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[11 A regional variational inverse modeling system for the estimation of European
biogenic CO, fluxes is presented. This system is based on a 50 km horizontal resolution
configuration of a mesoscale atmospheric transport model and on the adjoint of its tracer
transport code. It exploits hourly CO, in situ data from 15 CarboEurope-Integrated
Project stations. Particular attention in the inversion setup is paid to characterizing the
transport model error and to selecting the observations to be assimilated as a function of
this error. Comparisons between simulations and data of CO, and ***Rn concentrations
indicate that the model errors should have a standard deviation which is less than 7 ppm
when simulating the hourly variability of CO, at low altitude during the afternoon and
evening or at high altitude at night. Synthetic data are used to estimate the uncertainty
reduction for the fluxes using this inverse modeling system. The improvement brought by
the inversion to the prior estimate of the fluxes for both the mean diurnal cycle and the

monthly to synoptic variability in the fluxes and associated mixing ratios are checked
against independent atmospheric data and eddy covariance flux measurements. Inverse
modeling is conducted for summers 2002—2007 which should reduce the uncertainty in
the biogenic fluxes by ~60% during this period. The trend in the mean flux corrections

between June and September is to increase the uptake of CO, by ~12 gCm™~.

2

Corrections at higher resolution are also diagnosed that reveal some limitations of the

underlying prior model of the terrestrial biosphere.
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1. Introduction

[2] Measurements of atmospheric CO, mixing ratio have
been widely used along with atmospheric transport models to
infer statistical information about surface CO, fluxes based
on data assimilation or inverse modeling techniques [Enting,
2002]. In particular, atmospheric inversions are used to yield
statistical corrections to the estimate of the surface fluxes
from ecosystem exchange models, oceanic and anthropo-
genic flux inventories. Their applications have improved the
quantification and understanding of natural carbon sources
and sinks at global scale [e.g., Tans et al., 1990; Rayner
et al., 1999; Gurney et al., 2002; Rodenbeck et al., 2003;
Rayner et al., 2008].
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[3] However, global inversions still bear large uncertain-
ties at regional scale [Baker et al., 2006], which strongly
limits the projection of the future climate. The uncertainty
in biogenic flux in Europe is illustrated by the differences
in the estimates of the land natural fluxes (over an area
of 1.05 x 107 km?) during 20012004 given by the systems
of Peylin et al. [2005] (—0.3 PgC.y~! ~—29 gCm .y ';
negative and positive values corresponding to CO, uptake
and sources respectively), of Rdédenbeck et al. [2003]
(—0.86 PgC.y ' ~—82 gCm 2y~ ") and of Peters et al.
[2009] (—0.12 PgC.y ' ~—11 gCm 2y ). These differ-
ences have the same order of magnitude as the anthropogenic
emissions ~1 PgC.y~" for the European Union 25 member
states (EU-25) [Ciais et al., 2010a]. They are mainly due
to errors in the transport model or in the setup of inverse
modeling systems and are enhanced by the lack of data for
assimilation.

[4] There are even larger uncertainties at higher spatio-
temporal scales because fluxes are influenced by strongly
heterogeneous climatic, biogenic and anthropogenic drivers
in Europe [Pefers et al., 2009]. A better knowledge of the
variability in the European biogenic fluxes would help
characterize the responses of the ecosystems to climate
variability and their feedback on climate. Extreme climatic
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conditions emphasize these responses e.g. during the heat
wave of summer 2003 when the summer anomaly of Net
Ecosystem Exchange (NEE) was comparable to a year of
anthropogenic emissions [Ciais et al., 2005].

[5] Compared to other continental atmospheric networks,
a relatively dense CO, atmospheric concentration and flux
observation network has been developed in Europe, within
the framework of CarboEurope-Integrated Project (CE)
[Ciais et al., 2010a, 2010b, 2010c; Luyssaert et al., 2010;
Schulze et al., 2010], to improve the quantification and
understanding of the biogenic and oceanic carbon sinks. It
should expand in the future in the framework of the Inte-
grated Carbon Observation System (ICOS, http://www.
icos-infrastructure.eu/). Much of the European concentration
data collected over the last decade are in situ continuous
measurements, providing accurate hourly data at ~10-15
stations (depending on the year considered). The application
of inverse modeling to European fluxes should thus be a
relatively good assessment of the skill of this approach for the
estimation of regional fluxes.

[6] This skill depends strongly on the ability of the trans-
port models to reproduce the variability of observations
when they are driven by realistic fluxes [Gerbig et al.,
2003a, 2003b]. This ability is limited by the description of
CO, measurements, surface fluxes and surface topography
using average values at the model spatial and temporal res-
olution, i.e. by representation errors. It is also limited by the
use of imperfect forcing and parameters for transport at the
model resolution. This explains why recent global coarse
resolution inversions assimilate daily, weekly or monthly
rather than hourly averages of data (e.g., Rivier et al. [2010]
and the setup of most of the inversions used for the Regional
Carbon Cycle Assessment and Processes project (RECCAP,
http://www.globalcarbonproject.org/reccap/products.htm)),
and why they still yield strong uncertainties on European
NEE, even though they use the CE data. Carouge [2010a,
2010b] showed that the reduction in flux uncertainties that
could be expected from the assimilation of in situ daily CE
data with a global hydrostatic transport model zoomed over
Europe (with a ~60 km horizontal resolution) is not signif-
icant at scales smaller than 1000km and 10 days. Due to the
lack of confidence in the corrections inverted at the model
resolution, and due to the need to extrapolate the information
on fluxes that is constrained only in the vicinity the obser-
vation locations (while observation networks are relatively
sparse), the corrections to fluxes are generally aggregated
at lower resolution. Peters et al. [2009] also used a global
configuration zoomed over Europe (with a 1° horizontal
resolution) and they applied such an aggregation by invert-
ing fluxes homogeneously in each of their 2 European cli-
mate zone and for each of their 19 Plant Functional Types
(PFTs, which are used in biosphere models to sort biomes
into synthetic classes with specific modeling parameters),
every week. This provides 30 degrees of freedom per week.
However, the aggregation of corrections introduces some
errors in the inversion even at the scale of aggregation
[Kaminski et al., 2001].

[7] As part of the CE Regional Experiment Strategy
(CERES), Lauvaux et al. [2008, 2009a, 2009b] developed
an inversion system based on the Mesoscale Non Hydro-
static model (MésoNH) coupled to the Lagrangian Particle
Dispersion Model (LPDM). They applied the transport
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model at 8 km resolution over the CERES domain in the
south west of France. They showed that this transport model
coupled to a biosphere model could reproduce the variability
of hourly in situ data from two stations in the region with
enough accuracy so that the mesoscale inversion system
could produce promising 30% uncertainty reduction in
fluxes at 8 km and 6 day scales over distances of a few
hundred of km from the atmospheric measurement stations.
Intercomparisons [Law et al., 2008; Patra et al., 2008]
confirmed the greater ability of high resolution transport
models compared to global low resolution transport models
to fit continental observations. As a consequence, European
mesoscale inverse modeling systems are being developed
[Rodenbeck et al., 2009].

[8] In that context, Aulagnier et al. [2010] and Aulagnier
[2009] set up a European 50 km horizontal resolution con-
figuration of the mesoscale transport model CHIMERE
[Schmidt et al., 2001], in order to assimilate CE atmospheric
data for high resolution flux inversion. They used NEE from
the carbon-water-energy model Organizing Carbon and
Hydrology In Dynamic Ecosystems process-based model
(ORCHIDEE) [Krinner et al., 2005] to provide prior fluxes
to this configuration. Aulagnier [2009] checked the skill of
the transport model for capturing the variability in the
observations. Aulagnier et al. [2010] studied the modeled
versus observed decadal trends and interannual variability in
atmospheric CO, between 2001-2006. They discriminated
the role of transport versus flux trends in driving trends in
the concentrations. Aulagnier [2009] initiated the develop-
ment of a variational data assimilation system based on the
adjoint of CHIMERE [Pison et al., 2007] and on the meth-
ods of Chevallier et al. [2005, 2007]. Variational data
assimilation is particularly efficient in dealing with many
observations and high resolution flux inversions. Continuing
the development of this mesoscale flux inversion system,
this study aims at characterizing the reliability of its results
and its potential to improve the knowledge on European
NEE by assimilating hourly CE observations.

[s] Even though the model transport and representation
errors, called also “the model error” hereafter (i.e. the error
in the concentrations when using perfect fluxes) are strongly
reduced when using increasing resolution, they are still sig-
nificant at 50 km resolution when compared to the errors in
the concentrations due to errors in the fluxes [Lauvaux et al.,
2009a; Dolman et al., 2009]. A good estimate of the model
error is necessary to avoid over-fitting the data, to distin-
guish between these errors and the errors from the fluxes,
and thus to avoid projecting them into the fluxes during the
inversion. Following Chevillard et al. [2002a], the estima-
tion of the model error is based here on comparisons of
simulations and data of **?Rn (hereafter Radon), a short-live
radioactive gas emitted by soils.

