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Abstract We have carried out monthly flask sampling using aircraft, in the altitude range of 0–7 km, over
the boreal wetlands in Surgut (61°N, 73°E; since 1993) and a pine forest near Novosibirsk (55°N, 83°E; since
1997), both located in the West Siberian Lowland (WSL). The temporal variation of methane (CH4)
concentrations at all altitudes at both sites exhibited an increasing trend with stagnation during 2000–2006
as observed globally from ground-based networks. In addition to a winter maximum as seen at other remote
sites in northern middle to high latitudes, another seasonal maximum was also observed in summer,
particularly in the lower altitudes over the WSL, which could be attributed to emissions from the wetlands.
Our measurements suggest that the vertical gradient at Surgut has been decreasing; the mean CH4

difference between 5.5 km and 1.0 km changed from 64 ± 5 ppb during 1995–1999 to 37 ± 3 ppb during
2009–2013 (mean ± standard error). No clear decline in the CH4 vertical gradient appeared at Novosibirsk.
Simulations using an atmospheric chemistry-transport model captured the observed decrease in the vertical
CH4 gradient at Surgut when CH4 emissions from Europe decreased but increased from the regions south of
Siberia, for example, East and South Asia. At Novosibirsk, the influence of the European emissions was
relatively small. Our results also suggest that the regional emissions around the WSL did not change
significantly over the period of our observations.

1. Introduction

Similar to carbon dioxide (CO2), concentrations of other trace gases of anthropogenic origin have risen
significantly since the industrial revolution. Atmospheric CH4 showed an increasing trend with stagnation
from 2000 to 2006, whose causes have frequently been debated in recent years (Dlugokencky et al., 2003;
Kirschke et al., 2013; McNorton, Chipperfield, et al., 2016; McNorton, Gloor et al., 2016; Patra et al., 2016;
Rigby et al., 2008; Saunois et al., 2016). Methane concentration in the troposphere is principally determined
by a balance of surface emissions, atmospheric transport, and destruction by hydroxyl (OH) radicals (Patra
et al., 2011). Emission sources comprise anthropogenic activities such as agriculture and waste, fossil fuels,
and biomass burning, and natural sources such as wetlands, fresh water ecosystems, wild animals, and
geological and oceanic sources (Saunois et al., 2016). The stagnation and the subsequent regrowth of
globally observed CH4 concentration could be attributed to the temporal variation in the strength of the
primary source (agriculture and waste, fossil fuels, and wetlands). The role of sink processes is less explored
due to poor quantification of the interannual and interdecadal variations in OH (McNorton, Chipperfield et al.,
2016; Naik et al., 2013).

Interestingly, the carbon isotopic signature of CH4 clearly changed after the regrowth, which implies that
biogenic emissions considerably increased after the stagnation (Nisbet et al., 2016; Schaefer et al., 2016).
Using regional emissions inversion, Patra et al. (2016) estimated that the CH4 emissions from the tropical
and Southern Hemisphere regions increased by ~10 Tg yr�1 from 2004 to 2012. Based on the statistics of
cattle stocks and the carbon isotopic signature, the authors concluded that the increase was due to enteric
fermentation. This increased amount is incidentally similar to the emissions from the East Asian region
(mainly China) due to the coal industry. Schaefer et al. (2016) rejected the hypothesis that wetland emissions
had been the primary cause of CH4 regrowth and suggested that regrowth had been driven by agricultural
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emissions. On the contrary, Nisbet et al. (2016) proposed that tropical wetlands, as well as tropical agricultural
emissions, were likely the dominant contributors to recent growth. Using a land surfacemodel, which included
an improved representation of topography, McNorton, Gloor et al. (2016) estimated wetland CH4 emissions
from 1993 to 2014 and showed that global wetland emissions made only a small contribution to the pause
in CH4 growth from 1999 to 2006. Their study further suggested that the increased growth after 2006 was
caused partly by increased wetland emissions mainly from Tropical Asia, Southern Africa, and Australia.

Using column data of ethane (C2H6) and CH4 at two observatories in the Northern and Southern Hemispheres
during 1999–2014, Hausmann et al., (2016) estimated that the contribution of fossil fuel emissions to the
renewed CH4 increase was 39% at a minimum. With C2H6 data from a large number of monitoring sites,
Helmig et al. (2016) also found that the steady decline in the C2H6 mole fraction halted between 2005 and
2010 in most of the Northern Hemisphere and had since reversed, which suggested the significant increase
in associated CH4 emissions from fossil fuel. As shown above, however, the increase in fossil fuel emissions is
inconsistent with the changed carbon isotopic signature.

Recently, a manuscript to focus on quasi-decadal and interannual variability in CH4 emissions using the
Global Carbon Project data set (Saunois et al., 2016) has been reviewed (Saunois et al., 2017). In this
manuscript, the ensemble of top-down studies provided by eight global inverse systems suggested a
dominant contribution to the global emission increase from agriculture and waste (+10 [7–12] Tg CH4 yr

�1),
wetlands (+6 [�4–16] Tg CH4 yr�1), and fossil fuel-related emissions (+7 [�2–16] Tg CH4 yr�1) from
2000–2006 to 2008–2012. Saunois et al. (2017) also showed that the decrease of biomass burning
emissions (�3 [�7–0] Tg CH4 yr

�1) could be consistent with the carbon isotopic signature. The uncertainties
of these mean emission changes are, however, very significant as shown by the range inferred by eight
inversions. In summary, the cause of the stagnation and subsequent regrowth of atmospheric CH4 and its
attribution to different sources are still not fully resolved.

The role of Siberia in the global CH4 budget is essential because it contains vast areas of natural wetland and
numerous oil and gas fields that release significant amounts of natural gas as a result of leakage during fossil
fuel production and transportation. Studies of CH4 behavior and attempts to identify sources of variation
have been conducted over Siberia by means of observations from aircraft (Levin et al., 2002; Lloyd et al.,
2002; Nakazawa et al., 1997; Sugawara et al., 1996; Tohjima et al., 1996, 1997; Umezawa et al., 2012;
Yamada et al., 2005), the Trans-Siberian Railway (Bergamaschi et al., 1998; Tarasova et al., 2006), and tower
sites (Dlugokencky et al., 2016; Kozlova et al., 2008; Sasakawa et al., 2010, 2012; Winderlich et al., 2010).
However, most of these observations were limited to short periods or a specific season.

To capture the seasonal cycles, vertical profiles, and long-term trends of greenhouse gases, the Center for
Global Environmental Research (CGER) of the National Institute for Environmental Studies (NIES) of Japan, in
cooperation with The Federal Service for Hydrometeorology and Environmental Monitoring of Russia
(ROSHYDROMET) and the Russian Academy of Sciences, began periodic flask sampling using aircraft over
Surgut (61°N, 73°E) in 1993, over Yakutsk (62°N, 129°E) in 1996, and over Novosibirsk (55°N, 83°E) in 1997. A part
of the observed data for CO2 (Saeki et al., 2013), CH4 (Saito et al., 2013), and N2O (Ishijima et al., 2010) was
used for inversion analysis or validation of an atmospheric chemistry transport model. The observed CH4

concentration also validated the column-averaged dry air mole fractions of CH4 obtained by the Greenhouse
gases Observing Satellite (Ono et al., 2015) and was used for bias correction of satellite retrieval (Tan et al.,
2016). The present paper is the first paper to present a comprehensive description of the aircraft observations
of CH4 concentrations during 1993–2015 over Surgut and 1997–2015 over Novosibirsk in the West Siberian
Lowland (WSL), where long-term continuous observations were conducted in the same manner. The objective
of this paper is to (1) describe the observational method for further use of the data sets; (2) provide analyses
of the CH4 time series for seasonal cycle, interannual variations, and long-term trends; and (3) offer an
interpretation of the observations using simulations by means of an atmospheric chemistry transport model.

2. Method
2.1. Sample Area Description

Research flights for flask sampling in the Surgut region have been undertaken within 130 km of Surgut, which
is one of the most important centers of oil and gas production in West Siberia. It is located in Khanty-Mansi
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Autonomous Area— Yugra, in the central part of the WSL. The landscape zone is a middle taiga transiting to
northern taiga. Vast areas of the region under study are covered by the peatland system “Surgutskoe Polesye”
that consists of numerous peatland-lake complexes parted by river valleys (Terentieva et al., 2016). The cli-
mate is continental subarctic. The mean annual air temperature is about �2.5°C. Average seasonal tempera-
tures are �20°C (December-January-February), �3°C (March-April-May), +15°C (June-July-August), and �2°C
(September-October-November). Prevailing winds blow from the southwest.

Air sampling in the Novosibirsk region has been performed over the National Karakan Pine Forest located on
the right bank of Novosibirsk Reservoir (Ob River). The area under study is situated in the southeast of the
West Siberian Plain. The typical landscape is a forest-steppe. Numerous lakes, marshes, floodplains are also
important elements of the region. The type of climate is humid continental. Prevailing winds are from the
south and southwest. The mean annual air temperature over the study period (1997–2015) was +2.1°C with
interannual anomalies ranging from +1.4°C to �1.5°C that were caused predominantly by winter tempera-
tures (Figure S1 in the supporting information). The growing season lasts for about 160 days.

2.2. Air Sample Collection

Air sampling has been carried out approximately once per month using a chartered aircraft (Antonov An-24)
at the altitudes of 7.0, 5.5, 4.0, 3.0, 2.0, 1.5, 1.0, and 0.5 km within 130 km distance from Surgut since 23 July
1993. Air was sampled upwind of Surgut to avoid direct contamination from the city. Two samples were
collected at each altitude during the level flight, and the sampling interval was 2–3 min. It took 40–50 min
to collect all samples from 7.0 to 0.5 km. Flights were performed around noon or in the afternoon of local
time. The air sample was introduced into the cockpit through an inlet placed in front of the engine exhaust
and pressurized into a Pyrex glass flask at about +0.2 MPa over cabin pressure by using an electric diaphragm
pump (MOA-P101-JH or DOA-P501, GAST Manufacturing Inc.). The flask sizes have varied from 550 mL until
22 February 2005 to 500 mL and 750 mL until 26 April 2012 and are recently maintained at 750 mL. Before
use, the flasks were washed using an ultrasonic cleaner filled with purified water and then dried for at least
6 h at 100°C temperature. The stopcocks of the glass flasks and the diaphragm pump were
operated manually.

Until February 2005, the air samples from Surgut were sent to Tohoku University and analyzed for CH4

concentration using a gas chromatograph equipped with flame ionization detector (GC-FID). The GC systems
used were a GC-9A (Shimadzu Corp.) in earlier years and then an Agilent 6890 (Agilent Technologies, Inc.)
since November 2002. Each gas sample was analyzed once or twice. Repetitive calibrations using multiple
CH4 standard gas mixtures indicated that repeatability of our measurements was 3 ppb for the GC-9A and
2 ppb for the Agilent 6890 system (Umezawa et al., 2014). The CH4 concentration was determined against
the TU scale (Aoki et al., 1992), which is ~3.2 ppb higher than the WMO-CH4-X2004 scale in the concentration
range of 1755.5–1820.2 ppb (Round Robin Comparison Experiment; http://www.esrl.noaa.gov/gmd/ccgg/
wmorr/).

After March 2005, the air samples were sent to NIES and analyzed for CH4 concentration using GC-FID as well.
The system used was HP5890 (Hewlett-Packard Comp.) until April 2014, followed by Agilent 7890A (Agilent
Technologies, Inc.) for the samples collected after 24 April 2014. Each gas sample was analyzed three times.
The precision was 1.7 ppb in both systems. The concentration was determined against NIES 94 CH4 scale,
which is ~3.7 ppb higher than the WMO-CH4-X2004 scale in the concentration range of
1755.5–1820.2 ppb (Round Robin Comparison Experiment). Both the TU and NIES scales showed good agree-
ment in their precision.

Air sampling over the pine forest area about 150 km southwest of Novosibirsk had been conducted approxi-
mately once per month since 23 July 1997, using a research plane (Antonov An-30) operated by the Institute
of Atmospheric Optics (Antokhin et al., 2012). We have used a chartered aircraft (Tupolev Tu-134) since 25
March 2011. The air samples had been collected in 500 mL Pyrex glass flasks and sent to NIES for analysis
of CH4 concentration using GC-FID. We started to use 750 mL flasks on 30 June 1999 and used them together
with 500 mL flasks until March 2004. Since 17 March 2004 we have used only 750 mL flasks. The system used
was first HP5890 (Hewlett-Packard Comp.), followed by Agilent 7890A (Agilent Technologies, Inc.) from the
samples obtained on 18 March 2014. Other sampling procedures and conditions were almost the same as
those conducted over Surgut (Table 1).
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2.3. Tagged Tracer Simulations

To specify which source regions affected CH4 concentrations at different altitudes of our air sampling, tagged
tracer experiments were performed using the Japan Agency for Marine-Earth Science and Technology’s
Atmospheric Chemistry Transport Model (JAMSTEC’s ACTM) (Patra et al., 2009, 2016) in the same manner
as in Umezawa et al. (2012). We have used the CH4ags case of the surface emissions based on a 53-region
time-dependent inverse model using the ACTM as the forward model (Patra et al., 2016). The ACTM is run
at a horizontal resolution of T42 spectral truncations (~2.8 × 2.8°) and 67 sigma-pressure vertical levels.
The surface flux field was divided into 18 regions of the globe (Figure 1), and each CH4 tracer was simulated
separately with the region’s flux field. The model was spun-up by repeating the simulation of the year 2000
about 20 times until no more changes in the regional tracer concentrations occurred. In this process, the
simulated values at the end of 2000 were used as the initial values on 1 January 2000 for the next simulation,
and the sum of the global mean surface concentrations of all the regional tracers was every time scaled to the
observed global mean on 1 January 2000 by applying a single-scaling factor to all tracers. We confirmed that
the sum of the 18 tracers and the simulated concentration with the total global flux field agreed with each
other within 0.1%. The ACTM assumes that CH4 is removed from the atmosphere by reaction with OH, Cl,
and O(1D) and transported globally. The concentrations of the reactants were prescribed by independent

Table 1
Sampling Information and Experiment Setup

Site name Sampling date Flask size (mL) Instrument type Scale Precision (ppb) Institution

Surgut 23 Jul 23 1993 to 28 Sep 2002 550 GC-9A TU scale 3 Tohoku University
31 Oct 2002 to 22 Feb 2005 550 Agilent 6890 TU scale 2 Tohoku University
23 Mar 2005 to 26 Apr 2012 500, 750 HP5890 NIES 94 CH4 scale 1.7 NIES
24 May 2012 to 28 Jan 2014 750 HP5890 NIES 94 CH4 scale 1.7 NIES
24 Apr 2014– 750 Agilent 7890A NIES 94 CH4 scale 1.7 NIES

Novosibirsk 23 Jul 1997 to 28 May 1999 500 HP5890 NIES 94 CH4 scale 1.7 NIES
30 Jun 1999 to 18 Feb 2004 500, 750 HP5890 NIES 94 CH4 scale 1.7 NIES
17 Mar 2004 to 30 Jan 2014 750 HP5890 NIES 94 CH4 scale 1.7 NIES
18 Mar 2014- 750 Agilent 7890A NIES 94 CH4 scale 1.7 NIES
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tively. Colors show annual CH4 emissions for 2009.
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modeling results at monthly time intervals (Spivakovsky et al., 2000; Takigawa et al., 1999). The OH and Cl
concentrations varied seasonally, but the seasonality was repeated every year. Global CH4 emissions for
the observation period (2001–2013) varied from 503 to 526 Tg yr�1. The model’s meteorological field was
nudged to Japanese 25 year Reanalysis (JRA25) (Onogi et al., 2007) and was, thus, interannually variable.
Patra et al. (2016) showed that the 53-region inverted emission and the ACTM simulations successfully simu-
lated the independent CH4 observations by Tohoku University over Japan within 5 ppb and the HIAPER
Pole-to-Pole Observations measurements over the central Pacific Ocean within 3 ppb, which are close to
the measurement uncertainty. We also confirmed that the variations in CH4 concentrations observed at
surface baseline sites around the world were reproduced well by using this model (Figures S2 and S3). We

Figure 2. Temporal variation in CH4 concentrations (black dots) observed over Surgut and their long-term trend lines. Green, blue, and red lines were calculated
with the cutoff frequencies of 667, 1,095, 1,460 days, respectively (section 2.4). Dotted curves indicate the range of estimated errors by the bootstrap method. Blue
crosses denote STE-influenced samples that we did not use for the trend calculation.
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interpolated temporally, horizontally, and vertically the hourly model
outputs to match the collection time of each flask over Surgut and
Novosibirsk to compare the model results with the observational
results.

2.4. Data Analysis

For the samples measured repeatedly, we set a criterion that the
standard deviation (SD) of repeated measurements of less than 2
times of the precision was valid (dependent on the GC systems); that
is, we did not use the samples whose SD was bigger than 6 ppb
(July 1993 to October 2002), 4 ppb (November 2002 to February
2005), and 3.4 ppb (March 2005 to the present). We thus analyzed
3,686 samples for Surgut and 2,943 samples for Novosibirsk. The data
are available from the Global Environmental Database, hosted by
CGER, NIES (http://db.cger.nies.go.jp/portal/geds/index).

Stratosphere-troposphere exchange (STE) is one of the important
factors controlling the CH4 concentrations in the upper troposphere
(Umezawa et al., 2014). It is known that the N2O concentration has a
sharp gradient around the tropopause, allowing us to detect STE
events by looking for low N2O concentrations (Assonov et al., 2013;
Ishijima et al., 2010). As shown in Umezawa et al. (2014), we also

sorted STE-influenced data based on low N2O concentrations measured concurrently. Detection of STE-
influenced samples was made as follows. The temporal variation in N2O concentrations from each sample
at the respective altitudes was detrended using curve fitting methods that consist of a function fit to the data
and digital filtering of the residuals from the fit, developed by NOAA-ESRL (http://www.esrl.noaa.gov/gmd/
ccgg/mbl/crvfit/crvfit.html). The filtering method is used to transform the data into the frequency domain
using a Fast Fourier Transform (FFT), apply a low-pass filter function to the frequency data, and then trans-
form the filtered data to the real domain using an inverse FFT. We applied a Python code for computing

Figure 3. Temporal variations in the growth rate (ppb yr�1) of CH4 concentrations
for each altitude (m above sea level) over Surgut and Novosibirsk. These lines were
derivatives of the long-term trend lines with the cutoff frequency of 1,460 days in
Figure 2. Gray shades indicate the range of estimated errors by the bootstrap
method (section 2.4). Step lines and error bars indicate annual increases in globally
averaged CH4 and its one SD, obtained from the network by NOAA (https://www.
esrl.noaa.gov/gmd/ccgg/trends_ch4/).

Figure 4. Box and whisker plot of monthly variations in CH4 concentrations relative to the long-term trend line calculated with the cutoff frequency of 1,460 days
over Surgut. The whiskers extend to the most extreme data point which is no more than 1.5 times the interquartile range from the box. Individual outliers are shown
as crosses outside the whiskers.
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the filtering method, which is available at ftp://ftp.cmdl.noaa.gov/user/thoning/ccgcrv/. Histograms of the
detrended N2O at lower altitudes could be approximated by the normal distribution with a width (sigma)
of up to 1.1 ppb during the measurement at Tohoku University and 0.5 ppb during the measurement at
NIES (Figures S4, S5, and S6). Histograms at higher altitudes were skewed to the lower concentration side
due to some STE-influenced samples. Some data in the lowest altitude of 0.5 km distributed in the higher
concentration side were likely due to local sources from the surface. The N2O concentration data lower than
the long-term trend by more than 3.3 ppb (1.4 ppb), that is, 3 sigma at lower altitudes, were defined as STE-
influenced samples measured at Tohoku University (NIES). Our N2O criterion was close to that in Assonov
et al. (2013) (1.0 ppb) and that in Umezawa et al. (2014) (2.7 ppb). We iterated the same method for the

residual data and further defined STE-influenced samples (Figures S7
and S8). After three iterations, no STE-influenced sample remained.
To describe CH4 characteristics under normal conditions of the
troposphere, we did not use the corresponding CH4 data of the
STE-influenced samples (48 samples at Surgut; 35 samples at
Novosibirsk) for the calculation of curve fitting and thus excluded
the data from subsequent discussions. The average of CH4 concentra-
tions from residual samples (3,638 samples at Surgut; 2,908 samples at
Novosibirsk) obtained at the same altitude on a certain date was
regarded as representative data of the altitude on that date. The num-
ber of average data was 1,933 for Surgut and 1,498 for Novosibirsk.

Although air sampling was carried out approximately once per
month, the timing was not exactly periodical, and occasionally there
was no sample taken in a month. Thus, to estimate the error in the cal-
culated long-term trend, we used a bootstrap method in which 100
data sets with equal sizes to the original data sets (220–247 for
Surgut and 185–189 for Novosibirsk at each altitude) were prepared
by random resampling. Note that there were overlapped data in each
bootstrap data set. We calculated the long-term trend for each of the

Figure 5. Stacked chart for temporal variation of the contributions from 18 regions at four altitudes over Surgut.

Figure 6. Long-term trend in the contribution of 18 regions at 5.5 km and 1.0 km
over Surgut. All data have applied the offset at the first data of 2001. The lines
were calculated by the curve fitting method (section 2.4). Gray shades indicate the
range of estimated errors by the bootstrap method (section 2.4).
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100 data sets at each altitude by the same method and determined
the error as the SD of the 100 values.

3. Results and Discussion
3.1. Long-Term Variation and Seasonality

The temporal variation in CH4 concentrations at the observed alti-
tudes over Surgut and Novosibirsk is shown in Figures 2 and S9,
respectively. Just as Ishijima et al. (2010) reported that stratospheric
air contributed to the variation of tropospheric N2O in the 0.5–7 km
altitude range at Surgut, some of our samples, particularly at 7.0 km
in altitude, were affected by stratospheric intrusion (Figures S7
and S8). Most of them showed notably lower CH4 values. Tropospheric
CH4 concentrations were higher with larger variability at lower alti-
tudes due to strong CH4 emissions from the ground surface. During
our observation periods, the long-term trend in globally averaged
CH4 concentrations observed at a globally distributed network by
NOAA (www.esrl.noaa.gov/gmd/ccgg/trends_ch4/) showed an
increase in the period of 1994–1999 (2.17 ± 0.52 to
11.99 ± 0.68 ppb yr�1), stagnation of growth rate in the period of
2000–2006 (�4.55 ± 0.43 to 4.60 ± 0.68 ppb yr�1), and regrowth in
the period of 2007–2015 (4.63 ± 0.46 to 12.60 ± 0.47 ppb yr�1). We
showed the long-term trends in CH4 concentrations with the cutoff
frequencies of 667, 1,095, and 1,460 days in the low-pass filter
(Figures 2 and S9). Regardless of the cutoff frequencies in the low-
pass filter, the general long-term trends in the higher altitudes
observed over Surgut and Novosibirsk were roughly consistent with
those of globally averaged CH4. At Surgut, significant growth rates
appeared in the period of 1997–1998 followed by a negative trend

around 1999–2001 (Figure 3). A positive trend then appeared even in the period of 2000–2006, which con-
tinued after the year of 2007. At Novosibirsk, small or negative trends in the growth rates appeared in the
period of 2000–2005 followed by regrowth since 2006. These variations in the long-term trends at both sites
suggest a dominant influence of the global CH4 budget on the observed long-term CH4 trend because emis-
sion signals even from the Southern Hemisphere take only about 1 year to reach the Northern Hemisphere, as
defined by the interhemispheric exchange time of approximately 1.4 years (Patra et al., 2011). On the other
hand, the growth rates observed in the lower altitudes at both sites sometimes showed a different tendency
with great variability from those obtained at the network by NOAA. This is due to the larger variability in CH4

concentrations induced by influence from ground emissions around Surgut and Novosibirsk compared to the
weak CH4 variability at the remote stations considered in the NOAA global mean calculation. Note that the
variability in growth rate could be enhanced if a shorter cutoff frequency was applied; the cutoff frequency
of 1,460 days was applied in Figure 3.

A slight seasonality with a summer minimumwas observed in the altitudes of 5.5 km and 4 km over Surgut as
similar to those observed at global background sites (e.g., Nisbet et al., 2016) (Figure 4). On the other hand, a
distinctive seasonality with two maxima, one in winter (January at 1 km and 0.5 km, and March at 3 km, 2 km,
and 1.5 km) and one in summer (July or August), appeared below 3 km as observed at tower sites in the WSL
(Sasakawa et al., 2010). Generally, CH4 emissions from the wetlands in the WSL increase during summer at the
same time as the height of planetary boundary layer (PBL) develops well. The PBL height in the WSL some-
times exceeded 3 km in altitude during summer (Sasakawa et al., 2013). Thonat et al. (2017) showed increased
CH4 concentration at the East Siberian site (Tiksi) during summer and found that CH4 from Arctic wetlands
contributed by 36 ppb on average to the CH4 concentration estimated by a chemistry-transport model, which
also revealed that CH4 loss by oxidation with OH radicals could be 11 ppb at maximum in July. In Surgut, simi-
larly, large CH4 emissions from the wetlands in theWSL likely have exceeded the zonal mean CH4 loss by reac-
tion with OH radicals, inducing the summer maximum below 3 km. From observations at altitudes of 2 km

Figure 7. (a) Temporal variation in the monthly means of contribution from
Europe (red) and the WSL (blue) of the tagged simulation to the concentration
at 1 km (solid line) and 5.5 km (dotted line) over Surgut. The monthly means
were produced from the fitting method (section 2.4) and offset by the first value
of 5.5 km from each region. (b) Temporal variation in the vertical difference
between 1 km and 5.5 km of the monthly mean values produced from the fitting
method over Surgut. Horizontal dashed lines indicate the mean values during
1995–1999, 2002–2006, and 2009–2013. Area chart shows the vertical gradient
calculated for emissions from Europe (pink), the WSL (light blue), and Boreal
North America (gray). Horizontal red and blue lines indicate the mean values for
Europe and the WSL, respectively, during 2002–2006 and 2009–2013.
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and 1 km over Surgut for the period of 2004–2009, Umezawa et al. (2012)
could not catch any clear seasonal cycle in CH4 concentrations, probably
due to the limited amount of data of year-round observations (4 years)
and the high variability at lower altitudes. At the highest altitude (7 km),
seasonality was not clear because the direct influence of emissions from
the ground was relatively small and unremoved STE influence probably
remained. In Novosibirsk, a summer maximum was observed below
2 km (Figure S10). However, the scatter in summer months was smaller
than that in Surgut likely because Novosibirsk was relatively far from the
wetlands situated in the northern part of the WSL. No clear seasonality
appeared at higher altitudes.

Lloyd et al. (2002) observed the vertical profile of CH4 below the altitude of
3 km over a tower in central Siberia during 1998–2000 and found a higher
level and greater variability of the concentrations in the PBL than those in
the free troposphere. Furthermore, a clear seasonality with a summer mini-
mum appeared in the free troposphere above an estimated maximum PBL
height of 2.8 km during summer. However, they did not observe any
distinct seasonal pattern in the PBL, which might be the result of the char-
acteristics of the place (taiga in central Siberia) or just the shorter observa-
tion period (<3 years). The present manuscript is probably the first one to
report the summer maximum in CH4 concentrations at as high as 3 km in
altitude over the WSL.

3.2. Regional Contribution to the Observed CH4

The simulation results combining all emissions from the 18 regions are
generally in agreement with the observed CH4 concentrations within
one SD on a monthly basis at each altitude over Surgut (Figure S11) and
Novosibirsk (Figure S12), although the simulation results showed slightly
lower values during summer (June–August). At both sites, the contribu-
tions from all the regions in which significant CH4 sources are distributed

(Europe, Africa, WSL, India, East Asia, Southeast Asia, Boreal North America, Temperate North America, and
South America in Figure 1) were dominant for the observation periods (Figures 5 and S13). However, the
primary factor for seasonal and short-term variations in CH4 concentrations at 1 km over Surgut and
Novosibirsk was CH4 originating from Europe (Region 2) and the WSL (Region 5) (Figures S14 and S15). For
Surgut, the SDs of the detrended seasonal and short-term variation of each contribution at 1 km, revealed
by the curve fitting methods (section 2.4), demonstrated much higher values for the contributions from
Europe (19 ppb) and the WSL (25 ppb) than from other regions (<5 ppb) for the simulation period.
Similarly, the SDs for Novosibirsk showed higher values for the contributions from Europe (11 ppb) and
the WSL (14 ppb) than from other regions (<4 ppb). Although the SDs at 5.5 km decreased, the SDs of the
contributions from Europe (7 ppb for Surgut and 6 ppb for Novosibirsk) and from the WSL (5 ppb for
Surgut and 4 ppb for Novosibirsk) were still the largest in all regions.

As to the long-term trend, an apparent increasing trend in the contributions from India (Region 7), East Asia
(Region 9), and Southeast Asia (Region 12) was pronounced (Figures 6 and S16), causing an increasing trend
for the combined CH4 concentration for Surgut and Novosibirsk. On the other hand, a decreasing trend
appeared only in the contribution from Europe for both sites. It rarely happens that a transport pattern only
from Europe changes dramatically in the decadal span. The annual cumulative value of used emissions from
Europe was 62.81 Tg in 2001, which decreased by 0.50 ± 0.15 Tg yr�1 until 2013, suggesting that the decline
in the emissions from Europe primarily produced the decrease in contribution from Europe instead of a
change in transport pattern. The total CH4 emissions from 38 European countries listed in the Emissions
Database for Global Atmospheric Research showed a decreasing trend of�0.29 ± 0.02 Tg yr�1 for the period
of 2001–2012 (EDGAR42FT, 2014). Recently, inversion results by Tsuruta et al. (2017) reported a reduction in
anthropogenic CH4 emissions from Europe by 0–3 Tg CH4 yr

�1 between 2000–2006 and 2008–2012. Thus,
anthropogenic emissions from Europe seemed to be reduced for the period of 2001–2013 as well. The annual

Figure 8. (a) Temporal variation in the monthly means of contribution from
Europe (red) and the WSL (blue) of the tagged simulation to the concentra-
tion at 1 km (solid line) and 5.5 km (dotted line) over Novosibirsk. The
monthly means were produced from the fitting method (section 2.4) and
offset by the first value of 5.5 km from each region. (b) Temporal variation in
the vertical difference between 1 km and 5.5 km of the monthly mean values
produced from the fitting method over Novosibirsk. Horizontal dashed lines
indicate the mean values during 2002–2006 and 2009–2013. Area chart
shows the vertical gradient calculated for emissions from Europe (pink), the
WSL (light blue), and Boreal North America (gray). Horizontal red and blue
lines indicate the mean values for Europe and the WSL, respectively, during
2002–2006 and 2009–2013.
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cumulative value of used emissions from the WSL showed a positive anomaly in 2007, but there was no
apparent long-term trend in the period of 2001–2013.

3.3. Vertical Gradient

The vertical gradient in CH4 concentrations over Surgut decreased in 20 years (Figure 7b). For example, the
mean vertical gradients, defined here by the difference in monthly mean values produced from the fitting
method (section 2.4), between 1 km and 5.5 km were 64 ± 5 ppb, 46 ± 3 ppb, and 37 ± 3 ppb in the period
of 1995–1999, 2002–2006, and 2009–2013, respectively. The results of the tagged tracer simulation showed
that the difference between 1 km and 5.5 km was seen in Surgut only for emissions from Europe (Region 2),
theWSL (Region 5), and the Boreal North America (Region 15), which include significant CH4 sources and lie in
the same latitudinal zone as Surgut (Figure S14). Other regions did not produce any vertical gradient, indicat-
ing that CH4 emitted from other latitudinal zones was relatively well mixed toward a vertical direction during
long-range transport. Although there was no discernible long-term trend in the vertical gradient of CH4 in
Surgut from the WSL and the Boreal North America, the gradient from Europe exhibited a decreasing trend
in recent years due to the declined emissions from Europe as mentioned above (Figure 7a). The sum of the
mean vertical gradients between 1 km and 5.5 km in the contribution from Europe (22 ± 2 and 16 ± 2 ppb in
2002–2006 and 2009–2013, respectively) and the WSL (25 ± 3 and 22 ± 2 ppb in 2002–2006 and 2009–2013,
respectively) can explain the observed gradients for the respective periods of 2002–2006 (46 ± 3 ppb) and
2009–2013 (37 ± 3 ppb) (Figure 7b).

There was no apparent tendency in the difference between the monthly means produced from the fitting
method at 1 km and those at 5.5 km over Novosibirsk in 18 years (Figure 8b). The differences between the
mean concentrations of the monthly means were 35 ± 2 ppb and 39 ± 3 ppb for the period of 2002–2006
and 2009–2013, respectively. As mentioned in section 3.2, a major characteristic of the contribution from
18 regions at Novosibirsk was similar to that at Surgut (Figures S15 and S16); the seasonal and short-term
variations from Europe and the WSL were larger than those from other regions, and the contribution from
Europe decreased in all altitudes. The mean vertical gradient between 1 km and 5.5 km in the contribution
from Europe was, however, smaller (15 ± 1 ppb) than that at Surgut (22 ± 2 ppb) in 2002–2006.
Consequently, the vertical gradient in Novosibirsk might exhibit less sensitivity to the reduction in CH4

Figure 9. (a) Mean vertical profile of CH4 concentrations over Surgut for the periods of 1995–1999, 2002–2006, and 2009–2013. The data were offset by the mean
values of 5.5 km in each period. Error bars indicate standard errors. Closed and open symbols indicate observed and total simulated data, respectively. Contribution
from (b) Europe, the (c) WSL, and (d) Boreal North America are shown for the periods of 2002–2006 and 2009–2013.
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emissions from Europe. Bruhwiler et al. (2017) reported that a trend in emissions would impact the vertical
gradient at a site depending on its proximity to the emissions. No discernible weakening vertical gradient
in the observed CH4 over Novosibirsk was found because Novosibirsk is situated relatively far from Europe.

4. Conclusions

We have measured the vertical profiles of CH4 over boreal wetlands and taiga in West Siberia (Surgut and
Novosibirsk) for several decades. We found a positive trend of the concentrations with a period of stagnation
during 2000–2006 as observed globally. However, the increasing rate of the concentrations was somewhat
different depending on the altitude, inducing a negative trend in the vertical gradient of the concentration
over Surgut. The mean vertical gradient in the early period (1995–1999) was clearly steeper than that in
the subsequent periods (Figure 9). The negative trend remained, and hence, the mean CH4 concentrations
at the lower altitudes, particularly below 1.5 km altitude, got closer to the mean concentrations at higher
altitudes from the period of 2002–2006 to 2009–2013. The simulation results combining our tagged tracer
simulations from 18 partitions of the global emission map reproduced the decline in the vertical gradient.
However, most of the contributions from the divided regions showed flat vertical profiles except for
Europe, the WSL, and the Boreal North America. A significant difference appeared in the variations in the
concentrations between higher and lower altitudes from the WSL and Europe, which produced the vertical
gradient (Figure 9). The mean contribution below 1 km altitude influenced by the contribution from the
WSL decreased from the period of 2002–2006 to 2009–2013, but the difference was in the range of errors
because the contributions from the WSL demonstrated a significant variability in the lower altitudes. On
the other hand, the mean vertical gradient below 2.0 km altitude from Europe became noticeable gentle
from the period of 2002–2006 to 2009–2013. The contribution from the emissions from Europe has decreased
since the start of the simulation (2001). It is reported that CH4 emissions from Europe have decreased since
the late 1980s (EDGAR42FT, 2014; Worthy et al., 2009). We thus concluded that the observed decreasing trend
in the vertical gradient over Surgut was attributed mainly to the decreasing CH4 emissions from Europe.

Over Novosibirsk, there was no apparent decreasing trend in the gradient (Figure S17). On the contrary, the
vertical gradient became slightly significant below 3 km altitude from the period of 2002–2006 to 2009–2013.
There was no obvious difference in the contribution from the WSL between the periods although the contri-
bution increased only at 0.5 km altitude. Furthermore, the reduction in CH4 emissions from Europe did not
appear in the contribution over Novosibirsk. The vertical gradients produced by the contribution from
Europe over Novosibirsk were relatively weak compared to those at Surgut in the corresponding period,
which suggests less sensitivity to the emission change from Europe at Novosibirsk. Similar to Surgut, the
contributions from other regions exhibited flat vertical profiles in both periods. No clear explanation could
thus be obtained for the variation in the vertical gradient observed over Novosibirsk.

Although there has been no clear description up to date of the emission trend limited to the WSL, a reduction
of 2 Tg in the period of 1988–2005 in Siberia (Worthy et al., 2009) and an increasing trend of 0.30 to
0.72 Tg yr�2 in the period of 2005–2013 in Russia (Thompson et al., 2017) were reported. It is beyond the
scope of this paper to determine the exact amount or tendency in emissions from the WSL. It should be
mentioned, however, that the simulation results combined with all emissions from 18 regions, including
the emissions from the WSL with no clear trend, reproduced the observed concentrations over Surgut and
Novosibirsk in the period of 2001–2013.

Unfortunately, we could not produce any simulations before the year of 2000 when a drastic reduction in the
vertical gradient was observed over Surgut because of lack of reliable emission map for interannual varia-
tions. In the early years, sporadic leakage from old facilities for gas and oil pipelines around Surgut might
have been significant and likely have influenced the CH4 concentrations, particularly in the lower altitudes.
The facilities of pipelines have been gradually updated in recent years, and thus the leakage might be
relatively small and steady (Reshetnikov et al., 2000). Monitoring the vertical profile of CH4 over Siberia for
a decadal span can help us detect the long-term variations in the emissions from northern Eurasia. Our
findings also suggest the possibility that other vertical profile observations may capture the change in vertical
gradient and validate the changing emissions at downwind of any region where a substantial change in
emissions is thought to be taking place, for example, China, India, and South East Asia.
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