT averaging kernel and the a priori profile have been applied to
the WRF-Chem output, denoted by Std (AK). MOPITT a priori profile is also shown for comparison.
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Figure 7. Spatial distribution of monthly average surface ozone and CO (nmol mol~1) from WRF-
Chem simulations (Std) during June, July, August and September 2008. The locations of two surface
sites, Cape Rama (CR) and Gadanki (GAD), are also shown.
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Figure 8. Comparison of WRF-Chem simulated surface ozone and CO with the ground-based mea-
surements at Gadanki (79.2° E, 13.5° N) (Naja and Lall [2002) and Cape Rama (73.8° E, 15.1° N).
Open blue symbols for Gadanki show observations from another study (Renuka et al.|[2014). Com-
parison with Std_INTEX simulation is indicated in black
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Figure 9. New Figure Added Comparison of monthly average horizontal distribution of CO in the
upper troposphere (116 hPa to 211 hPa) over India from the Std simulation (top panel) and 1.5x_EM
simulation (bottom panel) during June, July, August and September 2008.
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Figure 10. Monthly average vertical profile of CO over Chennai during June from Std and 1.5x_EM
Simulations. The resulting enhancement in CO is also indicated in percentages along the right axis.
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Figure 11. HYSPLIT simulated 10 days backward air trajectories at 2, 4, 6, 8, 10 and 12 km a.s.l. over
Chennai for the CARIBIC measurement days. Different colors of trajectories correspond to different
starting altitude over Chennai for the trajectory simulations.
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Figure 12. Residence time of air masses over the southern Indian region on all CARIBIC measure-
ment days calculated from the back-trajectories at 2 and 4 km above Chennai. The mean pressure
along the trajectory over southern India is also shown.
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Figure 13. Spatial distribution of CO at 810 hPa from MOZART GEOS5 boundary condition data
on a typical day (18 June 2008 at 18:00 GMT). The WRF-Chem simulation domain is shown as the
dotted box. The CO mixing ratios over part of the western boundary, shown by the thick solid box,

have been increased by 25 % in the simulation 1.25x_BDY.
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Figure 14. Sensitivity analysis of WRF-Chem simulated CO profiles to the chemical boundary con-
ditions. Standard CO profiles are compared with the simulation driven by 25 % higher CO at the
western boundary of the domain as shown in Fig. Results from 50 % higher CO emissions over
the whole domain (1.5x_EM) are also shown for comparison. Numbers in brackets denote the num-
ber of observational profiles in the respective month.
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