[10] In this study, the confidence in the inverted fluxes is
characterized using different types of evaluation: (1) the flux
uncertainty reduction from inversion is estimated using a
Monte Carlo approach with the assimilation of synthetic data
[Chevallier et al., 2007]. (2) The temporal variability in the
flux and concentrations obtained when assimilating real data
are checked against independent atmospheric CO, data and
eddy covariance surface flux measurements [Lauvaux et al.,
2009b]. (3) The monthly to interannual variability and the
spatial distribution of the inverted NEE in summer is
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Table 1. Atmospheric Transport Configuration
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Atmospheric Transport Model

CHIMERE

Horizontal domain
Horizontal resolution
Vertical resolution
Meteorological forcing

0.5° (~50 km)

10.5°W=-22.5°E, 35°N-57.5°N

20 layers up to 500 hPa
hourly outputs from a European configuration of MMS5

nudged every 6 hours toward ECMWF operational analyses

Open boundary conditions for CO,

daily outputs from the LMDZ global inversion of Chevallier et al. [2010]

LMDZ configuration: 3.75° lon. x 2.5° lat. resolution / 19 vertical layers up to 3hPa

Prior NEE for CO, fluxes

global simulation of ORCHIDEE at 3-hourly/0.3° spatial resolution

meteorological forcing: ECMWF operational analyses
static vegetation map

Anthropogenic fluxes for CO,

hourly/1° spatial resolution product

based on EDGAR V3.2 x EMEP x CDIAC data

Ocean fluxes for CO,

based on monthly/2.5° spatial resolution pCO, from Takahashi et al.

and air-sea gas exchange quadratic parameterization from Wanninkhof [1992]

Open boundary conditions for Radon null

Radon fluxes

weekly estimate for 2006 from Szegvary et al. [2007]

analyzed during the period 2002-2007. The corrections
derived by the inversion in summer should help characterize
the errors in the fluxes from ORCHIDEE. The focus on the
summer period is sensible to study the skill of the inverse
modeling for the estimate of NEE at high resolution even
though the variability caused by the seasonal cycle cannot be
analyzed. The response of the NEE to strong temperature
anomalies can be analyzed in the impact of the heat wave in
2003.

[11] Section 2 describes the components of the inverse
modeling system, section 3 the estimate of the flux uncer-
tainty reduction from inversion and section 4 the comparison
of the inverted fluxes, and associated concentrations to
assimilated and independent data. Section 5 shows a series
of diagnostics on the summer NEE from ORCHIDEE and
from the inversion. Section 6 summarizes the most important
results and concludes the study.

2. Mesoscale Inverse Modeling Setup

[12] The inversion is applied to correct the European NEE
at adapted temporal and spatial resolutions of aggregation
(cf. section 2.3), denoted f, given its prior estimate from
ORCHIDEE f” and using hourly CE in situ data, denoted y°.
Based on the Bayesian framework, the aim of data assimi-
lation is to provide the conditional probability of the “true £,
denoted f, given f” and y°: p(fIf?, y°) = p(y°If’, £2) p(f'If?)/
p(y°If?). The atmospheric transport model CHIMERE,
denoted M, is used to project the f-space into the y-space of
the observations. y° is independent of 2, so p(y°If’, ) is
derived from the so-called observation error: p(y° — M(f")If’)
whose estimate should account for measurement errors,
model representation and transport errors, and aggregation
errors (when corrections are aggregated at a resolution lower
than that of the model).

[13] Assuming that statistical errors on f’ ie. p(f — 211
and y° i.e. p(y® — M(f')If") are Gaussian and unbiased, with
respective covariance matrices B and R that are known, and
assuming that M is linear (M =M, which is the case for CO,
atmospheric transport), p(f'If?, y°) is actually a Gaussian dis-
tribution N(f*, A) and data assimilation solves f* = argminJ
where J(f) = (f — f)B~'(f — )"+ (Mf — y))R ™' (Mf — y°)”
and A =B+ MR 'M)"L.

[14] This section describes the models, the data, the setup
of error covariances and the minimization method involved
in the practical implementation of this flux inversion.

2.1. Configuration of the Carbon Cycle Regional
Modeling

[15] The setup of the atmospheric transport modeling is
summarized in Table 1. CHIMERE (http://www.lmd.poly-
technique.fr/chimere/) is an Eulerian mesoscale chemical
transport model, initially designed for air quality studies
[Schmidt et al., 2001], but used here for CO, transport
modeling. The model has provided some of the best results in
transport model intercomparison exercises for the simulation
of high temporal variability in CO, concentrations [Law
et al., 2008; Patra et al., 2008]. CHIMERE can be used
at regional (several thousand km) to urban (100-200 km)
scale with resolutions from 100 km to 1 km.

[16] The configuration used here has a 0.5° horizontal
resolution and 20 vertical layers from the surface up to the
mid-troposphere. The first seven vertical levels lie below
300 m altitude, yielding a good discretization of the boundary
layer. The domain of this configuration (Figure 1) covers
~3.9 x 10° km? of land surface.

[17] CHIMERE is an off-line model requiring 3D mass-
fluxes as inputs for transport calculations. A simulation with a
European configuration of the MMS5 meteorological model
[Grell et al., 1994], is used to provide hourly mass-fluxes.
MMS is nudged toward the operational analyses of the Euro-
pean Centre for Medium Range Weather Forecasts (ECMWF).
This simulation and its coupling with CHIMERE has been
analyzed by Xueref-Remy et al. [2011], Aulagnier [2009] and
Aulagnier et al. [2010]. The global inversion of Chevallier et al.
[2010] based on the LMDZ model [Hourdin et al., 2006], is
used to impose the boundary conditions for CO, concentration
at the lateral and top boundaries of the CHIMERE domain.
This inversion assimilates in situ data including daily averages
of CE continuous data in Europe. These boundary conditions
account for the large scale incoming transport of CO, from
optimized fluxes outside the model domain or from optimized
fluxes in the domain leaving the domain and entering it later
[Chevillard et al., 2002b; Rédenbeck et al., 2009].

[18] Climatological data from Takahashi et al. [2002] are
used to impose ocean fluxes. These fluxes are set to 0
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Figure 1. Location of the CE stations used for atmospheric concentration (pluses) and eddy covariance
flux measurements (crosses), and the prior estimate of CO, fluxes (in gCm~2; negative values: sink) used

in the simulation configuration for summer 2006.

wherever there is no climatological data e.g. in the Mediter-
ranean Sea. Anthropogenic CO, emissions are derived from
the EDGAR V3.2 fast-track product [van Aardenne et al.,
2005] giving mean annual fluxes for the year 2000. It has
been convolved by Peylin et al. [2009] with diurnal, weekly
and seasonal variations provided by EMEP [Vestreng et al.,
2005] to get hourly emissions. Annual fossil fluxes are
rescaled according to the country level yearly fossil estimates
of the Carbon Dioxide Information Analysis Center (CDIAC,
http://cdiac.ornl.gov/).

[19] The prior estimate of CO, NEE is provided by
ORCHIDEE, a process based ecosystem model which
accounts for half hourly to interannual variability in photo-
synthesis and respiration of plants and soils [Krinner et al.,
2005]. ORCHIDEE is initialized with the steady state equi-
librium of long term mean NEE even though the equilibrium
of annual total NEE is not imposed after the initialization.
ORCHIDEE has been extensively used for land-surface
modeling e.g. in the North American Carbon Program
(NACP) model intercomparison (http://www.nacarbon.org/
nacp/), in the biogenic flux model intercomparisons of the CE
project [Vetter et al., 2008; Churkina et al., 2010] or as part of
the Institut Pierre-Simon Laplace (IPSL) Earth System model
which has participated in the coupled climate-carbon simula-
tions of the Intergovernmental Panel on Climate Change
(IPCC) 4th Assessment Report. Several inverse modeling
systems derive their prior estimates of biosphere fluxes using
ORCHIDEE [Peylin et al., 2005; Chevallier et al., 2010]. The
typical values and uncertainties in the CO, fluxes are dis-
cussed in section 2.3.

[20] Atmospheric transport simulations are conducted
for periods 31 May — 2 October 2002 to 2007 to study the
synoptic to interannual variability in summer. The initial
conditions for CHIMERE are spatially interpolated from 3D
LMDZ CO, fields. A general offset of the CO, concentra-
tions is applied so that a bias in the background concentra-
tions from the boundary forcing using LMDZ would not
impact inversions. Inversions should be strongly constrained
by spatial and temporal gradients of concentrations in the
data, but such a general bias may have a strong impact
on the inversion of fluxes outside the dense parts of the
observation network. The offset is estimated using the
spatiotemporal mean of all CE data that will be assimi-
lated (Table 2). During a given summer, concentrations
x from CHIMERE are thus reestimated using x°™' =
xo offset 4 Ay -y Offset)/N(,bS where N, is the number
of data y? which will be assimilated and where the y© ™
denote the simulated concentrations at the corresponding
time and space locations obtained using CHIMERE forced
by LMDZ, ORCHIDEE, and the ocean and anthropogenic
fluxes described above (the offset is kept constant during
subsequent inversions). In the following, we only consider
the unbiased concentrations x°™,

[21] CHIMERE is also applied to model Radon transport
using a 3.8 day Radon half-life time, using the same domain
and transport configuration as for CO, and using null boundary
and initial conditions. Radon fluxes are set for any year using
the weekly estimate for 2006 from Szegvary et al. [2007] based
on terrestrial gamma dose rate (http://radon.unibas.ch/index.
php?option=com_content&task=view&id=23 &Itemid=46).
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Table 2. CE Stations Used for CO, and Radon Measurements
CO, Radon Elevation Window Model
Identifier Availability Availability (Ground Source Used for Surface
Locality (in Summer) (in Summer) Plus Site Levels) Contact Inversion Elevation
CBW 2002-2003, - Omasl ECN 12:00-20:00 20masl
Cabauw 2005-2007 +20/60/120/200magl A. Vermeulen (top level)
CMN 2002-2003 - 2165masl TIAFMS 0:00-6:00 453masl
Monte Cimone +12magl A. Di Diodato
GIF 2002-2007 2002-2007 160masl LSCE 12:00-20:00 130masl
Gif sur Yvette +7magl M. Schmidt
HEI 2002-2007 2002-2007 116masl Univ. Heidelberg 12:00-20:00 181masl
Heidelberg +30magl L. Levin
HUN 2002-2007 - 248masl HMS 12:00-20:00 258masl
Hegyhatsal +10/48/82/115magl L. Haszpra (top level)
JFJ 2005-2007 - 3580masl Univ. of Bern 0:00-6:00 1800masl
Jungfraujoch M. Leuenberger
LMP 2002, - 50masl ENEA 12:00-20:00 4masl
Lampedusa 2006 +8magl A. di Sarra
LMU 2006-2007 - 570masl UB 12:00-20:00 883masl
La Muela +41/57/79magl J. A. Morgui (top level)
MHD 2002-2007 2002-2007 25masl LSCE 12:00-20:00 48masl
Mace Head +15magl M. Ramonet
OXK 2006-2007 - 1022masl MPI-BGC 0:00-6:00 563masl
Ochsenkopf +23/90/163magl J. Lavri¢ (top level)
PRS 2002-2007 - 3480masl RSE 0:00-6:00 2145masl
Plateau Rosa F. Apadula
PUY 2002-2007 2006-2007 1465masl LSCE 0:00-6:00 537masl
Puy De Dome +10magl M. Ramonet
SCH 2002-2006 - 1205masl Univ. Heidelberg 12:00-20:00 942masl
Schauinsland F. Meinhardt
TRN 2007 - 131masl LSCE - 134masl
Trainou +50/100/180magl M. Schmidt
WES 2002, - 12masl Univ. Heidelberg 12:00-20:00 31masl
Westerland 2004 I. Levin

2.2. Model Error: Comparisons to CE in Situ
Continuous Data

2.2.1. Data and Aim of the Comparisons

[22] The CE continuous stations for atmospheric mea-
surements used in this study (Table 2 and Figure 1) deliver
hourly data with less than 0.2 ppm measurement errors for
CO, which is far smaller than model errors. A good deal of
care is taken to ensure stable intercalibration of the stations.
Measurements errors are relatively higher for Radon. Five of
the CE stations used here are high towers with several ver-
tical levels of CO, measurements (CBW, HUN, LMU, OXK
and TRN). For comparisons with the simulations, the levels
of measurement are placed into the model grid at their cor-
rect altitude above the sea level.

[23] In the following section, these comparisons are used
to characterize the model error, which is assumed to be
unbiased and Gaussian in the inversion framework. The
analysis of the distributions of Radon or CO, differences
between the simulation and the data (hereafter “misfits”),
indicates that they can be approximated reasonably well
by Gaussian distributions (not shown), which supports the
characterization of the model error by the quantification of
its variance. However, there are potential biases in the model
error which may bias the inversion of fluxes and data should

not be assimilated during the periods most prone to them.
Because radon fluxes can be biased, Radon misfits can
hardly be used to identify model biases.

[24] At a given CE station, the temporal variability of the
Radon fluxes is smaller than that of the CO, fluxes because
it is essentially driven by soil humidity and precipitations
[Szegvary et al., 2007]. Therefore, for Radon, most of
the temporal variability in the concentrations and thus in the
model error can be related to atmospheric transport. The
Radon lifetime scale is close to the synoptic scale so that this
variability catches the features of some of the main sources
of model error when simulating CO,, e.g. the representation
error, inaccurate synoptic events, vertical mixing, Planetary
Boundary Layer (PBL) height (PBLH) [Chevillard et al.,
2002a]. At a given CE station, the variance of the misfits
for Radon is thus expected to be a good estimate of the
variance of the model error when simulating CO,.

[25] This estimate of the model error using Radon mis-
fits has some limitations: (1) there can be more than 20%
error in the Radon fluxes used for the simulations [Szegvary
et al., 2007] which may alter the temporal variability of the
Radon simulation. Biases can impact the variability of the
concentrations due to interactions with the atmospheric trans-
port. Errors in the variability of Radon fluxes may also be

Figure 2. Diurnal cycle of mean hourly concentrations at (a, b, and ¢) HEIL (d, e, and f) GIF, (g, h, and i) MHD and
(j, k, and 1) PUY for **Rn (Figures 2a, 2d, 2g, and 2j in Bqm ) and CO, (Figures 2b, 2c, 2e, 2f, 2h, 2i, 2k, and 21 in ppm)
during summer 2007. Blue: CE data; green: model using prior estimate for the fluxes (from Svegvary et al. [2007] for ??*Rn
and with NEE from ORCHIDEE for CO,); red: model using inverted fluxes. Black/grey dotted lines: concentrations at other
model vertical levels when on average, the layer is diagnosed below/above the model PBLH.
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Table 3. Temporal Statistics of Misfits Between the Simulations and CE CO,/Radon Hourly Data at GIF and HEI"
Station Type of Data STDobs STDmod RMS BIAS STD CC STDmoderr
GIF Radon 1.50/0.93 0.98 /0.69 1.17/0.68 —0.17/-0.07 1.15/0.67 0.64 /0.69
Prior CO0, 13.01/5.19 5.39/3.11 16.19 /4.08 —12.11/-0.55 10.75 / 4.04 0.59/0.63 9.74 / 3.74
Inverted CO, 13.01/5.19 13.32/4.71 12.11/3.00 5.59/-0.36 10.75/2.98 0.67/0.82
Inverted CO, in LMDZ 13.01/5.19 6.81/3.12 18.82/5.06 —13.72/-0.18 12.88 /5.05 0.28/0.34
HEI Radon 2.88/1.75 2.04/0.94 2377157 0.21/-0.93 2.36/1.26 0.58/0.72
Prior CO, 13.66 / 8.42 12.26 /3.73 11.87/17.39 3.25/-3.50 11.42/6.50 0.62/0.68 11.19/ 6.06
Inverted CO, 13.66/ 8.42 15.74 / 6.82 18.30 / 4.47 13.27/0.13 12.60 / 4.46 0.64/0.85
Inverted CO, in LMDZ 13.66 / 8.42 7.62/4.35 16.43 /17.71 —10.24 / -3.00 12.85/7.10 0.38/0.54

“Results are given for the windows 0:00-6:00 / 12:00-18:00 during summer 2007. STDobs, standard deviation in the data; STDmod, standard
deviation in the simulation; RMS, RMS misfits; BIAS, mean of the misfits; STD, standard deviation of the misfits; CC, correlation between the
simulation and the data; and STDmoderr, estimate of the model error standard deviation when simulating CO, with CHIMERE = STD(Radon)/

STDobs(Radon) * STDobs(prior CO5).

significant because the weekly product used here cannot
account correctly for variations due to precipitations.
(2) Locally, the model error may strongly depend on the spa-
tiotemporal variability in the fluxes which is different for
Radon and CO,, due to interactions with the atmospheric
transport, and on the radioactive decay which affects Radon
but not CO,. The model error may thus be different when
simulating CO, or Radon. The analysis of the mean diurnal
cycles (Figure 2) gives indications about the sites or the time
windows where or when those limitations become too strong.

[26] The model error should be estimated for each mea-
surement location as a function of the time, but only four CE
stations provide both Radon and CO, data for this study:
HEI, GIF, MHD and PUY. In order to extrapolate the esti-
mates from these sites, the model error is assumed here to
depend only on the 6-hour window of the day: 0:00-6:00,
6:00—12:00, 12:00-18:00 or 18:00-0:00 (UTC times are
used hereafter) and on the vertical location of the station at
low, intermediate or high altitude (respectively correspond-
ing to model levels 1 to 2, 3 to 8, 9 to 20; Table 4), and not
to vary during the summer period. GIF, HEI and MHD are
at low altitude. Concentrations are more difficult to model
with 50 km resolution at HEI, which is in the Rhine valley
(below the model ground at this location, Table 2), than at
GIF which is in a relatively flat area. MHD is located on
the coast and its location in a 50 km x 50 km grid cells is
a source of representation error [Chevillard et al., 2002a].
MHD receives background air entering Europe with Westerly
winds. Its data are mainly used to constrain gradients of con-
centrations, and thus the fluxes, between continental sites and
MHD, during the inversion. Larger problems of representa-
tion occur at mountain sites such as PUY, because they are far
from the model ground which is lower than the real ground
(Table 2). At these sites, the model hence simulates incorrectly
the influence of local fluxes including those transported
through orographically forced mixing and injection of PBL
air by upslope winds.

2.2.2. GIF, HEI and MHD (Low Altitude Stations)

[27] At HEI and GIF, the main misfits between the simu-
lation and the data in the diurnal cycle of Radon concentra-
tions (Figures 2a and 2d) are an anticipation of the extrema
of the cycle with a bias of ~1-2 hours in the simulation and
misfits in the amplitude of the cycle. These should be related
to errors in the simulation of the diurnal cycle of the PBL,
inside which HEI and GIF are positioned during all the day.
At HEI, the bias in the Radon fluxes is likely negative
(because the model concentrations are too low during

daytime), and cannot explain the too high amplitude of the
diurnal cycle in the simulation. The too low diurnal cycle at
GIF is likely due to tendencies in the model to overestimate
PBLH during the night as noticed by Aulagnier [2009] who
compared model PBLH to radiosonde measurements from
Dolman et al. [2006] at 12:00 and 0:00 during May-June
2005. Differences in the biases at HEI and GIF indicate that
such biases cannot be solved by applying a spatially homo-
geneous correction to the PBLH. However, at these sites, the
impact of errors in the PBLH should be similar for Radon
and CO, (Figures 2b and 2¢). Therefore, the use of Radon to
estimate the model error when simulating CO, should be
reliable. At HEIL the better simulation of the diurnal ampli-
tude of CO, than that of Radon likely reveals a too low
diurnal cycle in fluxes from ORCHIDEE which compen-
sates for the increase in the amplitude due to model error.
The evening minimum of concentration at HEI or GIF which
is too late in the CO, simulation while it is too early in the
Radon simulation suggests that the time window of uptake is
too long in ORCHIDEE.

[28] The temporal statistics of the misfits between the
simulations and the hourly data at HEI and GIF during
summer 2007 are given in Table 3 for two 6-hour windows:
0:00—6:00 and 12:00-18:00 but results are similar respec-
tively for the windows 6:00-12:00 and 18:00-0:00. The
ability of the simulations to capture synoptic events is also
illustrated by the evolution of daily concentrations provided
in the auxiliary material (Figures S1 and S2 in Text S1).!
The simulation generally underestimates the amplitude of
synoptic events and thus the standard deviation of the con-
centrations. Correlations between the simulation and the
data ~ 0.6-0.7. The ratio of the standard deviation for the
Radon hourly misfits relative to the standard deviation for
the Radon data is larger between 0:00 and 12:00 than between
12:00 and 0:00. The model error seems thus too large to filter
information about the fluxes from the CO, data between 0:00
and 12:00. Furthermore, biases due to erroneous PBLH (likely
the main source of model error at GIF and HEI) should be
larger during nighttime (after 20:00) than during daytime
[Aulagnier, 2009]. Therefore, the CO, observations made
during the windows 0:00-6:00, 6:00-12:00 and after 20:00—
0:00 will not be assimilated for inverse modeling.

[29] At MHD, the representation error seems to be very
different when simulating Radon or CO, (Figures 2g and 2h),

'Auxiliary materials are available in the HTML. doi:10.1029/
2011JD016202.
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Table 4. CE CO, Hourly Data Selection for Assimilation and Typical RMS Misfits to These Data During the Corresponding Time

Window for the Simulations Without Inversion

Time Setup of the Typical RMS of
Selection for Model Error Hourly Misfits

Type of Station Stations Assimilation for Hourly Data Simulation-Data
Low alt. station (lev 1-2) GIF, HEI, LMP, LMU, MHD, WES, 12:00-20:00 5.4 ppm before 18:00 4-8 ppm
low levels of CBW, HUN and TRN 6.7 ppm after 18:00 4-13 ppm
Interm alt. station (lev 3-8) top levels of CBW, HUN and TRN, 12:00-20:00 4.9 ppm before 18:00 5-6 ppm
SCH 5.3 ppm after 18:00 5-7 ppm
High alt. station (lev 9-20) CMN, JEJ, OXK, PUY, PRS 0:00-6:00 3.6 ppm 3-5.5 ppm

and the estimate of the model error based on the Radon
method does not seem reliable at this station. The model error
for low altitude stations is thus quantified using the temporal
standard deviation of Radon misfits STDRen _  for the
whole period of simulation (June-September) at HEI and

GIF. For CO, the following expression is used:

— STDRadon

model error

STDC?:

model error * STDoCb052 /STDggsd(m (1)
where STDSZ and STDRi%" are the temporal standard
deviations respectively for the CO, and the Radon data.
The setup of the inverse system is based on hourly (with
a view to assimilate hourly data) time series from HEI
(instead of GIF, where values are smaller) for the period
June-September 2006 and for each of the four 6-hour
windows of the day. This yields the values displayed in
Table 4 for time windows when data will be assimilated,
and for time windows 0:00—6:00: 12.7ppm and 6:00—12:00:
12.5ppm. These values are quite similar to that for summer
2007 (Table 3) and to the values derived by Aulagnier [2009]
who studied the sensitivity of CHIMERE concentrations to
erroneous PBLH, errors in the simulation of synoptic events
and erroneous model topography.

[30] Temporal autocorrelations with 3 to 6-hour timescales
are analyzed in the Radon misfits (not shown). There should
be such correlations in the model error based on the
assumption that the temporal variability in Radon misfits is a
good estimate of that in the model error. However, presently,
these correlations are not included in the inversion setup
which may underestimate the model error even though it
overestimates its standard deviation at sites such as GIF by
using values from HEIL.

2.2.3. PUY (High Altitude Stations)

[31] PUY is above the PBL at night and included in a deep
PBL during the day (Figures 2j and 2k). Due to the problem
of vertical location of the station in the model, the local
fluxes of Radon and CO, have a far weaker signature on
concentrations at PUY in the simulations than in the data.
This explains the far smaller concentrations and diurnal
cycles in the simulations. These errors are enhanced by the
PBL which seems too low in the model because the time
window during which Radon concentrations are increased is
shorter in the model than in the data. For Radon, the fluxes
seem also too low in the model because the concentrations in
the first level of the model are smaller than the data during
daytime (the Radon fluxes from the local volcanic rocks are
likely underestimated). Furthermore, the Radon emitted
from nearby regions decays in the simulation before reach-
ing the model location for PUY. Therefore, the model error
variability strongly depends on the variability of the local

fluxes which is very different for the two gases, on biases in
these fluxes and on the radioactive decay when simulating
Radon. An estimation of the model error when simulating
CO, based on comparisons between Radon simulations and
data at PUY would not be reliable.

[32] The model error is likely smaller by night, when the
station is in the free troposphere, than by day (Figure 2j).
Thus, following Patra et al. [2008] and Chevallier et al.
[2010], at high altitude stations, only nighttime (0:00—6:00)
values are used in the inversion. The setup of the model error
variance for these data is based on the estimate from
Aulagnier [2009] of the sensitivity of concentrations to
meteorological synoptic events at high altitude (Table 4).
The very high altitude stations (JFJ and PRS) are thus
mainly used to anchor the inversion with background con-
centrations, such as MHD. However, data at PUY, CMN and
OXK may catch a significant signal from the European NEE
even between 0:00 and 6:00.

2.2.4. Intermediate Altitude Stations

[33] The vertical structure of CO, concentrations at the
multi level sites CBW and TRN is used to derive some
information about the model error at intermediate altitudes
because their lower and top levels of measurements are
located respectively below and above the second layer of
the model (Figure 3). For 6:00-12:00 and 12:00-18:00
(Figures 3a, 3b, 3d and 3e), the misfits between the simu-
lation and the data have a quite homogeneous structure which
indicates that all the vertical levels are inside a well mixed
PBL. For 18:00-0:00 (Figures 3¢ and 3f, results are similar
for 0:00-6:00), these misfits have a larger negative bias and a
higher variance at the lowest levels than at the highest ones.
The simulated PBL seems too deep or too strongly mixed.
The ratio between the standard deviations of the error and
of the signal does not change much with height and is similar
to that defined by values for the model error at low and
intermediate altitude from Aulagnier [2009]. Therefore, at
intermediate altitude, data are assimilated between 12:00
and 20:00 only such as at low altitude, with estimates of the
model error derived from the estimates at low altitudes using
the ratio of the values from Aulagnier [2009] (Table 4).

2.3. Setup of the Variational Data Assimilation

[34] At the CE stations, the scale of RMS misfits for CO,
(and for Radon) does not exceed that of the data variability
(Table 3), even though they combine model errors and high
errors from the prior estimate of fluxes. Biases can be
smaller in the LMDZ simulation of Chevallier et al. [2010]
(which does not assimilate data at HEI and GIF) than in
the CHIMERE simulation using fluxes from ORCHIDEE
(Table 3), due to the large scale optimization of concentrations
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Figure 3. Statistics of the misfits to CO, data (in ppm) at (a, b, and ¢c) CBW and (d, e, and f) TRN as a
function of the level of measurement (the altitude is given in m) during summer 2007. Figures 3a and 3d
are misfits for window 6:00—12:00; Figures 3b and 3e are misfits for window 12:00—18:00; and Figures 3¢
and 3f are misfits for window 18:00—0:00. Solid lines: bias; dashed lines: standard deviation of the misfits;
green: model using prior estimate for the fluxes; red: model using inverted fluxes. Model ground (black
solid line) and vertical levels (black dashed lines) are also indicated.

in LMDZ from the global flux inversion, but the error
standard deviation is generally smaller with CHIMERE due
to its greater ability to capture the variability in the con-
centrations. The error from the fluxes is likely smaller than
the model error for hourly data, but it increases significantly
the misfits to these data when combined to the model error
(Tables 3 and 4). The temporal autocorrelation scales
should be far larger in the error from the fluxes (see the
characterization of the error in the prior fluxes below) than
the 3 to 6-hour timescales diagnosed for the model error.
Therefore, the inversion system should be able to filter a
large signal of the errors from the fluxes even in short time
series of hourly misfits.

[35] Data assimilation is thus applied to correct f = the
6-hour mean European biosphere fluxes (for windows
0:00-6:00, 6:00—12:00, 12:00-18:00, 18:00-0:00 every day)
at the horizontal resolution of CHIMERE (i.e. on 0.5° x 0.5°
surface areas). The split of corrections for fluxes, usually
applied to daily, weekly or monthly means, into four 6-hour
periods of the day, enables the corrections of errors in the
diurnal cycle of the fluxes. However, the variation of fluxes

from ORCHIDEE at the 3-hourly scale within the 6-hour
windows is kept unchanged by the inverse modeling system.

[36] The method of Chevallier et al. [2005, 2007] which is
used here is similar to 4D variational data assimilation such
as applied in meteorology by Courtier et al. [1994]. The
minimization of J is handled iteratively, here using the
MI1QN3 algorithm [Gilbert and Lemaréchal, 1989]. At each
iteration, V.J is estimated using the adjoint of CHIMERE: M.
During the inversions conducted for this study, estimates f*
of argminJ are obtained after 13 iterations only, because 13
iterations are sufficient for 11VJIl to get very low during
all experiments (e.g. less than 8% of its initial value during
the inversion for summer 2007), and for J to get very close
(with less than 10% relative error) to its theoretical minimum
during experiments using synthetic data (see section 3). The
estimation of A is detailed in section 3.

[37] The final corrections f* — f° that are applied to the
fluxes are mapped from the y-space to the f-space by BM”
which highlights the importance of correct specification
of B. Following Chevallier et al. [2005], correlations in B
for the NEE are modeled using exponential functions of
distance and time. Chevallier et al. [2006, also What eddy-
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covariance flux measurements tell us about prior errors in
CO,-flux inversion schemes, submitted to Global Biogeo-
chemical Cycles, 2011] estimate the statistics of errors on
ORCHIDEE based on local comparisons to FLUXNET eddy
covariance flux measurements and provide a formulation for
the statistical upscaling of this error at lower scales. This is
used to derive the correlation e-folding length (the length
required for the correlations to decrease by a factor of ¢) in B
for 6-hour/50 km aggregated fluxes: 1 month in time and
250 km in distance. Chevallier et al. (submitted manuscript,
2011) do not show any dependence of the correlations in the
error on fluxes to the PFTs in ORCHIDEE. There should be
large errors in the description of biomes by the different
PFTs but PFT-independent errors arising from wrong soil
composition parameters or meteorological forcing may have
a larger influence on the correlations in errors on fluxes in
ORCHIDEE. Correlations in B are thus setup without
accounting for PFTs. Here, temporal correlations apply only
for 6-hour flux errors related to identical 6-hour windows of
the day, and are set to 0 between 6-hour flux errors related to
different 6-hour windows of the day. This assumes that
errors in ORCHIDEE are uncorrelated between different
6-hour windows due to the diurnal cycle in the carbon-cycle
dynamics. Actual correlations are likely negative between
nighttime and daytime and positive between two consecutive
nighttime or daytime windows. However, it seems difficult
to derive an estimate of such correlations.

[38] Standard deviations are set proportional to the res-
piration fluxes given by ORCHIDEE. The multipliers
applied to respiration do not vary in space or during sum-
mer but they are function of the time of the day. They have
lower values at night because the errors of fluxes appear to
be larger at daytime. They are setup so that daily errors on
fluxes ~2 gCm *day ' and do not exceed 3 gCm “day ',
which is consistent with the estimations of Chevallier et al.
(submitted manuscript, 2011). The dependence of respira-
tion on PFT and forcing means the prior variances on the
diagonal of B are less homogeneous in space and time than
the correlations. This setup for B yields a typical uncer-
tainty with standard deviation ~0.2 PgC for the summer
flux over the ~3.9 x 10° km? of land surface in the
CHIMERE European domain, about 60% of the uptake of
~0.3 PgC (~79 gCm?) simulated by ORCHIDEE.

[39] Ocean fluxes are adjusted along with NEE using prior
error covariances with 500km/1 month lengths of exponen-
tial decay for the correlations and standard deviations =
0.2 gCm 2day ' such as in Chevallier et al. [2010]. This
value derived at global scale is very low when compared to
the uncertainty in NEE and the uncertainty at regional scale
may be larger [Cai et al., 2006], especially here, because
null fluxes are used in the Mediterranean Sea. However,
estimates of ocean fluxes from Takahashi et al. [2002] in the
Atlantic Ocean and North Sea are relatively small compared
to the NEE in the domain and for the period considered here
(<15 gCm 2 locally) and the Mediterranean Sea is a small
sink for CO, [Ortenzio et al., 2008]. Furthermore, at the CE
stations and in the timescales considered here, the impact of
changes in ocean fluxes is very low. The weak corrections
that occur in the ocean from the inversion will thus be
ignored hereafter.

[40] The CE sites (that are far from urban areas) see mostly
the effect of natural fluxes, but they can also be influenced by
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anthropogenic sources. During particular synoptic events, the
quantity of CO, from anthropogenic sources can even exceed
that from NEE [Levin and Karstens, 2007]. The anthropo-
genic fluxes bear significant uncertainties (~19% in the
estimate of the annual emissions for EU-25 [Ciais et al.,
2010a]). However, according to Peylin et al. [2009], the
impact of this uncertainty at CE sites is relatively weak. They
investigate the differences in the concentrations simulated by
several models, due to the use of different anthropogenic flux
estimates, including the one which is used here. The standard
deviation of such hourly differences when using CHIMERE
is smaller than 0.5 ppm at CE sites in summer except at
CBW, GIF and HEI where it is ~1-1.5 ppm. Errors in the
anthropogenic fluxes are thus ignored [Ciais et al., 2010d;
Rayner, 2010] either in the control vector (in B) or in the
observational uncertainty.

[41] In the present configuration, the system assimilates
data from all the CE stations listed in Table 2 except TRN
whose data are kept for validation. At tall tower stations,
only data at the top level of measurement are assimilated to
avoid over-weighting information from these stations and to
avoid dealing with correlations in the model error between
the top and the bottom levels of a given station. The top level
is selected because it integrates the signature of fluxes at
larger scales. One observation is assimilated per hour (when
available) at a given site and during the time windows
defined in section 2.2. The selection of the observations used
for inverse modeling is summarized in Tables 2 and 4. Here,
R is set up diagonal. Model transport and representation
errors are assumed to dominate in the observation error and
values for R are based on Table 4. The aggregation error due
to the correction of fluxes at 6 hourly resolution instead of
hourly resolution is not accounted for.

[42] Neither the initial condition for the 3D concentrations
nor the open boundary conditions are adjusted in the inverse
modeling system even though the concentrations from the
LMDZ inversion used to impose these boundary conditions
bear significant uncertainties. Lauvaux et al. [2008] showed
that the influence of the boundary conditions in their con-
figuration is very low at the CE stations they use. However,
mountain stations are used here and they are far more sen-
sitive to concentrations transported from the boundaries than
low altitude stations [Chevillard et al., 2002b].

3. Estimation of the Uncertainty Reduction

[43] Experiments assimilating synthetic data which are
generated using known fluxes can be conducted to assess the
potential of an inversion system to retrieve information
about such fluxes. Following Chevallier et al. [2010], a
Monte Carlo approach is used here to estimate A as the
posterior covariance of fluxes based on an ensemble of
inversions using synthetic prior fluxes f? and observations
y? which sample the assumed prior distributions N(f’, B) and
N(Mf’, R). The fluxes from ORCHIDEE are used to provide
a truth f'. Posterior fluxes are denoted f{. 15 inversions are
used for periods Jun—Sep 2003 and Jun—Sep 2006. For each
summer, the error estimates are pooled for all 4 months
giving 60 ensemble members. This assumes the error char-
acteristics are the same month to month during summer. The
setup of R does not evolve and the setup of B and the data
availability do not evolve much from June to September
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Figure 4. Map of uncertainty reduction (1-STDj,,/STDpyio,) for 30-day flux per model grid cell and per
6-hour window of the day, estimated for summer 2006. Stations where data are assimilated are indicated
by plus signs. Windows (a) 0:00-6:00, (b) 6:00—12:00 during which there is no data assimilation,

(¢) 12:00-18:00, and (d) 18:00-0:00.

every year. However, the variability in the atmospheric
transport may imply some variability in the posterior
uncertainty even when assimilating synthetic data.

[44] Characterizing uncertainties in fluxes by their stan-
dard deviations, the uncertainty reduction for any scalar
function G of the monthly fluxes is given by pSomm = 1 —
(045 i) (ODSions) Where oaSy,., and b, denote the
standard deviations of the G(f*) and G(f’) respectively.
p,c,;,o,,,;, is assumed to be a lower limit of the estimate of the
uncertainty reduction for a similar function of the seasonal
fluxes p°, based on the hypothesis that time correlations in
A are smaller than in B, so that the uncertainty in posterior
fluxes decreases more when upscaling to seasonal fluxes
than the uncertainty in prior fluxes. This hypothesis is based
on the fact that the errors in the allocation of misfits in
concentrations to fluxes (by increasing/decreasing the wrong
flux in order to increase/decrease the concentration at a
given observation location) yield errors in the inverted
fluxes which have negative correlations. A statistical esti-
mate of the temporal autocorrelation in the error to the “true”
6-hour mean fluxes as a function of the lag-time (based on
samples from many space and time locations and from the
15 experiments in 2006) give confidence in this assumption
by indicating a 29.7 day correlation e-folding time for the
prior uncertainty (a good approximation of the 30 day cor-
relation e-folding time used to set up B), and a 27.6 day
correlation e-folding time for the posterior uncertainty.

Values of the posterior uncertainty in seasonal fluxes are
thus derived from the estimate of the prior uncertainty in
seasonal fluxes based on the B used to set up the inversion,
from the ensemble estimate of pg,,n,h, and from the
assumption pG = pgon,h.

[45] During these inversions using synthetic data, the
setup of prior and observation covariances match the actual
noise on prior fluxes and observations. Thus, the iterative
minimization of J converges toward the expected value of its
minimum in theory, i.e. the number of observations that are
assimilated N, [Weaver et al., 2003]. After 13 iterations,
J(f¢) is within 10% of this minimum. Real data cases
generate cost functions ~20% less than the theoretical
minimum suggesting some errors in the specification of
the uncertainties. The incomplete convergence of J along
with the underestimate of p® using ph,.m suggest that
posterior uncertainties are overestimated but this may
compensate the neglect of other sources of error, such as
errors in the characterization of the actual uncertainties in
prior fluxes when setting up B.

[46] The convergence of the ensemble estimations of
0aSnm and obS,,., is verified for G = (1, ., 1) (for the
monthly total fluxes) in summer 2006. The estimates using
40 and more members are within 6% of the estimates using
60 members. The estimate of b5, using 60 members is
also within 6% of the estimate of the prior uncertainty in
monthly fluxes based on the setup of B in the inversion
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Table 5. Reduction of Temporal RMS Misfits Between the Simulations and CE CO, Hourly Data During Summer

1-RMS;,o/RMS sior (%)

2007*
Station Data Assimilated
CBW 200 magl no / no / yes / before 20:00
GIF no / no / yes / before 20:00
HEI no / no / yes / before 20:00
HUN 115 magl no / no / yes / before 20:00
JFJ yes / no / no / no
LMU 79 magl no / no / yes / before 20:00
MHD no / no / yes / before 20:00
OXK 163 magl yes / no / no / no
PRS yes / no / no / no
PUY yes / no / no / no

TRN 180 magl

no / no / no / no

10.12/4.15/13.98 / 12.41
25.18/23.58 /26.46 / 44.86
—54.16 / 12.57 /39.54 / 6.73

9.55/-6.92/42.71 /30.96

5.07/6.26 /10.37/7.09
—6.27/10.22/52.14/22.76
13.78 /12.99/12.27 / 10.59
12.41/7.44/1.15/7.65
6.44/7.80/14.22/12.77
12.31/4.14/0.86/ 6.42
19.13/5.32/10.56 / 28.60

D23303

“Results are given for each 6-hour window of the day: 0:00-6:00/6:00-12:00/12:00-18:00/18:00-0:00.

system. 60 members should thus be sufficient to get a fair
estimate of pg,,,,ﬂ,.

[47] Those estimates indicate an uncertainty reduction for
monthly fluxes of the full domain that is ~60% for both
summer 2003 and summer 2006, although 11 stations are
used in 2006 versus 9 stations in 2003. Changes in the
observing network between 2002 and 2007 may have little
impact on the uncertainty reduction at continental scale but
changes in the climatic conditions may also favor the
extrapolation of the information from the data during the
inversion in 2003. The uncertainty reductions of up to 60%
are promising given planned expansion in the network. They
will be used for each month and season in the study period.

[48] Maps of uncertainty reduction for local monthly
fluxes for each 6-hour window of the day are shown on
Figure 4 for 2006 (and on Figure S3 in Text S1 of the
auxiliary material for 2003). The uncertainty reduction is
stronger close to the CE stations, in particular close to low
altitude stations at daytime (e.g. close to GIF, CBW and
HEI). A large part of the spread of uncertainty reduction is
due to covariances in the setup of B, but the transport plays a
critical role too, especially in the extrapolation of the infor-
mation from nighttime (daytime) at mountain (low altitude)
sites to daytime (nighttime) in nearby areas. At night, the
uncertainty reduction is smaller because data are not assim-
ilated at low altitude. An inversion has been conducted with
the assimilation of nighttime synthetic data at low altitude
(not shown). This demonstrated large uncertainty reduction
in nighttime fluxes as for Lauvaux et al. [2008] and
Aulagnier [2009] because experiments using synthetic data
deal with a model error that is unbiased and perfectly char-
acterized in the setup of R in the inversion system. In real
cases, the assimilation of nighttime observations at low
altitude (not shown) has add errors to flux estimates because
of poor model performance (with large errors on PBLH at
night). This shows that conclusions from experiments and
network design studies using synthetic data must be ana-
lyzed carefully before applying them to real cases.

4. Validation of the Results From Experiments
Using Real Data

[49] In this section, concentrations and fluxes are com-
pared with independent (i.e. not assimilated) data to assess
the performance of the inversion. This process is historically
termed validation within the data assimilation community.

4.1. Comparisons to CO, Mixing Ratio Measurements

[50] Most of the CE data are assimilated so that an overall
decrease in the misfits between the simulation and these data
is necessarily obtained. Except for 3 cases (LMU and HEI
for 0:00-6:00 and HUN for 6:00-12:00) temporal RMS
misfits between the simulations and all (assimilated or not)
CE data are decreased for any 6-hour window of the day by
the inversion in 2007 (Table 5). This shows that the inver-
sion improves the simulated atmospheric state, which is a
first indication of improvement in the flux estimates. This
decrease is not homogeneous, and the reduction of RMS
misfits at high altitude is far smaller (~15%-20% for data
assimilated between 0:00 and 6:00, less than 10% for non
assimilated data from 6:00 to 0:00) than at low altitude
(~40% for data assimilated between 12:00 and 20:00,
~15%-25% for non assimilated data from 0:00 to 12:00).

[51] At HEI, the increase in RMS misfits during the win-
dow 0:00—6:00 is essentially due to an increase of the bias in
the simulation (Table 3). Adjusting concentrations from
12:00 to 20:00, the inversion raises night concentrations to
higher values than the data (Figures 2b and 2c¢), probably a
signature of model error, as suggested by the diurnal cycle of
the Radon simulation which is too high (Figure 2a and
section 2.2). Increases in RMS misfits at LMU and HUN in
the morning should also be related to model error. At GIF
(Figures 2e and 2f), the inversion raises concentrations from
20:00 to 5:00 with a peak at 0:00, while the diurnal cycle
of the Radon simulation is too low (auxiliary material
Figure S1d in Text S1). Therefore, close to GIF and before
0:00, the fluxes may be increased too much by the inversion.
Even though no data are assimilated at TRN and at the lower
levels of CBW, the misfits are decreased at any level of these
towers and for any 6-hour window of the day by the inversion.
However, the standard deviation of the misfits is increased
and the bias is kept large at the bottom levels during 18:00—
0:00, when the PBL stratifies (Figure 3). This can be related
to errors in the PBLH which is positioned between the bottom
and the top levels of these towers at that time. Finally, for
most of the low and intermediate altitude sites, and for any
6-hour window of the day, all components of the misfits to
the data are decreased (the correlation between the simu-
lation and the data is increased, the difference of standard
deviation and the bias between the simulation and the data are
decreased) by the inversion in the same way they are decreased
at HEI for the window 12:00—18:00 or at GIF (Table 3). This
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Figure 5. Diurnal cycle of 6-hour mean NEE (1molCO,m ™ %s~'; negative values: sink) averaged over all
available CE L4 locations (a and b) in summer 2006 and (c and d) in summer 2007. Figures 5a and 5c:
blue: CE L4 data; green: ORCHIDEE; red: inverted fluxes. The locations of the CE L4 stations that are

used are given in Figures 5b and 5d.

shows that the inversion improves the variability in the con-
centrations at high temporal resolution.

[52] At PUY (Figures 2e and 2f) and at all CE mountain
sites, the simulated concentrations in the free troposphere are
improved as can be expected from the assimilation of data at
nighttime only, because of the model not capturing the
decreasing trend during the day. Improvement also exist at
the synoptic scale (not shown). The inversion abnormally
perturbs the diurnal cycle of concentrations at lower model
levels at PUY as at GIF (Figures 2f and 21), but not at other
mountain sites, due to the assimilation of data at GIF.

4.2. Comparisons to Eddy Covariance Flux
Measurements

[53] The gap-filled CE L4 product [Papale et al., 2006]
gathering eddy covariance flux measurements from most

parts of Europe is used to check the consistency of inverted
fluxes. Hourly data from the stations given in Figure 1 are
used for comparisons with the fluxes from ORCHIDEE and
those from the inversion sampled on the grid cells in which
the stations are located. These data are generally not avail-
able for all years between 2002 and 2007 at a given station.
They represent scales from a few hectares to a few km?
(depending on the height of the sensors above the canopy,
on the roughness of the surface and on the air stability) while
fluxes in the model are given at 50 km resolution. Thus large
scale averaging over the set of stations or in time is needed
before comparison to reduce the representation error. The
validation focuses here on the time variability in the spatial
averages over all CE L4 stations (Figures 5 and 6).

[54] The analysis of the diurnal cycle of 6-hour mean
fluxes during summers 2006 and 2007 (Figure 5) yields
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Figure 6. Temporal evolution of 6-hour mean NEE (molCO,m s ~'; negative values: sink) averaged
over all available CE L4 locations in summer 2006. Blue: CE L4 data; green: ORCHIDEE; red: inverted
fluxes. Windows (a) 0:00-6:00, (b) 6:00-12:00, (c) 12:00-18:00, and (d) 18:00-0:00. Error statistics are
detailed: RMS = RMS error, BIAS = mean error, STD = standard deviation of the error, SDE = standard

deviation in the simulation-standard deviation in the data, CC = correlation between the estimate of the
fluxes and the data.
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Figure 7. Summer NEE (PgC; negative values: sink) and NEE anomaly compared to the summer mean
for 2002-2007: (a) total and (b) estimates for window 6:00—12:00. Light color bars: ORCHIDEE; dark
color bars: inverted fluxes. Vertical black lines: NEE +/— standard deviation of the uncertainty in NEE
(the posterior uncertainty is based on the estimates of uncertainty reduction for monthly fluxes in summer

2006).

conclusions which apply to other summers. The inversion
improves the mean fluxes for windows 0:00-6:00, 6:00—
12:00 and 18:00-0:00. The largest improvement is obtained
during 6:00-12:00. At night, the improvement is not sys-
tematic but biases are never significantly increased. The
corrections are smaller than at daytime which is consistent
with the fact that errors on the prior NEE are smaller during
the night. However, between 12:00 and 18:00, for every
year, the inversion increases the mean error to CE L4 data.
This is assumed to be a result of a temporal aggregation error
[Thompson et al., 2010]. The uptake simulated by ORCHI-
DEE is larger (smaller) than the CE L4 data after (respec-
tively before) 16:00 (not shown). Due to the stronger
stratification of the atmosphere, errors in the fluxes generate
larger misfits at the observation locations in the PBL even
though they may be smaller after 16:00 than before. There-
fore, during 12:00-18:00, the mean misfits that are assimi-
lated are negative and the 6-hour mean flux increment is, on
average, positive. Although the inversion increases this bias
during the afternoon, it improves the match of the daily
mean fluxes to the CE L4 data.

[55] An artifact of the 6-hour averaged display of the
fluxes indicates that inversion deteriorates the general
shape of the flux diurnal cycle, with a stronger uptake in
the morning than in the afternoon in the inverted fluxes
while ORCHIDEE and CE L4 data indicate a stronger
uptake in the afternoon than in the morning. Actually the
maximum for uptake erroneously occurs at ~13:00—14:00 in
ORCHIDEE while it occurs at ~11:00-12:00 in the CE L4
data. The uptake is balanced between the morning and the
afternoon in the CE L4 data with differences smaller than the
uncertainty in these data (in particular other CE products for
fluxes that are not used here display larger uptake in the
morning than in the afternoon). These differences are thus
not significant enough to assess whether the change of the
diurnal cycle of the 6-hour mean fluxes by inversion is
sensible or not.

[s6] Time series of daily 6-hour averages of mean fluxes
for all CE L4 locations (Figure 6) show that the inversion
improves the monthly variability of these fluxes. Further-
more, the split of corrections between the different 6-hour
windows of the day enables the system to apply monthly
corrections that are not identical from one 6-hour window to
the other, in keeping with the differences observed between
ORCHIDEE and the CE L4 data, which improves the vari-
ability in the diurnal cycle. Those two points are illustrated
by the fact that in 2006, consistently with the data, correc-
tions applied in June-July are stronger than in August (when
ORCHIDEE fits better with the data) for the window 18:00—
0:00, while, in the opposite sense, smaller corrections are
applied in June-July than in August for the window 0:00—
6:00. Time correlations between the simulations and the data
are increased by the inversion so that error standard devia-
tions are generally decreased. For 12:00-18:00, although the
inversion increases the RMS error and bias, it improves the
variations in monthly average. Improvements are obtained
when restricting the estimate of NEE to CE L4 stations within
model grid cells covered mostly by forests or crops PFTs in
ORCHIDEE (auxiliary material Figure S4 in Text S1), which
tends to increase the confidence in the spatial variability
(at least in the split of the contributions to the NEE from the
different PFTs) from the inversion. However, such stations
are so few that these comparisons should bear large errors
of representativeness in term of length scales and because the
vegetation surrounding a station may not correspond to the
PFT which dominates in the 50 km x 50 km model grid cell
where this station is located.

5. Diagnostics for Summer Fluxes

[57] The previous sections give confidence in estimating
the net seasonal biogenic flux over the European domain of
CHIMERE. The mean of the prior summer NEE for 2002—
2007 is ~—0.3 PgC (~—79 gCm 2 over ~3.9 x 10° km?).
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Figure 8. Summer NEE (PgC; negative values: sink) and NEE anomaly compared to the summer mean for
2002-2007. (a) NEE for (b) model grid cells mostly covered by forest; (c) NEE for (d) model grid cells mostly
covered by croplands according to the PFTs in ORCHIDEE. Light color bars: ORCHIDEE; dark color bars:
inverted fluxes. Vertical black lines: NEE +/— standard deviation of the uncertainty in NEE (the posterior
uncertainty is based on the estimates of uncertainty reduction for monthly fluxes in summer 2006).

The uncertainty (expressed hereafter by its standard devia-
tion) in this mean ~0.08 PgC if errors are independent or
~0.2 PgC if errors are fully correlated from year to year.
ORCHIDEE has some biases but does not completely cap-
tures the interannual variability of fluxes, therefore the actual
uncertainty should lie between these two values. The value
0.2 PgC seems more reasonable considering the potential
errors in the estimate of the prior uncertainty for each
year. The mean of the inverted summer NEE for 2002—
2007 is ~—0.35 PgC (~—91 ng %) with uncertainty
~0.08 PgC conservatively assuming perfect correlation of
errors from year to year. This uptake is larger that the mean
summer anthropogenic emissions used here (~31 PgC for
2002-2007). However, the NEE increments from inversion
have a scale comparable with that of the uncertainty on the
anthropogenic fluxes in summer.

[58] The increase in the summer uptake by the inversion
occurs every year except for 2002 (Figure 7a). This increase
is mainly applied in the morning (Figures 5 and 7b). One
reason for ORCHIDEE’s underestimate of uptake is that its
run commences from equilibrium, negating one important
mechanism for carbon sinks. The amplitude of the interan-
nual variability is slightly decreased by the inversion (by
~0.03 PgC). The positive anomaly in 2003 is slightly mod-
ified but its amplitude becomes far larger than that for other
years except 2004. For the window 6:00-12:00 (Figure 7b),
the anomaly in 2003 is very large because smaller increases
are made to prior uptakes for 2003 than for other years. The
response of ORCHIDEE to the anomalous weather in 2003
counteracts the mean bias. However, the calculation of
anomalies from the relatively short 2002-2007 period sug-
gests caution interpreting such results.
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Figure 9. Map of summer NEE increments from inversion (gCm™?; negative values: sink): (a) 2002,
(b) 2003, (c) 2004, (d) 2005, (e) 2006, and (f) 2007. Values are masked (set to 0) where the uncertainty
(standard deviation) reduction from the inversion is lower than 25% according to both the statistics derived
for monthly fluxes in summer 2003 and that for monthly fluxes in summer 2006 (see section 3).

[59] According to estimates of NEE in areas covered
mostly by a given PFT of ORCHIDEE, the inversion
increases the summer uptake of forests for any year except
2004 while it decreases the uptake for croplands for 2002,
2004, 2005 and 2007 (Figure 8). They may be sensitive to
the crop sowing in winter which is not accounted for in the
version of ORCHIDEE used for this study [Smith et al.,
2010a]. The main corrections applied in 2003 during the
drought occur for areas dominated by croplands (Figure 8).
Smith et al. [2010b] also increase the anomaly of the uptake
by cropland in 2003 by improving the modeling of crops in
ORCHIDEE. In particular, they account for irrigation, which
reduces the negative impacts of drought on NEE, and for

winter- and spring- type crop phenology, which attenuates
the carbon loss in July -September. In 2003, the human
management has moderated the impact of the heat wave so
that the summer 2003 NEE positive anomaly should be
stronger for forest than for croplands. This can be seen in the
inverted fluxes but not in the fluxes from ORCHIDEE for
which the NEE from croplands displays also a strong posi-
tive anomaly in summer 2003. However, the inversion pro-
duces a NEE for croplands in 2006 and 2007 that is similar
to that for 2003 which seems abnormal. This may highlight
some problems in the inversion system or a large depen-
dence of the results from inversion to the CO, observation
network which has significantly changed from 2003 to 2006.
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Figure 10. Temporal evolution of monthly NEE (PgC.month™'; negative values: sink): (a) 2002,
(b) 2003, (c) 2004, (d) 2005, (e) 2006, and (f) 2007. Green: ORCHIDEE; red: inverted fluxes; shaded
areas: NEE +/— standard deviation of the uncertainty inNEE (the posterior uncertainty is based on the
estimates of uncertainty reduction for monthly fluxes in summer 2006).

[60] Corrections to prior fluxes occur at quite high resolu-
tion despite the 250km length-scale of correlations in B. The
main patterns of the corrections for mean summer NEE in
regions with reasonable uncertainty reduction (Figure 9; see
also the map of mean summer NEE and corresponding
anomalies on Figure S5 and S6 in auxiliary material Text S1)
consist in an increase of the uptake in the northern Balkans
and Italy, in a decrease of the uptake in northern France and
western Germany and in a strong interannual variability
elsewhere. There are contiguous areas with positive and
negative flux increments but the presence of stations in each
of these areas shows that this is constrained by the data and
that it does not correspond to the dipoles which are artifacts
of inversion in weakly constrained regions [Peylin et al.,
2002]. Abnormal corrections occur in areas of low uncer-
tainty reduction far from CE stations (auxiliary material
Figure S5 in Text S1), e.g. in Spain in 2002, 2004 and
2005. Their amplitude does not exceed that of the uncertainty
in prior fluxes but there are clear indications that they yield
unrealistic patterns e.g. a strong negative anomaly of NEE
despite the drought in Spain during summer 2005 (auxiliary
material Figure S6 in Text S1). Estimates of NEE over the
whole European domain in Figures 7 and 8 are however
sensible because the spatial aggregation decreases the
uncertainty in the resulting NEE [Carouge et al., 2010b] and
the uncertainty reduction for the whole domain, even with
restrictions to croplands, forest areas, or to the window 6:00—
12:00, should be larger than 30% according to the results
from section 3.

[61] The inversion modifies the shape of the monthly
variability every year (Figure 10; see also the monthly
anomalies on auxiliary material Figure S7 in Text S1) even
though inverted estimates lie within the error bars of the

prior estimates. It decreases the uptake in June except in
2005, it always increases the uptake in July, it increases the
uptake in August except in 2005, and it increases the
uptake in September except in 2004 and 2007. Smith et al.
[2010Db] obtain similar corrections for croplands by improv-
ing the modeling of crops in ORCHIDEE. In fluxes from
ORCHIDEE, summers 2002, 2006 and 2007 display an
uptake which slightly increases in September while inverted
fluxes display an uptake which keeps on decreasing in
September every year. Monthly anomalies are reduced by
the inversion. The monthly anomalies during 2003 are kept
positive by the inversion, despite a large decrease in the
anomaly for September. Those modifications confirm that
the system identifies specific corrections at the monthly
scale rather than mean corrections in time.

6. Conclusions

[62] This paper describes the setup of an inverse modeling
system assimilating hourly atmospheric data from ground
based stations for the estimate of European CO, NEE. It is
based on a mesoscale atmospheric transport model whose
skills are evaluated qualitatively and quantitatively using
comparisons to Radon and CO, data. Radon data are used to
compute the standard deviations of the model error when
simulating CO, at low altitude. The estimate of temporal
correlations in the misfits between simulated and observed
Radon data should be used to setup correlations in the model
error for future studies. The method would benefit from the
measurement of Radon at more continuous stations. Mea-
surements of PBLH with ceilometers or LIDARs would be
also useful to correct for errors from the simulation of PBLH
but the use of Radon data provides an estimate of the model
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error which accounts for other important error sources. The
confidence in this estimate would benefit from improved
estimates of Radon fluxes, but a more complex method is
needed to account for the differences when simulating
Radon and CO, in the impact of the flux variability on the
model error.

[63] The time windows during which the model errors and
biases should be small enough so that hourly misfits can be
used to retrieve corrections in the fluxes at fine scale are
identified as a function of the measurement locations. This
defines when data are selected for assimilation in the inverse
modeling system. Increasing the spatial resolution of the
model would enable a better representation of mountain sites
and of their vicinity so that far more data could be assimi-
lated at high altitude. This would provide a further reduction
of uncertainty in fluxes over large areas due to the large
spatial influence of such observations. At low altitude sta-
tions, better estimates of PBLH are needed to assimilate data
from 20:00 to 12:00 or to improve their use between 12:00
and 20:00. Based on an improved simulation of the PBL,
future studies should determine how useful the assimilation
of measurements from several levels at the high tower sta-
tions (using non diagonal R) can be, especially if data can be
assimilated during nighttime.

[64] Analyzing hourly misfits to concentration data, the
inverse modeling system is used to derive corrections to
fluxes from ORCHIDEE at 6-hour/0.5° resolution. How-
ever, the setup of correlations between the uncertainties in
fluxes from the same 6-hour window of the day in ORCH-
IDEE using 250km/1 month correlation lengths strongly
smooths these corrections. