Author Comments for Editor

ACP Discussions: acpd-15-9941-2015

(Editor - Federico Fierli)

‘Impact of different Asian source regions on the com-
position of the Asian monsoon anticyclone and on the
extratropical lowermost stratosphere’

We thank the Editor Federico Fierli for encouraging the submission of a re-
vised manuscript. We prepared and submitted a substantially revised version
of our manuscript and are confident that we have satisfactorily addressed all
comments of referee s#1 to #3. A detailed point-by-point response to all
referee comments (#1 to #3) is attached. Further, a document specifying all
changes in the revised manuscript compared to the ACPD version is added.
Because substantial changes were performed in the revised manuscript, we
give a brief summary below to make it easier to follow all changes.

1) In response to the comments of referee #3, we split the paper and elabo-
rated a revised version of the ACPD paper with the focus on ‘The chemical
composition of the air within and around the anticyclone with respect to the
geographical sources of pollutants, and its temporal evolution’. We removed
the other parts of the paper related to first, 'the variation in shape of the
Asian monsoon anticyclone’ and second, ’'the vertical/horizontal transport
pathways out of the anticyclone’ in the revised version. We plan to publish
these other parts of the ACPD paper in two separate publications. In the
revised version of the paper, more analytic comparisons between CLaMS re-
sults and both MLS measurements and PV are presented.

2) In response to the comments of referee #1, we performed additional statis-
tic analysis. Pattern correlation coefficients between CLaMS results and both
MLS CO and O5 measurements and PV are calculated (see Figs. 4 and
5, revised Version submitted to ACP) for the entire monsoon season 2012.
Snapshots of CO and O; measured by MLS and simulated by CLaMS are
shown in the Supplement of the paper. A main point of criticism of referee
#1 was about our results identifying 2 modes (symmetric and asymmetric



states). We removed this part in the revised version of the paper. However,
following the suggestion of referee #1, we have already started to perform
further statistical analysis (EOF) to confirm our results.

3) The evaluation of referee #2 is very positive and asks only for minor revi-
sions. We added more details about ENSO and monsoon rainfall in summer
2012. Further, for clarification we removed the part about the eddy shed-
ding event on 20 September because it is not important for the focus of the
revised version of the paper. Instead of the 20 Sep 2012 an other date (12
Sep 2012) in September is chosen to illustrate the late-phase of the Asian
monsoon anticyclone.

4) CLaMS results shown in the revised version are taken from an updated
CLaMS simulation compared to the results presented in the ACPD Version
using additional emission tracers for the tropical Pacific, Atlantic and Indian
Ocean (see Fig. 1, Tab. 1, Fig. 8, revised Version submitted to ACP). This
new model run shows that the emission tracer for the tropical Pacific Ocean
has also a small impact to the composition of the Asian monsoon anticyclone
and shows a strong increase after the breakup of the anticyclone (see Fig. 8).
In this new model version all regions of the Earth’s surface that contribute
more than 5% to the composition of the Asian monsoon anticyclone are

identified.



Author Comment to Referee #1

ACP Discussions: acpd-15-9941-2015

(Editor - Federico Fierli)

‘Impact of different Asian source regions on the com-
position of the Asian monsoon anticyclone and on the
extratropical lowermost stratosphere’

We thank Referee #1 for further guidance on how to to revise our paper.
Following the reviewers advice we added further statistical analysis in the
revised version of our paper. Our reply to the reviewer comments is listed in
detail below. Questions and comments of the referee are shown in italics.

General comments

This study concerns an important physical process and contains interesting
hypotheses that could illuminate the role of the Asian summer monsoon anti-
clone for the transport of boundary layer into the stratosphere. Howewver, the
analysis 1s incomplete and the manuscript is not suitable for publication in its
present form. For the most part, the analysis is restricted to instantaneous
‘snapshots’ of constituent (tracer) concentrations and dynamical quantities,
detailed descriptions of those snapshots, and speculation about the underlying
dynamics. Howewver, there is very little analysis performed that proves - or
even demonstrates - that the speculation is meaningful. What the authors
have are interesting hypotheses that can form the basis for analysis, but not
much more. The Asian anticyclone is an extensively studied phenomenon
that warrants careful analysis. Furthermore, the diagnostic tools necessary
for such an analysis are readily available and long familiar to this field; there
s no justification for settling for speculation and anecdotal evidence for such
a mature subject. To provide further guidance, the Specific Comments that
follow discuss the analysis that could support individual statements in the
Abstract.

We agree that we show as example individual days (‘snapshots’) of the Asian
summer monsoon period 2012 to illustrate some basic characteristics of the



anticyclone. We think that is very helpful because in the literature often
only mean values of the Asian monsoon anticyclone for July/August are
shown, which hides the strong day-to-day variability of the Asian monsoon
anticyclone. Further, we want to emphasise that as an addition animations
showing the temporal evolution (on a daily basis) of the contribution of emis-
sion tracers for India/China and PV at 380 K potential temperature on the
Northern Hemisphere during the Asian monsoon season 2012 (1 May 2012 -
late October 2012) are available as a Supplement of this paper showing the in-
traseasonal variability of the Asian monsoon anticyclone. Most importantly,
the main result of the paper is the intraseasonal variation of the contribution
of different boundary source regions to the composition of the Asian mon-
soon anticyclone (Fig. 8, ACPD vers. + rev. vers.), which is performed over
the whole period and not only for single days. Finally, in response to the
reviewers comments, we have added two new figures to the paper (Fig. 445,
rev. vers.) in which CLaMS results are compared with observations and PV
from ERA-Interim over the entire monsoon period using pattern correlations.

Specific comments

1) Abstract, lines 5-9: Regarding the statement: ‘Our simulations show that
the Asian monsoon anticyclone is highly variable in location and shape and
oscillates between 2 states: first a symmetric anticyclone and second, an
asymmetric anticyclone either elongated or split in two smaller anticyclones.’
To demonstrate this behavior, the authors show 4 snapshots of tracer con-
centrations and potential vorticity with the claim that these snapshots are
typical. I do not question the author’s contention that they observe these
patterns often in the data. However, the human eye is often too adept at
finding patterns. If the anticyclone is truly dominated by two patterns, those
patterns will emerge from an EOF (or similar) analysis as the two leading
modes.

First, we want again to point out that in the electronic supplement of the
paper, animations are available that illustrate the oscillation between a sym-
metric anticyclone and an asymmetric anticyclone. However, we agree that
a statistical analysis by Empirical Orthogonal Functions (EOF) could help
to investigate the variability the spatio-temporal distribution of the emission
tracer for India/China during the monsoon season in a more quantitative



way. Indeed, we did first tests of an analysis with EOFs addressing this
issue. However, adding an EOF analysis to our paper would extend the
paper considerably and therefore would go beyond the scope of this paper.
However, as also recommended by Reviewer #3, we plan to write a separate
paper with additional statistical analysis to show our results regarding the
oscillation (2 modes) of the anticyclone in 2012. Therefore, we removed the
following part of the abstract and all other paragraphs within the paper re-
lated to this point.

v/ The following paragraph in the abstract is removed in the revised version
of the paper:

‘The Asian monsoon anticyclone ... oscillates between 2 states: first a
symmetric anticyclone and second, an asymmetric anticyclone either elon-
gated or split in two smaller anticyclones. A maximum in the distribution of
air originating from Indian/Chinese boundary layer sources is usually found
in the core of the symmetric anticyclone, in contrast the asymmetric state is
characterised by a double peak structure in the horizontal distribution of air
originating from India and China.’

2) Abstract, lines 9-14: Regarding the statement: ‘A mazimum in the dis-
tribution of air originating from Indian/Chinese boundary layer sources is
usually found in the core of the symmetric anticyclone, in contrast the asym-
metric state is characterised by a double peak structure in the horizontal dis-
tribution of air originating from India and China.” An EOF analysis would
work here as well. Also, if the two modes are separated via an EOF analysis
of PV, then the structures of tracers that accompany those PV patterns will
be revealed by projecting tracer variations onto the principal components of
each PV EOF.

As mentioned before, we agree that a statistical analysis by Empirical Or-
thogonal Functions (EOF) will help to investigate the variability the spatio-
temporal distribution of the emission tracer for India/China during the mon-
soon season, however to add an EOF analysis to our paper would extend the
paper to much. However, we did address this point raised by the reviewer,
albeit on a somewhat different way: we calculated the correlation between
the horizontal distribution of PV to the spatial distribution of the emission
tracer for India/China, Southeast Asia and CLaMS CO at 380 K (here Fig.1
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= Fig. 5, rev. vers.)
v/ We added the following text and Figure [1| to Section 3.:

‘To link the temporal variation of the spatial distribution of the emission
tracers also to areas of low PV during the entire Asian monsoon period 2012,
pattern correlation between PV and the emission tracer for Indian/China
(red), the emission tracer Southeast Asia (grey) and CLaMS CO (blue) are
calculated as shown in Fig. [l The correlation coefficients are calculated
in a region between 15 and 50N and 0 and 140E (shown as black box in
Fig. 2; ACPD paper) at 380 K similar as for the MLS/CLaMS correlations
described above (above in the revised version of the paper, here see next point
3.). CLaMS results and PV are interpolated on 1 x 1 latitude longitude grid
at 380 K and thereafter normalised to one.

Fig. [If shows that the spatial distribution of PV and CLaMS CO is very
well correlated during the formation (-0.89 to -0.95) and the existence (-
0.74 to -0.93) of the Asian monsoon anticyclone. After the breakup the
correlation gets worse. During the Asian monsoon season, a good correlation
between the spatial distribution of low PV and and high percentages of the
emission tracer for India/China of -0.71 — -0.87 is calculated. During the
formation of the anticyclone the correlation coefficients increases because the
emission tracer has to be transported up to the UTLS. The decrease of the
correlation coefficients after the breakup is caused by the missing convection
in Asia occurring during the monsoon season (see comparison between MLS
and CLaMS in Sect. 3.1.1). In contrast, the correlation coefficient between
the spatial distribution of PV and the emission tracer for Southeast Asia
shows a completely different behaviour. During the formation of the Asian
monsoon the contributions of the emission tracer for Southeast Asia increase
similarly as for the emission tracer for India/China. During the existence of
the anticyclone a high correlation coefficient up to -0.90 is calculated at the
early- and late-phase of the anticyclone, however in early August (mid-phase)
no correlation between the spatial distribution of PV and the emission tracer
for Southeast Asia is found (indicated by the grey dotted line in Fig. [1). This
shows that in the mid-phase the spatial distribution of air masses originating
in Southeast Asia is not connected to region of the Asian monsoon anticyclone
indicating that air masses from Southeast Asia experienced upward transport
outside of the Asian monsoon anticyclone (see Sect. 3.2).

The good correlation found between the emission tracer for India/China
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and MLS measurements as well as PV confirms that the spatial distribution
of the emission tracer for India/China is a very good proxy for the location
and shape of Asian monsoon anticyclone from end-June to end-September.’
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Figure 1: Time dependent correlation coefficients for the spatial distribution
between PV and the emission tracer for India/China (red), the emission
tracer for Southeast Asia (grey), and CLaMS CO (blue) at 380 K potential
temperature. (added to the revised version of the paper as new Fig. 5)

3) Abstract, lines 14-17: Regarding the statement: ‘The simulated horizon-
tal distribution of artificial emission tracers for India/China is in agreement
with patterns found in satellite measurements of O8 and CO by the Aura Mi-
crowave Limb Sounder (MLS).” The pattern agreements can be easily verified
via pattern correlations - which should be performed for the entire season,
not just 4 days.

\/ Following the reviewers advice, we performed pattern correlation between
MLS and CLaMS for the entire monsoon season 2012.

We revised Section 3.1.1 as follows:



Comparison to MLS measurements

‘To compare our simulation with MLS O; and CO measurements (Ver-
sion 3.3) (Livesey et al| [2008)), pattern correlation between MLS measure-
ments and CLaMS results, namely MLS(CO)/CLaMS(CO), MLS(O;)/CLaMS(Os,)
and MLS(CO)/CLaMS(India/China), were calculated (see Fig. [2). It is ex-
pected from satellite measurements that CO mixing ratios are stronger within
the Asian monsoon anticyclone than outside and vice versa for O, indicating
that air masses inside the anticyclone have a higher tropospheric character-
istic than air masses in the UTLS outside of the anticyclone. At all days
between 1 May 2012 and 31 October 2012, MLS measurements of O; and
CO in a region between 15 and 50N and 0 and 140 E (shown as black box in
Fig. 2) at 380 + 20 K potential temperature are correlated to CLaMS results
as described in the following. At each day, CLaMS results are interpolated
on locations of the MLS measurements transformed to synoptic 12:00 UTC
positions. For each day, both MLS measurements and CLaMS results are
normalised so that the maximum value of each trace gas is equal one. After-
wards the linear Pearson correlation coefficient r(t) between MLS measure-
ment and CLaMS results is calculated for each day. This procedure allows
to be compared the spatial distribution of trace gases neglecting possible dif-
ferences in the absolute mixing ratios between model and measurement and
to compare the spatial distribution of different quantities such as measured
CO and simulated emission tracers (here India/China).

Correlation coefficients r(t) ranging between 0.72-0.86 were calculated for
MLS(0O;)/CLaMS(0O4) during the monsoon season 2012 between end of June
and end of September. Before the monsoon season in early May an even
higher correlation coefficient up to 0.95 was found. Correlation coefficients of
0.57-0.81 were calculated between both MLS(CO)/CLaMS(CO) and MLS(CO)/
CLaMS(India/China) between end of June and end of September. These high
correlation coefficients confirm that CLaMS has the capability of simulating
the spatial distribution of tropospheric trace gases such as CO and strato-
spheric trace gases like O; measured by MLS. To illustrate this, the same
horizontal cross-sections as in Figs. 2 and 3 at 380 K potential temperature
for MLS CO and O4 as well as for CLaMS CO and O are shown in the
Supplement of this paper.

Thus, high contributions of the emission tracers for India/China are sim-
ulated in regions where high values of CO are measured indicating that the
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emission tracer for India/China is a good proxy for the spatial distribution
of tropospheric trace gases measured in the region of the Asian monsoon
anticyclone. The correlation coefficient of MLS(CO)/CLaMS(India/China)
increases from 0. to =~ 0.8 during the formation of the Asian monsoon an-
ticyclone, as expected because in the model the tracer has first to be trans-
ported from the ground to the UTLS. After the breakup of the monsoon
anticyclone the correlation coefficient of MLS(CO)/CLaMS(India/China) de-
creases because further upward transport of the tracer for India/China does
not occur due the the missing convection in this region and therefore the
spatial CO distribution in the UTLS is dominated by other processes. In
the region of the Asian monsoon anticyclone, the correlation coefficients of
MLS(03)/CLaMS(03) are somewhat higher than those of MLS(CO)/CLaMS(CO).
Reasons for that could be deficiencies in MLS CO data (v3) in the lower
stratosphere as suggested by Hegglin and Tegtmeier| (2015). ’

Figures 4 and 5 in the ACPD paper were moved to the Supplement of the
paper and were replaced by the following Figure [2}

4) Regarding the CLaMS simulations; Sec. 3.1.3 - 3.2.2: First, the analy-
sis of transport paths is both anecdotal and speculative. The authors have a
transport model; they should use it to perform focused analysis with model
experiments designed to enlighten. Second, it seems clear from the upward
trends of tracer concentrations in Fig. 8 that the CLaMS simulations have not
spun up - that is, tracer concentrations in Fig. 8 are not true representations
of actual concentrations. For example, there are potentially more tracers in
the anticyclone in August than in June simply because those in August have
had more time to get into the anticyclone - regardless of any physical trans-
port process. In this context, it is still interesting that the SE Asia tracers
dominate in June. Presumably this is because transport for those tracers is
faster than for other regions. Nevertheless, that spin up is occurring during
the analysis period makes that figure, and all CLaMS results very difficult to
interpret.

First, CLaMS is a Lagrangian chemistry transport model and is very well
suited to describe transport and mixing processes in the UTLS as shown in
many previous studies (e.g. |Pan et all 2006; Konopka et al., [2010; Vogel
et al |2011; Konopka and Pan|, 2012; Ploeger et al., 2013)). Second, chem-
ical trace gases in the model are initialised by satellite measurement and
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Figure 2: Correlation coefficients depending on time for tracer correlations
patterns between MLS O, and CLaMS O, (black), between MLS CO and
CLaMS CO (red), and between MLS CO and the CLaMS emission tracer
for India/China (blue) for levels of potential temperature between 360 and
380 K (more details see text).

by results of a multi-annual CLaMS simulation started on 1 October 2001
as described in Sect.2.1. This procedure ensures that the concentrations of
chemical trace gases such as CO or O4 used as initialisation for the 1 May
2012 do not need a spin up. Therefore, CO and O; mixing ratios simulated
with CLaMS correspond to actual measured concentrations. CLaMS simu-
lated CO and Oj values are now used more extensively in the revised version
(see here Fig. 2)

In contrast to these chemical tracers, the artificial emission tracers in CLaMS
are designed to identify possible boundary source regions in Asia that could
contribute to the composition of the Asian monsoon anticyclone in a partic-
ular monsoon season. Thus, we argue that both in the model and in the real
world it takes time for boundary tracers to reach the anticyclone in the early
stages of the monsoon season. In response, to the review comment and to
explain this in more detail we added the following paragraph in the revised
version of the paper:



in Sect. 2.1.1 Model Description / Emission tracers:

‘The artificial emission tracers in CLaMS are designed to identify possible
boundary source regions in Asia that could contribute to the composition
of the Asian monsoon anticyclone in a particular monsoon season, here as a
case study for the year 2012. At each time step of the model (every 24 hours)
air masses in the model boundary layer are marked by the different emission
tracers, i..e. the emission tracer for North India (NIN) of an air parcel in
the boundary layer over Northern India is set equal to one (NIN = 1). If
an air parcel has left the model boundary layer over North India, the value
of the emission tracer for NIN (=1) is transported to other regions of the
free troposphere or stratosphere. Successive mixing processes between air
masses from North India with air masses originating in other regions of the
atmosphere (here NIN= 0) during the course of the simulation yield values
of NIN differing from the initial distribution (NIN = 1 or NIN = 0). There-
fore, the value of the individual emission tracer count the percentage of an
air masses that originated in the specific boundary layer region since 1 May
2012 considering advection and mixing processes.’

in Sect. 3.2.1 Temporal evolution of different emission tracer:

‘The artificial emission tracers in CLaMS are designed to identify possible
boundary source regions in Asia that could contribute to the composition of
the Asian monsoon anticyclone during the monsoon season 2012 (as defined
in Sect. 2.1) considering advection and mixing processes. E.g. the fact
that the contribution of the emission tracer for Southeast Asia dominates
in June demonstrates that in June upward transport or convection in the
region of Southeast Asia is stronger than in other regions over Asia causing
higher contributions of the emission tracer of Southeast Asia within the Asian
monsoon anticyclone compared to other emission tracers in June. By this
technique contributions of the boundary layer with a transport time from the
boundary to the UTLS longer than one monsoon period (contributions from
the boundary layer that are released before 1 May 2012) are not covered
by the artificial tracers used here. Therefore, the composition of different
emission tracers within the Asian monsoon anticyclone is a fingerprint of
the regional and temporal variations of convective processes causing strong
upward transport within the Asian monsoon anticyclone in summer 2012.
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Figure 3: Temporal evolution of contributions of air masses from the bound-
ary layer to the composition of the Asian monsoon anticyclone. The shown
percentages are mean values calculated for air masses in Asia in the region
between 15 and 50N and 0 and 140 E at 380 £ 0.5K (see black box in Fig. 1
in the paper) with PV values lower than 4.5 PVU that marks the edge of the
anticyclone.

The sum of all emission tracers shown in Fig. 8 (ACPD vers.) is less than
100 % because air masses originating in the free troposphere or stratosphere
also contribute to the composition of Asian monsoon anticyclone. End of
June, a contribution of 35 % of the model boundary layer to the composition
of the Asian monsoon anticyclone is calculated (see here Fig.[3)). The remain-
ing 65 % of the composition of the anticyclone is from the free troposphere
and the stratosphere. The contribution of the model boundary layer rises to
55% in early August and to 75 % at the end of the monsoon season in late
September. ’
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Author Comment to Referee #2

ACP Discussions: acpd-15-9941-2015

(Editor - Federico Fierli)

‘Impact of different Asian source regions on the com-
position of the Asian monsoon anticyclone and on the
extratropical lowermost stratosphere’

We thank Referee #2 for his very good evaluation. Following the reviewers
advice we elaborate some minor points, which strengthen the findings of our
paper. Our reply to the reviewer comments is listed in detail below. Ques-
tions and comments of the referee are shown in italics.

This paper reports characteristics of monsoon anticyclone, impact of emis-
sions from India, China and Southeast Asia on the composition of anticyclone
and transport path- ways to the lower stratosphere. The results from CLaMS
model are supported by MLS observations. This paper highlights new and
important findings. I recommend the paper to be published in ACP after the
following minor comments are addressed.

Minor comments

1. P9945, L27. The reason for choice of year 2012 should be mentioned. Was
it El- Nino/La-Nina year? Or normal monsoon? Or QBO Easterly/westerly
phase? These phenomena affect the monsoon circulation and therefore trans-
port into monsoon anticyclone.

v/ The following text is added in the revised version of the paper:

‘The summer 2012 is a good example for normal monsoon conditions. The
rainfall in India was normal based on the rainfall data set of 306 rain gauges in
India provided by the Indian Institute of Tropical Meteorology in Pune, India
(see http://www.tropmet.res.in/~kolli/mol /Monsoon/Historical /air.html). A
strong relation between rainfall (droughts or floods) during the Indian sum-
mer monsoon to El Nifio and La Nina events have been established (e.g.
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Webster et al., [1998; Kumar et al., 2006). In summer 2012, neutral condi-
tions for the El Nino/Southern Oscillation (ENSO) occurred based on the
Oceanic Nino Index (ONI) (see http://ggweather.com/enso/oni.htm).’

The relation of the Quasi-Biennial-Oscillation (QBO) in stratospheric equa-
torial winds to Indian summer monsoon rainfall is discussed in the last years
(e.g. Chattopadhyay and Bhatla, 2001, International Journal of Climatol-
ogy; Claud and Terray, 2007, Journal of Climate; Mohankumar and Pillai,
2008, Journal of Atmospheric and Solar-Terrestrical Physics), however there
is no clear result to how the QBO is related to normal monsoon conditions.
Therefore we decided that a discussion about the possible connection between
QBO and Indian summer monsoon in the year 2012 should not be added to
our paper.

2. Section 3.1.1 is very lengthy and should be shortened. The discussion on
eddy shedding is not clear. ‘The second anticyclone moves towards Pacific
Ocean along subtropical westerly jet’? Consider revising this.

v/ We shortened section 3.1.1. by removing the paragraph about the 2 modes
(symmetric - antisymmetric) in the revised version of the paper. The para-
graph about the eddy shedding is also removed.

3. P9957, L26. ‘On 20 September 2012 (see F'ig. 7, bottom), the anticyclone
is shifted to the south’. Is this related to monsoon withdrawal?

v/ In the revised version of the paper, we replaced the 20 September 2012 by
12 September 2012 to remove the discussion about the eddy shedding event,
which is not important for the main message of the paper. During September
a strong broadening of the spatial distribution of the emission tracer for In-
dia/China towards the tropics is found. This is likely related to the monsoon
withdrawal as shown in the following new figure (Fig. [l|) introduced in the
revised version of the paper.

4. P9960 L10-11. Temporal evaluation of tracers in the anticyclone and its
oscillation with 30-60 days periodicity show connections with movement of
monsoon trough. This indicates that the lower level convergence (monsoon
trough) and upper level divergence (anticyclone) vary coherently. The two
anticyclones (Tibetan and Iranian mode) observed in MLS, which are simu-
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Figure 1: Tweleve-day mean values of the contribution of the emission tracer
for India/China (left) and PV (right) during four different phases of the
Asian monsoon anticyclone: early-phase (top) , mid-phase (2nd row), end-
phase (3rd row) of the anticyclone and after the breakup (bottom).



lated by CLaMs too, should have corresponding two low pressure areas in the
lower troposphere. The figure depicting this will support your results

Our simulations show that a south-north shift in the contribution of different
emission tracers for Asia within the Asian monsoon anticyclone occurred dur-
ing the summer 2012 and also a slight northward shift of the anticyclone itself.
This behaviour is possibly linked to the northward moving long-term intersea-
sonal variations (30 to 60 day oscillations) found in climatological analyses
of monsoon activity like convection and rainfall (e.g. Goswami, 2012, and
references therein). The calculated composition of different emission tracers
within the Asian monsoon anticyclone is a fingerprint of the regional and
temporal variations of convective processes causing strong upward transport
within the Asian monsoon anticyclone in summer 2012. However, in spite
of a considerable effort analysing meterological data set, we could not find
any clear evidence that lower level convergence (monsoon trough) and upper
level divergence (anticyclone) vary coherently. Therefore, we can not provide
a appropriate figure. We agree that the connection between the movement
of the lower level monsoon trough and the movement of the anticyclone is an
interesting open question.

5. P9961 LS8-9. Statement ‘however the contributions of the different emais-
sion tracers are in general lower’ is not clear

v/ We revised the following sentence

‘Further, even if no PV criterion is applied and all air parcels within the ge-
ographical limits (black box in Fig. 7) are considered to calculate the mean
values, the same qualitative evolution emerges of the contributions of dif-
ferent emission tracers within the anticyclone at 380 K, however the mean
values of the single emission tracers are in general lower (not shown here).’

as follows:

"Further, even if no PV criterion is applied and all air parcels within the geo-
graphical limits (black box in Fig. 7 of the paper) are considered to calculate
the mean values, the same qualitative evolution emerges of the contributions
of different emission tracers within the anticyclone at 380 K, however then
highest contributions from Southeast Asia up to 11% and 19% are calculated
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in mid-June/mid-July and October, respectively. The contribution of air
masses from North India are also at the maximum in the intervening period
from mid-July to mid-August and reach values up to 13% (not shown here).’

6. Mean values of contributions of emission tracers for India/China, South-
east Asia, and Western Pacific etc should be mentioned in the conclusion
section.

v/ We added the mean values as follows:

'In the early (= June to mid-July) and late period (=~ mid-August to Oc-
tober) of the monsoon season 2012, contributions from Southeast Asia are
highest (up to 13% and 23%, respectively, using a value of 4.5 PVU to mark
the edge of the anticyclone). In the intervening period (~mid-July to mid-
August), air masses from North India have the strongest impact (up to 18%).’

7. P9968 L15-19. The high contribution from SE Asia in early May-June
and late monsoon period (Sep-Oct) may due to migration of monsoon trough.
During this period it is generally over SE Asia. Authors should confirm this
and make an assertive statement.

See above point 4.)
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Author Comment to Referee #3

ACP Discussions: acpd-15-9941-2015

(Editor - Federico Fierli)

‘Impact of different Asian source regions on the com-
position of the Asian monsoon anticyclone and on the
extratropical lowermost stratosphere’

We thank Referee #3 for this detailed and very helpful review. Following
the reviewers advice we split the paper into three parts. Our reply to the
reviewer comments is listed in detail below. Questions and comments of the
referee are shown in italics.

General Remarks

The paper presents a model study of the Asian monsoon anticyclone; the
development during the year 2012 from May to October is shown as a case
study. The paper tackles a number of important topics:

1) the variation in the position and shape of the Asian monsoon anticy-
clone over the year from formation to break-up;

2) The chemical composition of the air within and around the anticyclone
with respect to the geographical sources of the pollutants, and its temporal
evolution;

3) the vertical and horizontal transport pathways out of the anticyclone,
and potential transport barriers.

Over all, the paper is rather descriptive and wordy instead of analytical (in
a quantitative sense) and concise. For none of the topics listed, the authors
got to the bottom of the issue. For this reason, a leaner paper focussing on
just one of these topics, but doing this more exhaustively, would have been
probably more helpful. With such a wealth of material to analyse, the authors



should indeed think of splitting this paper into two or even three. However,
this is fully at the decision of the authors

In response to this comment, we split the paper and elaborated a revised
version of the paper with the focus on ‘The chemical composition of the air
within and around the anticyclone with respect to the geographical sources
of the pollutants, and its temporal evolution’. We removed the other parts
of the paper in the revised version of the paper.

Some comparisons to satellite observations of trace gases are performed, how-
ever, these are by far not extensive. Thus, the presented results have mainly
to be taken as model reality rather than real world

v/ For the revised version of the paper we performed pattern correlation
between MLS measurements and CLaMS§S simulations in the regions of the
Asian monsoon anticyclone for the entire monsoon season 2012 (1 May - 31
Oct 2012), and have added a new figures (Fig.4) with comparisons between
CLaMS and MLS :

We revised Section 3.1.1 as follows:
"Comparison to MLS measurements

‘To compare our simulation with MLS O; and CO measurements (Ver-
sion 3.3) (Livesey et al| [2008)), pattern correlation between MLS measure-
ments and CLaMS results, namely MLS(CO)/CLaMS(CO), MLS(O;)/CLaMS(O,)
and MLS(CO)/CLaMS(India/China), were calculated (see Fig. [I). It is ex-
pected from satellite measurements that CO mixing ratios are stronger within
the Asian monsoon anticyclone than outside and vice versa for O, indicating
that air masses inside the anticyclone have a higher tropospheric character-
istic than air masses in the UTLS outside of the anticyclone. At all days
between 1 May 2012 and 31 October 2012, MLS measurements of O; and
CO in a region between 15 and 50N and 0 and 140 E (shown as black box in
Fig. 2) at 380 & 20 K potential temperature are correlated to CLaMS results
as described in the following. At each day, CLaMS results are interpolated
on locations of the MLS measurements transformed to synoptic 12:00 UTC
positions. For each day, both MLS measurements and CLaMS results are
normalised so that the maximum value of each trace gas is equal one. After-
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wards the linear Pearson correlation coefficient r(t) between MLS measure-
ment and CLaMS results is calculated for each day. This procedure allows
to be compared the spatial distribution of trace gases neglecting possible dif-
ferences in the absolute mixing ratios between model and measurement and
to compare the spatial distribution of different quantities such as measured
CO and simulated emission tracers (here India/China).

Correlation coefficients r(t) ranging between 0.72-0.86 were calculated for
MLS(0O;)/CLaMS(0O4) during the monsoon season 2012 between end of June
and end of September. Before the monsoon season in early May an even
higher correlation coefficient up to 0.95 was found. Correlation coefficients of
0.57-0.81 were calculated between both MLS(CO)/CLaMS(CO) and MLS(CO)/
CLaMS(India/China) between end of June and end of September. These high
correlation coefficients confirm that CLaMS has the capability of simulating
the spatial distribution of tropospheric trace gases such as CO and strato-
spheric trace gases like O; measured by MLS. To illustrate this, the same
horizontal cross-sections as in Figs. 2 and 3 at 380 K potential temperature
for MLS CO and O4 as well as for CLaMS CO and O are shown in the
Supplement of this paper.

Thus, high contributions of the emission tracers for India/China are sim-
ulated in regions where high values of CO are measured indicating that the
emission tracer for India/China is a good proxy for the spatial distribution
of tropospheric trace gases measured in the region of the Asian monsoon
anticyclone. The correlation coefficient of MLS(CO)/CLaMS(India/China)
increases from 0. to =~ 0.8 during the formation of the Asian monsoon an-
ticyclone, as expected because in the model the tracer has first to be trans-
ported from the ground to the UTLS. After the breakup of the monsoon
anticyclone the correlation coefficient of MLS(CO)/CLaMS(India/China) de-
creases because further upward transport of the tracer for India/China does
not occur due the the missing convection in this region and therefore the
spatial CO distribution in the UTLS is dominated by other processes. In
the region of the Asian monsoon anticyclone, the correlation coefficients of
MLS(03)/CLaMS(03) are somewhat higher than those of MLS(CO)/CLaMS(CO).
Reasons for that could be deficiencies in MLS CO data (v3) in the lower
stratosphere as suggested by Hegglin and Tegtmeier| (2015). ’

Figures 4 and 5 in the ACPD paper were moved to the Supplement of the
paper and were replaced by the following Figure [1}
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Figure 1: Correlation coefficients depending on time for tracer correlations
patterns between MLS O, and CLaMS O, (black), between MLS CO and
CLaMS CO (red), and between MLS CO and the CLaMS emission tracer
for India/China (blue) for levels of potential temperature between 360 and
380 K (more details see text).

The section on the identification of a two-peak structure of the anticyclone
(elongated or even split into two smaller ones) (discussion related to Flig.
6) is not very convincing, in my opinion. The two-peak structure searched
for could easily be taken as one single broad maximum. More quantitative
analysis would be needed here, should the authors decide to keep this section.

v/ We removed this section.

The section on the anticyclone tropopause as vertical transport barrier (sec-
tion 3.2.2) is very important and interestion, in my opinion. The authors
should consider publishing this part of the paper separately, in order not to
hide it at the end of a lengthy paper.

v/ Yes, we agree that this point is very important. We follow the reviewers
advice and will publish this part of the paper separately.



I recommend publication of the paper after consideration of my general re-
marks and specific comments as listed below.

Specific Comments

Abstract: General: The abstract is very detailed and a bit confusing. This is
a pity because the paper might not get the attention it deserves. In line with
my earlier general remarks, I find it would be easier and more interesting for
the quick reader if the abstract was focused on fewer details; consider to boil
down the abstract to few main messages of the paper.

v/ The abstract is now focused on the remaining topic of the paper after the
split and should be condensed now to the main message of the paper.We
revised the abstract as follows:

‘The impact of different boundary layer source regions in Asia on the chemical
composition of the Asian monsoon anticyclone, considering its intraseasonal
variability in 2012, is analysed by simulations of the Chemical Lagrangian
Model of the Stratosphere (CLaMS) using artificial emission tracers. The
horizontal distribution of simulated CO, O, and artificial emission tracers
for India/China are in good agreement with patterns found in satellite mea-
surements of O; and CO by the Aura Microwave Limb Sounder (MLS). Using
in addition, correlations of artificial emission tracers with potential vorticity
(PV) demonstrate that the emission tracer for India/China is a very good
proxy for spatial distribution of trace gases within the Asian monsoon anti-
cyclone. The Asian monsoon anticyclone is a transport barrier for emission
tracers and is highly variable in location and shape. From end-June to early-
August, a northward movement of the anticyclone and during September a
strong broadening of the spatial distribution of the emission tracer for In-
dia/China towards the tropics is found. In addition to the change of the
location of the anticyclone, the contribution of different boundary source re-
gions to the Asian monsoon anticyclone strongly depends on its intraseasonal
variability and is therefore more complex than hitherto believed. The largest
contributions are found from North India and Southeast Asia at 380 K. In the
early (mid-June to mid-July) and late (September) period of the monsoon
season 2012, contributions of emissions from Southeast Asia are highest and



in the intervening period (early-August) emissions from North India have the
largest impact. Our findings show that the temporal variation of the contri-
bution different convective regions is memorised in the chemical composition
of the Asian monsoon anticyclone.

Air masses originating in Southeast Asia are found both within and out-
side of the Asian monsoon anticyclone because these air masses experience in
addition to transport within the anticyclone upward transport at the south-
eastern flank of the anticyclone and in the tropics and can be entrained by
the outer circulation of the anticyclone. Subsequently isentropic poleward
transport of these air masses occurs at around 380 K with the result that the
extratropical lowermost stratosphere is flooded by end of September with air
masses originating in Southeast Asia. After the breakup of the anticyclonic
circulation (=~ end-September), significant contributions of air masses orig-
inating in India/China are still found in the upper troposphere over Asia.
Our results demonstrate that emissions from India, China and Southeast
Asia have a significant impact on the chemical composition of the lowermost
stratosphere of the Northern Hemisphere in particular at the end of the mon-
soon season in September/October 2012. ’

Page 9942: Lines 9-11: Isn’t this obvious when the anticyclone is split into
two smaller ones? I’d remove this sentence.

v/ The statement is removed.

Lines 14-19: This is maybe too much detail; consider removing this sentence.
We revised the following sentence:

‘The contribution of different boundary source regions to the Asian monsoon
anticyclone strongly depends on its intraseasonal variability and is therefore
more complex than hitherto believed, but in general the highest contribu-
tions are from North India and Southeast Asia at 380 K.’

as follows:

‘The contribution of different boundary source regions to the Asian monsoon
anticyclone strongly depends on its intraseasonal variability and is therefore

more complex than hitherto believed. The highest contributions to the com-
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position of the air mass in the anticyclone are found from North India and
Southeast Asia at 380 K.’

Introduction: Page 9943: Lines 19-21: Really? Later you show that the
tropopause above the anticyclone is an effective transport barrier; at least
you should state here if this pathway is direct uplift or by isentropic poleward

transport. Or maybe just change this sentence to: ‘. . .. The Asian monsoon
circulation IS BELIEVED to provide . . .’

v/ The statement is revised as follows:

'In general, the Asian monsoon circulation is believed to provide an effective
pathway for water vapour and pollutants to the lower stratosphere of the
Northern Hemisphere.’

Page 9944: Line 20-23: Is this in contradiction to your own findings?
v/ The following sententence

'In addition to the impact on the contribution of the Asian monsoon anticy-
clone, deep convection at the eastern/southeastern side of the Asian monsoon
anticyclone can directly transport tropospheric air into the lower stratosphere
by direct convective injection (Rosenlof et al., [1997; |Park et al.. 2007, [2008;
Chen et al., 2012).’

is revised as follows:

'In addition to the impact on the contribution of the Asian monsoon anti-
cyclone, deep convection at the eastern/southeastern side of the Asian mon-
soon anticyclone is discussed as a pathway for transport of tropospheric air
directly into the lower stratosphere by direct convective injection (Rosenlof
et al., (1997, Park et al.| 2007, |2008; |Chen et al., [2012)).’

Page 9951: Line 3-5: ‘. . . two peaks . . .. are simultaneously found
forming . . .. a double peak structure’. This is a redundant statement.

v/ This section is removed in the revised version of the paper.



Line 12-18: These statements here are a somewhat speculative hypothesis,
and this would be fine if further elaborated and proved in the paper. Without
further proven evidence, however, theses statements remain speculative and
should be removed.

v/ This section is removed in the revised version of the paper.

Page 9952: Line 19: What is shown from MLS is not the same as from the
model - make clear from the beginning that you show a stratospheric tracer,
namely ozone, and a tropospheric tracer, namely CO.

Line 23/24: ‘. . . i.e. low ozone corresponds to high percentages of the
emission tracers for India/China and vice versa.” This sentence is confus-
ing. What you mean s low ozone = tropospheric air masses in contrast to
high ozone = stratospheric air masses. However, polluted tropospheric air
is expected to be higher in ozone than clean tro- pospheric air (still lower in
ozone than stratospheric air, though). These relationships need to be clari-
fied, otherwise it is hard to understand why polluted air loaded with emissions
should come along with low ozone abundances.

v/ This section is completely revised (see above, General Remarks).

page 9953: Lines 26 ff: I find the discussion in this section not very con-
vincing; n particular, the lower panels of Fig.6 are interpreted as giving
evidence to the bi-modal distribution. For me, I must admit, it looks merely
like a broad maximum distributed over the entire longitude range. There is
no evidence provided that the minimum between the ‘two maxima’ is indeed
significant. For me, the only obvious and convincing feature in Fig. 6 is
the shift of the tracer distributions towards the South from July/August to
September/October. To prove the significance of the double peak, a statis-
tical analysis needs to be performed. E.g. one could count the days over a
larger number of periods and then assign uncertainties to the numbers; a gap
between the two peaks then would be significant if the difference between the
peak values and the minimum in-between is larger than 2 sigma; or any other
reasonable measure.

v/ We removed this Section in the revised version of the paper.
Page 9958: Lines 24 - page 9959, line 8: This justification why the 4.5 PVU
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isoline can be used as boundary of the Asian monsoon anticyclone should
come much earlier, e.q. page 9950, after line 9.

v/ The following sentence is added on page 9950 line 9:

" A value of 4.5PVU is used which is in agreement with the upper limit of
the PV values derived by Ploeger et al. (ACPD, 2015) to mark the transport
barrier for the Asian monsoon anticyclone 2012 at 380 K.’

Pages 9959-9961, discussion of Fig. 8: How are the variations of the con-
tributions from various source regions related to the variations of emissions
from these source regions? Have the emissions assumed to be constant over
time? This should then be mentioned here. In reality, emissions strengths
may also have a variation over the year, thus complicating the situation.

To explain this in more detail and added the following paragraphs to the
revised version of the paper:

in Sect. 2.1.1 Model Description / Emission tracers:

‘The artificial emission tracers in CLaMS are designed to identify possible
boundary source regions in Asia that could contribute to the composition
of the Asian monsoon anticyclone in a particular monsoon season, here as a
case study for the year 2012. At each time step of the model (every 24 hours)
air masses in the model boundary layer are marked by the different emission
tracers, i..e. the emission tracer for North India (NIN) of an air parcel in
the boundary layer over Northern India is set equal to one (NIN = 1). If
an air parcel has left the model boundary layer over North India, the value
of the emission tracer for NIN (=1) is transported to other regions of the
free troposphere or stratosphere. Successive mixing processes between air
masses from North India with air masses originating in other regions of the
atmosphere (here NIN= 0) during the course of the simulation yield values
of NIN differing from the initial distribution (NIN = 1 or NIN = 0). There-
fore, the value of the individual emission tracer count the percentage of an
air masses that originated in the specific boundary layer region since 1 May
2012 considering advection and mixing processes.’

in Sect. 3.2.1 Temporal evolution of different emission tracer:
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‘The artificial emission tracers in CLaMS are designed to identify possible
boundary source regions in Asia that could contribute to the composition of
the Asian monsoon anticyclone during the monsoon season 2012 (as defined
in Sect. 2.1) considering advection and mixing processes. E.g. the fact
that the contribution of the emission tracer for Southeast Asia dominates
in June demonstrates that in June upward transport or convection in the
region of Southeast Asia is stronger than in other regions over Asia causing
higher contributions of the emission tracer of Southeast Asia within the Asian
monsoon anticyclone compared to other emission tracers in June. By this
technique contributions of the boundary layer with a transport time from the
boundary to the UTLS longer than one monsoon period (contributions from
the boundary layer that are released before 1 May 2012) are not covered
by the artificial tracers used here. Therefore, the composition of different
emission tracers within the Asian monsoon anticyclone is a fingerprint of
the regional and temporal variations of convective processes causing strong
upward transport within the Asian monsoon anticyclone in summer 2012.

The sum of all emission tracers shown in Fig. 8 (ACPD vers.) is less than
100 % because air masses originating in the free troposphere or stratosphere
also contribute to the composition of Asian monsoon anticyclone. End of
June, a contribution of 35 % of the model boundary layer to the composition
of the Asian monsoon anticyclone is calculated (see here Fig.[2). The remain-
ing 65 % of the composition of the anticyclone is from the free troposphere
and the stratosphere. The contribution of the model boundary layer rises to
55 % in early August and to 75 % at the end of the monsoon season in late
September.’

Page 9964, section 3.2.2: I was particularly impressed by this analysis demon-
strating that the Asian monsoon anticyclone tropopause acts as a vertical
transport barrier, and personally I find this is a very important result that
should not be hidden at the end of a lengthy paper. I'd really encourage the
authors to split the paper and to make a separate short paper out of this.
When discussing the results against previous literature, the paper by Randel
et al., Science, 2010 must not be ignored.

We agree that this is a very important result. Many thanks for encouraging
us to highlight this in an separate short paper. That is what we will do.

10



380 K/ PV <4.5PVU
T I T T T T I T T

100

Stratosphere + free Troposphere
75%

80

60

40

Boundary Layer [%]

20

1 1 1 I 11 1 I 11 1 I 11 1 I 11 1

01.05.12 01.07.12 01.09.12 01.11.12

Figure 2: Temporal evolution of contributions of air masses from the bound-
ary layer to the composition of the Asian monsoon anticyclone. The shown
percentages are mean values calculated for air masses in Asia in the region
between 15 and 50 N and 0 and 140 E at 380+ 0.5 K (see black box in Fig. 1)
with PV values lower than 4.5 PVU that marks the edge of the anticyclone.
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Technical Comments

Page 9942, Abstract: Line 26: typo ‘still’

/ done

Page 9943: Line 26: ‘. . . water vapour HAS a . . .’

y/ done

Page 9945: Line 23 and 26: typo : ‘source regions’ (without s)
y/ done

Page 9964: Line 6: Correct the sentence: ‘. . .are uplifted in the tropics are
widely distributed . . .’

v/ This section is removed in the revised version.

Line 13: Remove one ‘the’: *. . . air masses from the the Asian monsoon .
)

v/ This section is removed in the revised version.
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Abstract

The impact of different boundary layer source regions in Asia on the chemical composi-
tion of the Asian monsoon antlcyclone conS|der|ng |ts intraseasonal var|ab|I|ty in 2012,

simutated-simulations of the Chemlcal Lagrangian Model of the Stratosphere CLaMS
using artificial emission tracers. The horizontal distribution of simulated CO, O3 and artificial
emission tracers for India/China is-in-are in good agreement with patterns found in satellite
measurements of Oz and CO by the Aura Microwave Limb Sounder (MLS). Fhe-Using in

addition, correlations of artificial emission tracers with potential vorticity (PV) demonstrates
that the emission tracer for India/China is a very good proxy for spatial distribution of trace
gases within the Asian monsoon anticyclone. The Asian monsoon anticyclone constitutes
shape. From end-June to early-August, a northward movement of the anticyclone and

for India/China towards the tropics is found. In addition to the change of the location of the
anticyclone, the contribution of different boundary source regions to the Asian monsoon

anticyclone strongly depends on its intraseasonal variability and is therefore more complex
than hitherto believed;butingenerat-the-highestecontributions-are-. The largest contributions

to the composition of the air mass in the anticyclone are found from North India and South-
east Asia at a potential temperature of 380 K. In the early (Jurre-mid-June to mid-July) and

late (mid-Augustto-OctoberSeptember) period of the monsoon season 2012, contributions
of emissions from Southeast Asia are highest and in the intervening period (=mid-July-te
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o rhaneced O ibutio of-emi e = O Aci e—fo d ho

nerthern%lanleOur flndln s show that the temporal vanatlon of the contnbutlon of dlfferent
convective regions is memorised in the chemlcal com osmon of the Asian monsoon anti-
cyclonebetw y

into-thetowermost-stratosphere—,

A#eeth&breakueeﬁheenﬂeyetene—agmﬂe&n%eentnb%enee#w&Alr masses originat-
ing in tndia e a-t-Septembe add

Asia are found both within and outS|de of the AS|an monsoon antlc clone because these
air masses spread-etit-within-the-mid-tatitudes-of-the NerthernHemisphere-experience in

addition to transport within the anticyclone upward transport at the southeastern flank of
mand in the troplcs atereund—Sse—Mefeever—aHnasse&#em—Seutheast

ntralned b the outer C|rculat|on of the antlc clone Subse uentl |sentrop|c poleward
transport of these air masses occurs at around 380 K with the result that the extratropical

lowermost stratosphere in the Northern Hemisphere is flooded by end of September with air

masses originating in Southeast Asia. Even after the breakup of the anticyclonic circulation
~ end-September), significant contributions of air masses originating in India/China are

still found in the upper troposphere over Asia. Our results demonstrate that emissions from
India, China and Southeast Asia have a significant impact on the chemical compositiens
composition of the lowermost stratosphere of the Northern Hemisphere in particular after
at the end of the monsoon season in September/October 2012.

1 Introduction

The Asian summer monsoon circulation is an important global circulation system in north-
ern summer associated with strong upward transport of tropospheric source gases into
the upper troposphere and lower stratosphere (UTLS) region (e.g. [Li et al., 2005; [Randel
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and Park, |2006; Park et al., |2007, 2008, 2009). Satellite measurements show that tropo-
spheric trace gases such as water vapour (H>O), carbon monoxide (CO), nitrogen oxides
(NOy), Peroxyacetyl nitrate (PAN), hydrogen cyanide (HCN), and aerosol are confined by
the strong anticyclonic circulation in the UTLS and therefore are isolated from the sur-
rounding air (Rosenlof et al., 1997} Jackson et al., |1998; |Park et al., 2004, 2008} Li et al.,
2005|; [Xiong et al., [2009; |Randel et al., [2010]; [Vernier et al.| 2011}, [Bourassa et al.| 2012},
Fadnavis et al., [2013] 2014). In contrast, stratospheric trace gases such as O3, HNOs,
or HCl show low concentrations in the anticyclone (Randel and Park, |2006; |Park et al.,
2008|; Liu et al.l [2009; Konopka et al., 2010). In general, the Asian monsoon circulation
provides-is believed to provide an effective pathway for water vapour and pollutants to the
lower stratosphere of the Northern Hemisphere (Bian et al., [2012; [Ploeger et al.| [2013;
Vogel et al, 2014} |lUma et al., [2014). Howeverthe-mechanisms-for-The mechanisms for
possible transport into the lowermost stratosphere are subject of a longstanding debate
(Dethof et al., [1999; [Park et al., |2009]; |Randel et al., 2010; Bourassa et al., 2012; [Fairlie
et al., 2014; Fromm et al., 2014, (Vogel et al., [2014).

Increasing stratospheric water vapour have-has a significant influence on the climate sys-
tem (e.g. [Forster and Shine} [1999; |Shindell, 2001} Smith et al., 2001} |Forster and Shine,
2002}, |Vogel et al., 2012), in particular the variability of water vapour in the lower strato-
sphere is an important driver of surface climate change (e.g. |Solomon et al., |2010; [Riese
et al.,[2012). In addition, increasing stratospheric water vapour plays a crucial role in strato-
spheric chemistry (e.g. Kirk-Davidoff et al., 1999} Dvortsov and Solomon, [2001};|Vogel et al.,
2011a). Therefore, it is important to understand transport processes from the Asian mon-
soon region into the global lower stratosphere.

Moreover, the contribution of different boundary source regions in Asia to the chemical
composition of the Asian monsoon anticyclone (e.g. [Li et al., 2005} |Park et al., 2009}, [Chen
et al., |2012; [Bergman et al., 2013}, [Fadnavis et al., [2014) is currently discussed. (Chen
et al| (2012) found that most impact at tropopause heights is from emissions originating in
the tropical Western Pacific region and the South China Sea, while Bergman et al.| (2013)
found that air masses originating at the Tibetan Plateau and in India are most important at

4

IodeJ UOISSNoSI(]

JodeJ UOISSNoSI(]

JodeJ UOISSNoSI(]

JodeJ UOISSnoSI(]



100 hPa. Simulations with a chemistry transport model by |Park et al.| (2009) show that the
main surface sources of CO in the Asian monsoon anticyclone are from India and Southeast
Asia, whereby the weak contribution of air masses originating from the Tibetan plateau in
their analysis is due to the lack of significant surface emissions of CO in this region in their
model simulations. Further, air masses from northeast India and southwest China uplifted
at the eastern side of the anticyclone could also contribute to the chemical composition of
the Asian monsoon anticyclone (Li et al., 2005).

In addition to the impact on the contribution of the Asian monsoon anticyclone, deep
convection at the eastern/southeastern side of the Asian monsoon anticyclone ean-directly
transporttropospheric-airis discussed as a pathway for transport of tropospheric air directly
into the lower stratosphere by direct convective injection (Rosenlof et al., (1997} |Park et al.,
2007, [2008;; |Chen et al., |2012). However, the impact of this transport mechanism on the
chemical composition of the lower stratosphere has not been isolated from the exchange
between the troposphere and the stratosphere associated with the large-scale Brewer—
Dobson circulation (Gettelman et al., 2004; Bannister et al., 2004).

The monsoon and the associated seasonal change of wind and rainfall is characterised
by prolonged periods of dry and wet conditions in the range of 2—3 weeks. Extended peri-
ods with enhanced precipitation (wet spells) characterise active conditions, while dry spells
represent periods when a break in monsoon activity occurs (Goswami, 2012, and refer-
ences therein). The active and break phases are manifestations of the superposition of
large scale northward moving 30 to 60 day oscillations and small scale westward propagat-

ing 10 to 20 day variations, however the-detailed-understanding-of-the-variability-is-a-open

question-details of this variability are far from being well understood (Goswami, 2012, and
references therein). This intraseasonal variability of the monsoon is associated with the

strength of the Asian monsoon anticyclone in the UTLS (Goswami, [2012). TherefereFurther,
the evolution over the monsoon season of the anticyclone is characterised by large variabil-
ity in its extent, strength and location (e.g. [Randel and Park, 2006). Garny and Randel
(2013) found that the temporal variability of the strength of the anticyclone, as diagnosed by
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low areas of potential vorticity (PV), is driven by the variability in convection with a period of
30-40 days.

P%GarﬁyaﬂeLRaﬁdeHzmevb—Mereeve%as&Also spllttlngs of the Asran monsoon antl-

cyclone mto two separate smaller antlcyclones frequently occur each year (e. g _
Randel

In this paper, we investigate what-the following main questions. What is the impact of dif-
ferent boundary layer soeturees-source regions in Asia on the composition of air in the Asian
monsoon anticyclone 2012 considering the intraseasonal variability of the anticyclone—?
Further, we analyse how both boundary layer sourees-source regions in Asia and the Asian
monsoon anticyclone affect the chemical composition of the lowermost stratospherefer-the
examptle-of-the-year2012—._

The summer 2012 is a good example for normal monsoon conditions. The rainfall in
been established (e. g.Webster et al.l (1998} Kumar et al., [2006) . In summer 2012 neutral

conditions for the El Niflo/Southern Oscillation (ENSO) occurred according to the Oceanic
Nifio Index (ONI

To answer theseguestions;—we—periorm—our question, we performed simulations with
the three-dimensional Lagrangian chemistry transport model (CLaMS) (McKenna et al.,

002 |,|§| onopka et al |, 201 |, and references thereln) CltaMS-results—are—compared

—The paper is organ-

Tsee e.g..http://www.tropmet.res.in/-kolli/mol/Monsoon/Historical/air.html
2see e.g., http://ggweather.com/enso/oni.htm
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ised as follows: Sect. 2 describes the CLaMS simulations using-artificial-tracers-and the

use of inert artificial tracers of air mass origin to mark boundary layer source regions. In
Sect. 3, the evolution of the Asian monsoon anticyclone is described and CLaMS results
are presented-and-compared-to-MLS measurements—compared with measurements from
the Aura Microwave Limb Sounder (MLS). Further, the impact of different emission tracers

to the composition of the anticyclone is calculated for the entire monsoon season 2012. The
conclusions are given in Sect. 4.

2 The Chemical Lagrangian Model of the Stratosphere (CLaMS)
2.1 Model description

Model simulations were performed using the Chemical Lagrangian Model of the Strato-
sphere (CLaMS), a three-dimensional chemistry transport model that was originally devel-
oped for the stratosphere (e.g. McKenna et al., 2002b, [a; (Groof3 et al., 2005} |Groof3 and
Muller,2007) and extended to the troposphere (Konopka et al., 2010, 2012;|[Pommrich et al.,
2014, and references therein). It was shown in previous studies, that CLaMS is very well-
suited to simulate strong tracer gradients of chemical species in regions where transport
barriers exist like the polar vortex (e.g. |Gunther et al.| [2008; |Vogel et al., [2008), the extra-
tropical tropopause and in the vicinity of the jet streams (e.g. [Pan et al., 2006; [Konopka
et al.l |2010; Vogel et al., 2011b|;[Konopka and Pan, 2012).

CLaMS is based on a Lagrangian formulation of tracer transport and considers an en-
semble of air parcels on a time-dependent irregular grid that is transported by use of 3-D-
trajectories. The irreversible part of transport, i .e. mixing, is controlled by the local horizontal
strain and vertical shear rates with mixing parameters deduced from observations (Konopka
et al.l 2010, and references therein). Here, we present results of global CLaMS simulations
that cover an altitude range from the surface up to 900 K potential temperature (= 37 km
altitude) with a horizontal resolution of 100 km and a maximum vertical resolution of ap-
proximately 400 m at the tropopause. The horizontal winds are taken from the ERA-Interim
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reanalysis (Dee et al.,|2011) provided by the European Centre for Medium-Range Weather
Forecasts (ECMWF). Ghanges-In this data set, changes are implemented to improve deep
and mid-level convection in ERA-Interim data in contrast to previous reanalysis data (Dee
et al.,2011).

Mixing parameter, vertical coordinate, and the cross-isentropic velocity of the model fol-
low the model set-up described by Konopka et al.| (2012). Convection in CLaMS is rep-
resented by vertical velocities in ERA-Interim reanalysis data. CLaMS employs a hybrid
coordinate (¢), which transforms from a strictly isentropic coordinate © to a pressure-based
coordinate system (more details see Pommrich et al., [2014).

For this study, the CLaMS simulation includes full stratospheric chemistry (Groof3 et al.,
2014, |Sander et al., [2011) and was initialised on 1 May 2012 based on data from AURA-
MLS version 3.3 (Livesey et al.,2011) and ACE-FTS version 3.0 and on results of a multi-
annual CLaMS simulation started on 1 October 2001 (Konopka et al.,[2010). Global O3, CO,
H»0O, HCI, and N, O fields are derived from MLS data within +2.5 days, while the trajectory-
determined synoptic locations have been composed to a 2° x 6° (latitude-longitude) grid.
Below ( = 350K (equal to © = 350K), these species were taken from the CLaMS multi-
annual simulation with a linear transition between ¢ = 350 and 400K (equal to © = 350—
400 K). COs, is initialised from this simulation within the whole vertical domain.

The initialisation of CH4, NO,, CFC-11, and CFC-12 was derived from N»O using corre-
lation fits for different latitude bins derived from ACE-FTS version 3.0 data between April
and August 2010 following (Grool3 et al.| (2014). The remaining species and the initial par-
titioning of the chemical families were taken from correlations and the Mainz 2-D model
as described by |Grool3 et al.| (2014). At the upper boundary (900 K potential temperature)
AURA-MLS and ACE-FTS measurements and tracer-tracer correlations were used similarly
as for the initialisation besides CO which was taken from MLS V3.3 data.

At the lower boundary (surface), Os is set to a constant tropospheric value of 4.8 x 10~8
volume mixing ratio representing the ozone mixing ratio at 5 km (Brasseur and Solomon,
2005, p. 619). Water vapour is replaced by ECMWF water vapour in lower model levels.
Lower boundary conditions for CO and CH,4 are derived from AIRS (Atmospheric Infrared
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Sounder) satellite measurements version 6 following the approach described by [Pommrich
et al.|(2014).

2.1.1 Emission tracers

The aim of our study is to analyse transport pathways of air masses from boundary layer
sources to the Asian monsoon anticyclone and further the transport of these air masses
into the extratropical lowermost stratosphere. Three-dimensional CLaMS simulations were
performed to include both the advective transport and the irreversible part of transport,
namely mixing. The use of artificial tracers in CLaMS that mark particular regions in the
atmosphere allows to quantify the origin of air masses, the pathways, and the transport
times to be quantified (Glnther et al.,|2008};|Vogel et al.l [2011a).

Here, inert artificial tracers of air mass origin, hereafter referred to as “emission trac-
ers”, are introduced that mark globally all land masses in the Earth’s boundary layer (~ 2—
3 km above surface following orography corresponding to ¢ < 120K) and thus represent
regionally different boundary layer sources regions. Figure|1|shows the geographic regions
locations defined for all 13 emission tracers (red boxes). The latitude and longitude range of
each box that represents one emission tracer is listed in Table [T} Regiens-in-the-boundary
oceans are also marked by artificial tracers (TPO = Tropical Pacific Ocean, TAO = Tropical
Atlantic Ocean, TIO = Tropical Indian Ocean) as indicated by blue lines in Fig. [l Boundary
layer regions not considered by the defined emissions tracers listed in Table [1| are sum-
marised in an emission tracer for the background. Because we are in particular interested
in the contributions of different boundary layer source regions in Asia to the composition
of air within the Asian monsoon anticyclone, the regions defining emission source regions
in Asia are chosen-smaller-better resolved than in regions elsewhere. The separation in
different regions in Asia is chosen to separate regions that are currently discussed in the lit-
erature as possible source regions (see Sect.[{). The most important regions for our study
are North India (NIN), South India (SIN), East China (ECH), and Southeast Asia (SEA).
To discuss the CLaMS results, the percentages of emission tracers for North India (NIN),
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South India (SIN) and East China (ECH) are sometimes summarised in one emission tracer
referred to as “India/China” (India/China=NIN + SIN -+ ECH).

source regions in Asia that could contribute to the composition of the Asian_monsoon
anticyclone in a particular monsoon season, here as a case study for the year 2012. At
each time step of the model (every 24 hours) air masses in the model boundary layer are

an air parcel in the boundary layer over Northern India is set equal to one (NIN = 1). If an air
for NIN (=1) is transported as like a chemical tracer to other regions of the free troposphere

or stratosphere. Successive mixing processes between air masses from North India with
air masses originating in other regions of the atmosphere (here NIN= 0) during the course

of the simulation yield values of NIN differing from the initial distribution (NIN = 1 or NIN
= 0). Therefore, the value of the individual emission tracer counts the percentage of an air

masses that originated in the specific boundary layer region since 1 May 2012 considerin
advection and mixing processes.

3 Results

3.1 The Evolution of Asian monsoon anticyclone 2012

The spatio-temporal evolution of the Asian monsoon anticyclone in summer 2012 is inferred
from three-dimensional CLaMS simulations using the abovementioned emission tracers
for Asia. The CLaMS simulation starts on 1 May 2012 before the formation of the Asian
monsoon anticyclone begins during June and ends late October after the breakup of the
anticyclone. Deep convection (represented in CLaMS by vertical velocities in ERA-Interim
reanalysis data; see Sect. leads to strong upward transport of emission tracers from
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source regions in Asia within the Asian monsoon anticyclone. Our simulation confirms that
the extent, strength, and location of the anticyclone is highly variable (e.g.|Annamalai and
Slingo), 2001 Randel and Park 2006 Garny and Randel, 2013). In particular, the locations
‘ ii ife-location and the

shape of the antlcyclone change from day to dayV\mK:mdeWemNongtLWAWenedmﬂmfong
Because the Asian monsoon anticyclone is characterised by low PV, the horizontal dis-
tributions of the emission tracer for India/China in comparison to the horizontal distribution
of PV is analysed at 380 K potential temperature (~ 16 km) (see Figs.[2/and[3). The level of
380 K potential temperature is located within the Asian monsoon anticyclone just below the
thermal tropopause{see-Seet—2?}. To discuss the spatio-temporal evolution of the Asian
monsoon anticyclone, 6 days are selected reflecting typical situations of the evolution of
the Asian monsoon anticyclone. The 1 July 2012 shows conditions at the beginning of the
evolution of the Asian monsoon (early-phase), here the anticyclone is centred over Tibet.
The 28 July, 2 August and 8 August 2012 are days in the middleperioe-mid-phase of the
monsoon season, here a strong asymmetric anticyclone, a symmetric anticyclone centred
over Iran and an anticyclone split into two smaller anticyclones are found. AHheeneLeHhe

+9cond|t|ons dunn the Iate hase of the monsoon and on7 October 2012 waeseleeted
to-shew-the-horizontal-distribution-ef-emission-tracersfor-ndia’China-the situation after the

breakup of the anticyclone occurring end-September are shown.

On 1 July 2012 (Fig. [2] top), the anticyclone is centred over Tibet. The northern flank of
the anticyclone border on the subtropical westerly jet and the southern flank to the equato-
rial easterly jet. In our study, the region of strongest gradients in the horizontal distribution
of emission tracers from Asia represent the edge of the anticyclone at 380 K. A fixed-PV
value-of-abeut-value of 4.5PVU (thick white line) is introduced in-Fig—{2He-markregions

withHewPV-{<-+4-5which is in agreement with the upper Iimit of the PV values derived b

aAtAQQQPVHK more details see Sect. . Filaments consisting of air masses charac-
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terised by low PV values (< 4.5 PVU) and enhanced emissions from India/China occur both
at the western and eastern flank of the anticyclone.

On 28 July 2012 (Fig. [2} 2nd row), the horizontal distribution of high percentages of emis-
sion tracers for India/China shows an elongated structure with maxima at its two endpoints
located over Northeast Afrlca and Southeast Chlna (red coloured) Sfm'rlaleeattems—afe

H%efmaﬂydﬁveﬁerreutaﬂeﬂethhrﬁ%h&meﬂseeﬁdyhar%me shape of the PV |soI|ne of

4.5PVU includes two anticyclones situated close together.

After 28 July 2012, the western peak is transported eastwards and the eastern peak
moves westwards and both peaks merge in one location in early August. On 2 August
2012 (see Fig.[2] 3rd row), the anticyclone again has a more symmetric shape and is cen-
tred over Iran and Afghanistan. The spatial distribution of emission tracers for India/China
shows two regions with maximum values one in the core of the anticyclone over Iran and
Afghanistan and another smaller within the anticyclone farther northeast over China. This
pattern is a remnant of the elongated structure found in the distribution of emission tracers
for India/China on 28 July 2012 caused by the double peak structure of the Asian monsoon
anticyclone. This small-scale structure found in the horizontal distribution of emission trac-
ers for India/China is also evident in the spatial distribution of low PV values. On 8 August
2012 (see Fig. |2} bottom), the Asian monsoon anticyclone is split into two smaller anticy-
clones, one centred over the northern Middle East (Irag/Iran) and a second one over East
China.
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+7-Jduly28-July;-8-August27-August—18-September-and-29In the late-phase of the Asian

monsoon anticyclone, on 12 September 2012 }—Thus;tocking-on-the-horizontal-distribution
e#ewssremraee%the 5 atlal distribution of the em|SS|on tracer for Ind|a/Ch|na ~theAsraﬁ

In 2012, the breakup of the Asian monsoon anticyclone occurred in late Septemberaﬁd
early-October. Figure [3] (bottom) shows the spatial distribution of the emission tracers for
India/China at 380 K after the breakup on 197 October 2012. The breakup of the anticyclone
or the disappearance of the transport barrier goes along with the spread of the emission
tracers for India/China at 380 K within the mid-latitudes of the Northern Hemisphere and
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in the tropics. High percentages of the emission tracers for India/China are found over the
Pacific Ocean and over the east cost of North America along the subtropical westerly jet.
The subtropical jet is in addition a transport barrier for the transport further polewards into
the lowermost stratosphere of air masses originating in the boundary layer in India/China.
In addition, air masses originating in the boundary layer in India/China could penetrate into
the upwelling in the deep branch of the Brewer—Dobson circulation and could in this way
reach the upper stratosphere.

3.1.1 Comparison to MLS measurements

To compare our simulation resutts-with-with MLS O3 and CO measurements by-MES-(Ver-
sion 33 (Elvesey et a||, 008) theee&m&henzentat—eress-seeﬂens—as—r%ﬁgs—lﬂ—&nd

henzemakdﬁtﬁbuﬂeﬁsﬂtheﬁratesphe%#aee% attern correlatlon coeff|0|ents betwee
MLS measurements and CLaMS results namel MLS CO)/CLaMS(CO) Mo3shewery

feHndtaCLaMS 03 and MLS CcOy/ CLaMS Indla/Chlna were calculated between 360 and
400 K potential temperature (see Fig.[4). It is expected from satellite measurements that CO
mixin ratlos are h| her within the Asian monsoon anticyclone than outside and V|ce versa

i vesty ' ' tfor 03 M
W@MW%@DWWM%&
masses in the UTLS outside of the antlcycloneﬁetweematte%afmeyeleﬁeﬁ‘refﬁﬂugﬁst At
all days between 1 May 2012
ggggvtmggtgggrwzmz and%he%raee%dﬁtﬁbuﬂefhaﬁeﬁh&bfeakaﬁreﬁheﬂnﬂeyebn&en

Hemtsphere@b&MSetthaﬂen&etshewtheeameﬁattemeaeMterLS measurements of
O3 at-380and CO in a region between 15 and 50° potentiattemperature-Figuresfor-CkaMS
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are-shown-in-the-Supplement-of-thispaper-N and 0 and 140° E (shown as black rectangle
described in the following. At each day, CLaMS results are interpolated on locations of the
measurements and CLaMS results are normalised so that the maximum value of each
trace gas is equal one. Afterwards the linear Pearson correlation coefficient r(t) between
WMMMM&MMW

|str|but|on of drfferent uantltres such as measured CO aea%epespheﬂﬁraeeereexpeeted
: ‘ and

|muIated emission tracers here Indra/ChrnaAeeweveHhe—features—meﬂheﬁed—abeveﬂre

less-distinetin-MLES-than-in—Reasons-for that-could-be-deficienciesin-MLS).
Correlation coefficients r(t) ranging between 0.72 and 0.86 were calculated for
MLS(03)/CLaMS(03) during the monsoon season 2012 between end of June and end of
Se tember. Before the monsoon season in early May an even higher correlation coefficient
to 0.95 was found Correlation coefficients of 0.57 to 0.81 were caIcuIated for both

W i v )/CLaMS(CO—
heweveedue%&ﬂereﬂ%earse—spaﬂa}ﬂcesehﬁewe#) and MLS(CO&H%OS&H&%G%H%GES
in-MLS)/CLaMS(India/China) between end of June and end of September. These high
correlation coefficients confirm that GLaMS has the capability of simulating the spatial
distribution of tropospheric trace gases such as CO ;-the-agreementis—notguite-as
geedﬂ&#eem&@eﬁ%e% —HGW%HF?&G@%&HSGH%Q%WGGH

eHheFeeﬂtrrbuHel%eFeﬁ%ssfeﬁ%raeers—rPﬁmeasured b MLS. In the region of the Asian
monsoon antlcycloneaff—389—
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oﬁsmﬁﬂ&%weﬁﬁﬁlerﬂﬂﬂeyelm*es—a&dﬁwssed—abeve%wemmmtsm‘
MLS(03)/CLaMS(03) are somewhat higher than those of MLS(CO)/CLaMS(CO). Reasons
for that could be deficiencies in MLS CO data (v3) in the lower stratosphere as suggested
JJHGQQUIH and Tegtmeledmmmwmwwmwww

bms%e#%%ng%d&%a&@%&d&@»at 380 K - otentlal tem erature for MLS CO and
O3 as well as for CLaMS CO and O3 are shown in the Supplement of this paper.

W&w&@%@m@w&wm
India/China exceeding—35forJuly/August—2012—The—value—of-35is—chosen—because—it
considers-relatively-high-contributions-of the-is_simulated in regions where high values of
0] @&WMMemlssmn tracer for Indla/Chlna %hoesn%g—&hrghef

ood proxy for the spatial dlstrlbutlon of tropospheric trace gases measured in the Asian
monsoon antlc clone. The correlation coeff|C|ent of MLS CO /Ghmarfeuﬂdﬁﬂheﬁsereef—the

IayeHﬁCLaMS Ind|a/GI:+r|qaﬂJpJfo«‘flﬁu%389|e\feTL
An—aceumutation—of-days—with—eontributions—ef-emission—tracers—for-China) increases
from 0 to ~ 0.8 during the formation of the Asian monsoon anticyclone, as expected
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because in the model the tracer has first to be_transported from the ground to the
UTLS. After the breakup of the monsoon anticyclone the correlation coefficient of
MLS(CO)/CLaMS(India/Chinatarger-than-35are-found-over-Afghanistan/Pakistan-aned-ever
Nepal) decreases because further upward transport of the tracer for India/Fibet{in~-1/3
therefore the spatial CO distribution in the UTLS is dominated by other processes.

3.1.2 Different phases of the Asian monsoon anticyclone

areas of low PV during the entire Asian monsoon period 2012, pattern correlation between
PV and the emission tracer for Indian/August)—within—a—latituderange—of28-36China
(red), the emission tracer Southeast Asia (grey) and CLaMS CO (blue) are calculated as

shown in F| The correlation coeff|C|ents are calculated in are |on between 15 and
50°N
MM (seashown as bIack rectan le in Flg %HGHWHH-H

WW*&%(MWWM
each day, CLaMS results and PV are interpolated on 1 X 1 Iatltude Ion itude r|d at 3805}

W@MM&@MD&
shows that the stud%byiwhefethedyﬂafmeatcefeet—ﬂeeaﬁﬂeyeteﬁeﬂ&dewed

W%WMMCO m&uﬂm

the formation (-0.89 to -0.95), the existence (-0.74 to -0.93) and the breakup (-0.68 to

-0.89) of the Asian monsoon anticyclone. In the course of the Asian monsoon season,
17
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of the emission tracer for India/China of -0.71 to -0.87 is found. During the formation of
the anticyclone ;—but-ratherthe correlation coefficients increases because the emission
tracer has to be transported up to the UTLS. The decrease of the correlation coefficients
Vﬂvgvrvtbgvg)@ggygls caused by the ese&laﬂewbe%weeﬁ%treﬁgly%ymfﬁemﬁaﬁdasymme%

M@M&IB&MM&
emission tracer for Southeast Asia shows a completely different behaviour. During the
formation of the Asian_monsoon the contributions of the emission tracer for Southeast
Asia increase similarly as for the emission tracer for India/China. During the existence
and late-phase of the anticyclone, however in early August (mid-phase) the correlation
between the spatial distribution of PV and the emission tracer for Southeast Asia almost
ww%%tmm&g@b&wwﬁg 22Heft-bottorn-panefjat 50E reflecting

W@mmm

transport outside of the Asian monsoon anticyclone (see Sect.[3.2).
The-same-analysis-is-also-performed-for-SeptemberThe good correlation found between

WMM@MH%M&MHW

Wm%rmwm\mm
distribution of the emission tracer for India/China is a very good proxy for the location and
shape of Asian monsoon anticyclone from end-June to end-September.

Figure [6] shows twelve-day mean values of the emission tracer for India/China and PV

during different phases of the Asian monsoon anticyclone. A slight geographical northwards
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shift of the spatial distribution of the emission tracer for India/China farger-than-35{in~1/4
ef—a#day&fﬂ%eﬁ%embef rom the early-phase of the anticyclone from end- June/@etebeﬁ

to early-August (mid- hase) is found. Further in earl Se tember, the late-phase of the

anticyclone, a much broader spatial distribution of the emission tracer for India/China is
found, in particular the southern edge of the anticyclone is shifted torwards the tropics. In

early-October after the breakup of the anticyclone, still high percentages of the emission

Animations showing the temporal evolution (on a daily basis) of the contribution of emis-
sion tracers for India/China, Southeast Asia and PV at 380 K potential temperature on the
Northern Hemisphere during the Asian monsoon season 2012 (1 May 2012-late October
2012) are available as a Supplement of this paper showing the intraseasonal variability of
the Asian monsoon anticyclone. In the next sectiorisections, the spatial distribution of dif-
ferent emission tracers for Asia within the Asian monsoon anticyclone and the temporal
evolution of all tracers within the Asian monsoon anticyclone from May until late October
2012 are discussed.

3.1.3

3.2 Impact of different emission tracers to the composition of the Asian monsoon
anticyclone

To analyse the possible impact of different boundary layer source regions in Asia, in par-
ticular the specific importance of Southeast Asia, to the composition of the Asian monsoon
anticyclone, the horizontal distributions of emission tracers are discussed at 380 K potential
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temperature using the-four days introduced in the previous section (1 July, 2 and 8 August,
and 2612 September 2012, see Sect.[3.1.1). The emission tracers for North India, South In-
dia, and East China show in principle the same horizontal patterns, therefore here we show
only emissions from North India. However, their individual contributions to the composition
of the anticyclone differ from tracer to tracer and are time dependent (see Sect. [3.2.1). #
turns-out-In the previous section (Sect.[3.1.1), it is shown that the spatial distribution of the
emission tracer for Southeast Asia has a fundamentally different behaviour than the distri-
bution for emission tracers for North India, South India, and East China at 380 K potential
temperature (see Fig.[5).

Figure |7 shows the horizontal distribution of emission tracers for North India (NIN) (left)
and Southeast Asia (SEA) (right) at 380 K potential temperature over Asia for the four
chosen days. In the early-phase on 1-duly-2612-top);2-August2012-(2nd-row), 8-August
2012(3rd-row),-and-20-September-{bottom)-On-1 July 2012 (Fig.[7] top), air masses from

boundary layer sources in North India and Southeast Asia are confined within the Asian
monsoon anticyclone and within the filaments at its western and eastern flank. Air masses
influenced by boundary layer sources from Southeast Asia are in addition found in the
tropics. Within the anticyclone the emission tracer for Southeast Asia has the largest con-
tribution at 380 K, followed by the emission tracers for North India. The contributions of the
emissions tracer for South India is in the same order of magnitude as for North India and
the lowest fraction is found for the emission tracer for East China (not shown here).

Similar as for 1 July 2012, on 2 August 2012 in the mid-phase at 380 K (Fig. [/, 2nd row,
left) the distribution of the emission tracer for North India is also confined within the Asian
monsoon anticyclone. Filaments containing enhanced contributions of the emission tracer
for North India exist also at the western and eastern flank of the anticyclone. Contrary to
the 1 July at the beginning of August, the highest percentages of emission tracers within
the anticyclone are from North India and East China (not shown here), thus the impact of
boundary sources located more northwards is larger than the impact of boundary sources
from Southeast Asia and South India (not shown here).
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Further on 2 August 2012 at 380K, the spatial distribution of the emission tracers for
North India shows two regions with maximum values, one in the core of the anticyclone
over Iran and Afghanistan and another within the anticyclone farther northeast over China
which is a remnant of a double peak structure found on 28 July 2012 as discussed above

in Sect.

tn—eontrast-On 2 August 2012, the horizontal distribution of the emission tracer for
Southeast Asia is completely different compared to the 1 July ;-on-2012. On 2 August
2012 (Fig. |7}, 2nd row, right), the contributions of the emission tracer for Southeast Asia has
a local minimum in the core of the anticyclone surrounded by enhanced percentages of the
emission tracer for Southeast Asia are-found-at the edge of the anticyclone in particular at
the southeast edge of the antlcyclone and in the western and eastern fllaments of the ant|-
cyclone. i

ernissien-tracer-for Seutheast-Asia-are-found-inthe-core-of-the-anticyelone-This is in con-
trast to the emission tracer for North India (and East China, not shown here) having large
contributions in the core —TFhe-and low values at the edge. Therefore, the spatial distribution
of the emission tracer for Southeast Asia within the anticyclone is like a negative image
to the spatial distribution of the emission tracer for North India. Further looking at a wider

eographical scale, large contributions of the emission tracer for Southeast Asia are found

south of the anticyclone in the tropics, over the Pacific Ocean and west of the anticyclone
over the South Atlantic Ocean.

On 8 August 2012 (Fig. [/, 3rd row), the Asian monsoon anticyclone is split into two
smaller anticyclones. Apart from the double peak structure, the spatial distribution of the
emission tracer for North India and Southeast Asia is similar to the distribution on 2 August

2012—Remarkable—2012, i. e. high contributions from North India and low contributions

from Southeast Asia are found within both cores of the anticyclones. Also here, remarkable
are high percentages of the emission tracer for Southeast Asia appear at the edge of the

two anticyclonesandHow-pereentages-inside-the-two-anticyelones. Thus at the beginning of
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August 2012, the percentage of emission tracers for North India and East China (not shown
here) outweigh the percentage of the emission tracers from further south for Southeast Asia
and South India (not shown) inside the anticyclone in contrast to the conditions in early-the
early-phase on 1 July.

Air masses originating in Southeast Asia can experience strong uplift by deep convection
(e.g. |Park et al., 2007} [Li et al., 2005) or typhoons (Vogel et al., [2014). If an air parcel is
uplifted at the edge of the Asian monsoon to altitudes high enough, it can be entrained into
the anticyclonic circulation and subsequent clockwise transport of the air parcel around the
outer edge of the anticyclone occurs. The edge of the anticyclone acts here as a strong
transport barrier evident in the strong gradients of the different emission tracers at the edge
of the anticyclone{more-details-see-Seet—2?). The transport barrier acts in both directions,
namely for inward transport apparent in the tracer distribution from Southeast Asia and
for outward transport apparent in the tracer distribution for North India (see Fig. [7} 2nd
and 3rd row). Further, air masses originating in the boundary layer in Southeast Asia are
uplifted in the tropics at locations where they do not reach the Asian monsoon anticyclone.
A subsequently isentropic poleward transport of these air masses from the tropics to the
region of the Asian monsoon anticyclone is evident in the CLaMS simulation{see-Sect—22).

On 2612 September 2012 (see Fig. |Z|, bottom) during the late-phase, the anticyclone
is shifted-broadened to the south compared to the lecation-area of the Asian monsoon
anticyclone in July and August. In the core of the Asian monsoon anticyclone, the main
contributions are emission tracers for Southeast Asia and North India followed by East
China (not shown). A smaller percentage is found for the emission tracer for South India
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Further, on 2012 September 2012 at the end of the monsoon season, the spatial dis-
tribution of the emission tracer for Southeast Asia at 380 K is very different compared to
the distributions of the emission tracer for North India in particular within the Northern
Hemisphere. During the end-of-the-menseon-seasenlate-phase of the anticyclone, con-
tributions of the emission tracers for North India are still trapped within the anticyclone. As
discussed before, air masses originating in the boundary layer in Southeast Asia are up-
lifted both within the Asian monsoon anticyclone and elsewhere in the tropics. Uplift in the
tropics and subsequent isentropic poleward transport at around 380 K yield propagation of
air masses originating in the boundary layer of Southeast Asia to mid-latitudes{more-details
are-diseussed-below-in-Seect—??). Therefore, the extratropical lowermost stratosphere in

the Northern Hemisphere is flooded by end of September with air masses from Southeast
Asia. as a result, high percentages of the emission tracer for Southeast Asia is-are more

widely distributed compared tol@mjbgemlsswn tracers for North Indla South
Ind|a and East Chlna i . A

3.2.1 Temporal evolution of different emission tracers

After presenting the spatial distribution of the emission tracers for four selected days, we
discuss the temporal evolution of different emission tracers within the Asian monsoon anti-
cyclone in 2012. In the previous sections, it is shown that the area enclosed by the 4.5 PVU
isoline constitutes a good upper boundary for the area within the Asian monsoon anticy-
clone at 380 K showing enhanced contributions of emission tracers for India/China within
the Asian monsoon anticyclone. |Ploeger et al.[ (2015) inferred a mean value of 3.8 PVU
to mark the transport barrier for the Asian monsoon anticyclone 2012 at 380 K using the
PV gradient and horizontal circulation. However, the PV value marking the transport bar-
rier changes from day to day with maximum PV values up to 4.4—4.6 PVU and could only
be deduced for a period from 20 June to 20 August 2012 (Ploeger et al., [2015). In this-our
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study, a value of 4.5 PVU is used which is in agreement with the upper limit of the PV values
derived by [Ploeger et al.| (2015) and is extrapolated to early June and September/October
2012.

Therefore, to calculate the percentage of different emission tracers within the Asian mon-
soon anticyclone at 380 K, we use the following assumption. Mean values of all emission
tracers are calculated in Asia for the region between 15 and 50° N and 0 and 140° E (at
380+ 0.5K, shown as black bex-rectangle in Fig.[7). In addition to this geographical limit
(black boxrectangle), PV values lower than 4.5PVU are required te-catcutate—for an air
parcel to contribute to the mean values of the different emission tracers within the Asian
monsoon anticyclone for each day as shown in Fig.

The contribution of different emission tracers from Asia within the anticyclone differ in
time and from tracer to tracer (Fig. . The temporal evolution shows that significant contri-
butions of the emission tracer for Southeast Asia (black) are found within the Asian monsoon
anticyclone at 380 K potential temperature end of May that is roughly 2 weeks before con-
tributions of the emission tracers for North India (red), South India (blue), and East China
(green) reach at that level of potential temperature. At the beginning of the Asian monsoon
period in June/early July, contributions of air masses originating in South Asia dominate
within the anticyclone with maximum percentages of emission tracers on average of 13 %
for Southeast Asia (black) and 6.5 % for South India (blue) at 380 K. During July 2012,
the contributions of emission tracers for the south decrease to 10 % (Southeast Asia) and
6 % (South India) and contributions of emission tracers for the north, for North India (red)
and East China (green) increase up to 18 and 10 %, respectively, until early August. Dur-
ing August 2012, the percentage of the emission tracers for the south rise again until the
breakup of the anticyclone which occurred end of September in contrast to decreasing con-
tributions of emission tracers for North India. Our simulations show that a south-north shift
in the contribution of different emission tracers for Asia within the Asian monsoon anticy-

clone occurred during the summer 2012 and also a slight northward shift of the anticyclone
itself. This behaviour is possibly linked to the northward moving long-term intraseasonat
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interseasonal variations (30 to 60 day oscillations) found in climatological analyses of mon-
soon activity like convection and rainfall (e.g. Goswami, 2012, and references therein).

During August and September 2012, contrlbutlons of the emission tracer for North India
(red) decrease in prrncrple bt

OSGtHa{-teﬁ—WH‘h—a—peﬁed—ef—Fﬁught% owever short term mtraseasonal varlatlons 10—
20-daysi i i

and-September) as a Iocal henomenon are found. We suggest that these oscnlatlons are
most likely connected to the short-term westward propagating intraseasonal variations (10—
20 days) of the Asian summer monsoon found on a smaller horizontal scale (e.g. Goswami,

2012, and references therein). In the same time period, contributions of the emission tracer

for East China show a slight increase with maximum percentages end of September.
At the end of September 2012, the contributions of emission tracers for North India,

South India, and East China start to decrease caused by the breakup of the Asian mon-
soon anticyclone and the missing upward transport within the anticyclone. In contrast to
these tracers, the contribution of emission tracers for Southeast Asia increases continu-
ously up to 23 % from its minimum percentage of 10 % in late August until end of October.
In early October, the anticyclone had already dissolved, however the contributions of the
emission tracer for Southeast Asia still rise. The reason for this increase is that air masses
originating in the boundary layer in Southeast Asia experienced in addition to the upward
transport in the Asian monsoon anticyclone itself, uplift in the tropics and rapid uplift over
the Pacific Ocean. The contribution of the em|SS|on tracer for the background-{grey-line-in
Tropic Pacific Ocean (TPQ) increases
after the breakup of the antlcyclone WMMM‘WUPW of air
masses ottside-of-Asiain the tropical Pacific. The influence of other land masses {yettew

+ tropical Atlantic and Indian Ocean (dark grey line in Fig.[8) and of the background (light
grey) is of minor importance throughout the considered time period. Note-that-the-sum-of
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The conclusions deduced from the temporal evolution of emission tracers dees-do_not
depend on the precise value of 4.5 PVU. Very similar results were obtained for a choice of
3.8 PVU. Further, even if no PV criterion is applied and all air parcels within the geographical
limits (black bex-rectangle in Fig.[2} [3} and[7) are considered to calculate the mean values,
the same qualitative evolution emerges-of the contributions of different emission tracers
mwﬁhm the anticyclone at 380 K;-howeverthe-contributions-of the-different-emission

seasee%@%% However then usin onI the eographical I|m|ts h| hest contrlbutlons from
Southeast Asia up to 11% and 19% are calculated in mid-June/mid-July and October,

respectively. The contribution of air masses eriginating—in—Southeast-Asia—are—highest
aﬂebigmhbmmcnelrwwgwng%m the mtervenmg per|od (mAugust—zeﬁ}

in CLaMS are deS| ned to |dent|f 053|ble boundar SOUW
contribute to the composition of the Asian monsoon anticyclone at-a-tevet-of-386potentiat
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m%wwwwmdwwwm

in June, demonstrating that in June upward transport or convection is comparably strong
in_Southeast Asia compared to_other regions in Asia. By this technique contributions_of
the boundary layer with a transport time from the boundary to the UTLS longer than
one monsoon period (contributions from the boundary layer that are released before 1

of different emission tracers within the Asian monsoon antlcyclone &Hd—a-Fe—’EF&HS’QGHed
clockwise-at-the-edge-of-the-cireulation-around-the-eere-otis a fingerprint of the regional
and temporal variations of convective processes causing strong upward transport within the
Asian monsoon antlcyclone iFhefefefeﬂﬁgeﬁefaF&h@h—pereemageeﬁheeﬁ%saeﬁﬁeef

%eeseekmv&mgrva%
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M&m&m@e@w&ﬁg ”,—leHHﬂHdﬂ%eeﬂ%tewmh

M@W % because air masses orlglnatlng in Seutheastﬂeiaeerreutateﬂﬁeﬁ
upward-spirat-around-the-core-of thethe free troposphere or stratosphere also contribute
WWDAQNASIan monsoon antlcyclone Meﬂtrast—a%%ﬁggthe&muyﬂe
&‘MMM

The remaining 651 " 0 i
the—ecore—% of the com osmon of the antlcyclone is from the free tropos here and the
stratosphere.

O d he-so ho of-the-Asian-monsoon-anti one

ontrlbutlon of the modeI boundar Ia er rises u to 55 S—ze% in earI Au ust and u t
75 NYy-as-shown-in-Figs—2??-and-2?-

A% at the end of the monsoon season in late September. Thus at the end of the
A&a%meﬁseeﬁeeasepreh—ze%eptembeﬁrppmq 2012, WMM@h
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wrth*ﬁthe chemical com osition of the Asian monsoon antlcyclone exeepHeHhefeleaseof

400—is dominated b contrlbutlons of the model boundary layer u Ilfted durln the course
of the monsoon season 2012.

4 Conclusions

In this paper, the impact of different boundary layer source regions in Asia to the
Wof the Asian monsoon antlcyclone %weake%a%%{%&aﬁd%%ompafed—teﬁe
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WWMMWMMQQ%WW
emissions tracers. Qur simulations show that the Asian monsoon anticyclone is_highly
variable in location and shape and the edge of the anticyclone constitutes a remarkable
mtransport barrler for %F&nsperk#em#mme%#epesehefeﬂﬁ%e%he%ewefmest

correlation coeff|C|ents indicate ood a reement between the horizontal distributions of
simulated CO, O3 and artificial emission tracers for Asia—are—found-in-the-extratropicat
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%WWHMH%%WW%MM@
satellite measurements of O3 and CO by the Aura Microwave Limb Sounder (MLS). For the
monsoon season, correlation coefficients r(t) of 0.72-0.86 and 466potentiat-temperature}-is
found-botwoon 40-0.97.0.81 were caloulated for MLS(05)/CLaMS(0s) and 60N- Mutiple

trepespheﬁc—wHﬂasses—meludmgﬂ%masses—w&hm%h%both MLS CO)A/QALAQMASN CO)
and MLS(CO)/CLaMS(India/China) correlations, respectively. The good correlation found
WMWW
@VMWA&% monsoon antlcycloneﬂf&eharaeteﬁsed%y%ewa&ue&ef
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Frgﬂfe—i’ib%hews%ha%hrg#pereeﬂ%age& A slight geographical northward shift of the
atlal dlstrlbutlon of the em|SS|on tracers-tracer for India/China are#a%perte%pward

arI -July to early-August (mid-phase) is found. Further in early-September,

durln the late-phase of the anticyclone, a much broader spatial distribution is found,
articular the southern edge of the anticyclone —up—te—~=-20within—the—anticyclone;
aﬁdﬂp%e%—aeelsewhefe—r%mww the troplcs Figufeﬁﬂc—shevv%ﬂaa%%he

enhanee&pemeﬁ%age&e#After the breaku of the antlc clone in earI October st|II high
gge;pgrﬂgﬁgg\sjgﬂthe em|SS|on tracer for Indla/Chlna ane‘%eﬁheas%%aﬂre—fe{md—&beve
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W&WM

In this paper, we could answer the question of what is the impact of different bound-
ary Iayer seufeeﬂtegreﬁ%gggrgggwm A3|a to the eempeosition—of-the—Asian—monsoon
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Further—the-in summer 2012. The model results show that emissions from North In-
dia, South India, East China, and Southeast Asia have an impact on the composition of
the Asian monsoon anticyclone in contrast to all other land masses. The contributions of
these different emission tracers on the composition of the anticyclone are highly variable
in time, but in general the highest contribution are from North India and Southeast Asia.

In the early (= June to mid-July) and late period (=mid-Augustto-September/October) of
the monsoon season 2012, contributions from Southeast Asia are highest (up to 13% and

23%, respectively, using a value of 4.5 PVU to mark the edge of the anticyclone). In the inter-
vening period (=~ mid-July to mid-August), air masses from North India have the strongest

impactcontribution to the composition of the anticyclone (up to 18%). This behaviour is likely
caused by the large scale northward moving 30 to 60 day oscillations of the Asian monsoon
evident in repeatedly northward-propagating wet spells during the summer monsoon sea-
son. Short-term intraseasonal variations (10-20 days) are found in the contribution for air
masses originating in North India, which is likely associated to westward propagating 10 to
20 day oscillations of the South Asian summer monsoon found on a smaller horizontal scale.
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Our simulation confirms that both North India including the Tibetan Plateau (Bergman et al.,
and Southeast Asia including the eastern part of Bay of Bengal, South Asian subcon-
tinent, Western Pacific, and the Philippine Seas (Park et al., 2009]; |Chen et al., 2012) are
important source regions for the chemical composition of the Asian monsoon anticyclone.
Our simulations demonstrate that the contributions of different boundary seurees-source
regions to the composition of the Asian monsoon anticyclone show strong intraseasonal

variations. Thus the chemical contribution of the Asian monsoon anticyclone is a fingerprint

of the regional temporal variation of convective processes. Therefore the processes are
more complex than hitherto believed.

In addition, emissions from Southeast Asia are found both within the Asian monsoon an-
ticyclone and at the outer edge of the anticyclone. CLaMS simulations show that emissions
from Southeast Asia can be rapidly uplifted by deep convection (Li et al., 2005}, |Chen et al.,
or typhoons (Vogel et al., [2014) up to the outer edge of the anticyclone (at around
380 K). Afterwards, the emissions are entrained by the anticyclonic circulation of the Asian
monsoon and circulate clockwise, in an upward spiral, at the edge of the Asian monsoon
anticyclone around its core (this is also true if the anticyclone is split into two smaller anti-
cyclones).

1odeJ UOISSNOSI(T
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Moreover, our simutation-shews-simulations show that air masses originating in South-
east Asia can be uplifted elsewhere in the deep tropics and subsequently spread out during
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the simulation globally on the tropical side of the subtropical jet streams-inboeth-hemispheres
stream at around 380 K, in contrast to emissions from North India, South India, and East

China that are trapped in the Asian monsoon anticyclone. During the summer 2012, this
mechanism caused flooding of the lowermost stratosphere with relatively young air masses
earrying-moisture-and-pollution-from-originating in Southeast Asia. Finally, after the breakup
of the Asian monsoon anticyclone in-October-proceed in late September 2012, also emis-
sions from North India, South India, and East China that were trapped before within the
Asian monsoon anticyclone were distributed globally within the UTLS.

Our findings demonstrate that emissions from India/China and Southeast Asia carrying
moisture and pollution affected by the circulation of the Asian monsoon anticyclone have
a significant impact on the chemical compositions of the lowermost stratosphere of the
Northern Hemlsphere in partlcular at end of the monsoon season in September/October

The Supplement related to this article is available online at
doi:10.5194/acpd-0-1-2015-supplement.
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Table 1. Latitude and longitude range of artificial boundary layer sources in the CLaMS model, also
referred to as “emission tracers”. The geographic position of each emission tracer is shown in Fig.

Emission Tracer Latitude Longitude
North India (NIN) 20—40°N 55-90° E
South India (SIN) 0-20°N 55-90° E
East China (ECH) 20-40°N 90-125°E
Southeast Asia (SEA) 12°S5-20°N  90-155°E
Siberia (SIB) 40-75°N 55-180° E
Europe (EUR) 45-75°N 20° W-55°E
Mediterranean (MED) 35-45°N 20° W-55°E
North Africa (NAF) 0-35°N 20° W-55°E
South Africa (SAF) 36°S-0°N 7-42°E
Madagaskar (MDG) 27-12°S 42-52° E
Australia (AUS) 40-12°S 110-155° E
North America (NAM) 156-75°N 160-50° W
South America (SAM) 55°S—-15°N  80-35°W
Tropical Pacific Ocean (TPO)  20°S—20°N  see Fig.[l
Tropical Atlantic Ocean (TAO) ~ 20°S$-20°N_ see Fig. [l
Tropical Indian Ocean (T10)  20°S-20°N  see Fig.[l
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Figure 1. Global geographic pesition-location of artificial boundary layer source regions in the
CLaMS model, also referred to as “emission tracers”. The latitude and longitude range for each

emission tracer is listed in Table [l
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Figure 2. MLS-The horizontal distribution of the fraction of air originating in India/China (left) and
GO-PV (right) at 380 K potential temperature over Asia on 1 July 2012 (top), 28 July 2012 (2nd row),

2 August 2012 (3rd row), and 8 August 2012 (bottom)at-380petential-temperature. Please note that
the order of the colour scale for India/China (left) and PV (right) is different, so that tew-ezene-and

high mixing-ratios-contributions of emission tracers for India/China and low PV are marked in red.

The horizontal winds are indicated by white arrows. The black bex-rectangle (15-50° N, 0-140° E)
highlights the region of the Asian monsoon anticyclone. The 4.5PVU surface marks roughly the

edge of the anticyclone shown as white thick line.
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Figure 3. The same as Fig. 222 but on 2612 September 2012 (top) during the late-phase of the

anticyclone and on +97 October 2012 (bottom) —Here—for-simplification;_showing the abseissa-is
%&%Wmmfor India/China after the tengittide range from-6-to-360to-hightight the
distribution-breakup of the anticyclone.
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0® =360 - 400 K

1.0 — (MLS(O3), CLaMS(03))

= r(MLS(CO), CLaMS(CO))
+ r(MLS(CO), India/China)
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Figure 4. Correlation coefficients depending on time for tracer correlations patterns between MLS
O3 and CLaMS O3 (black), between MLS CO and CLaMS CO during-the-eddy-shedding-event-on
20-September2012-(topred), and between MLS CO and after-the breakup-CLaMS emission tracer
for India/China (blue) for levels of the-anticyctone-on+9-October2012-potential temperature between
360 and 400K (bettomsee text for more details) in a region between 15 and 50° N and 0 and 140° E
(shown as black rectangle in Fig. @land3).
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Figure 5. Thenumberof-days-(NTime dependent correlation coefficients for the spatial distribution
between PV and the emission tracer for India/China (Ared), ¢the emission tracer for Southeast Asia
(grey), and CLaMS CO (blue) at 380K potential temperature (top-paneisee text for more details)
ealeutated-in latitude-longitude-bins{ef-2-5a region between 15 and 50°tengitude1-0N and 0 and
140°latitude)-at-380 E (=shown as black rectangle in Fig. 2land B)with-.
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Figure 6. Tweleve-day mean values of the eentributiens-contribution of the emission tracers-tracer
for India/China farger-than—-35forJuly/August—(left) and Sep%mbe#@ﬁeb%PV (right) 2642—The

lengitudinal-dependenece-during four different phases of the Asian monsoon anticyclone: early-phase
be’ftem~paﬂe+op) mld hase (2nd row end hase (3rd row) of the eeeuﬁeﬁeeﬁ%dayswﬁh

is—anticyclone and
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Figure 7. The horizontal distribution of the fraction of air originating in (left) North India (NIN) and
(right) Southeast Asia (SEA) at 380 K potential temperature over Asia on 1 July 2012 (top), o

2 August 2012 (2nd row), 8 August 2012 (3rd row) and %%ep%embe%%w%ébeﬁem%Ne%e—thaHer
simplification,the-abseissaforthe-2612 September 2012 (bottom)isfor-thetengitude range-from-©6

to-366to-hightight-the-eddy-shedding-event. The horizontal winds are indicated by white arrows. The
black bex-rectangle (15-50° N, 0—-140° E) highlights the region of the Asian monsoon anticyclone.

The 4.5 PVU surface marks roughly the edge of the anticyclone shown as white thick line.
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Figure 8. Temporal-evolution-of-differentemissions-tracers-from-Southeast Asia (SEA, black), North
India (NIN, red), South India (SIN, blue), East China (ECH, green), Tropic Pacific Ocean (yellow)
and from all other land masses + Tropic Atlantic/Indian Ocean (others, yeliowdark grey) within the
Asian monsoon anticyclone at 380 K from Mai 2012 until end of October 2012. Contributions of
boundary sources not considered in the defined emissions tracers listed in Table[T]are summarised
as background (light grey). The shown percentages are mean values calculated for air masses in
Asia in the region between 15 and 50° N and 0 and 140° E at 380 £+ 0.5 K (see black bex-rectangle
in Fig.[7) with PV values lower than 4.5 PVU that marks the edge of the anticyclone.
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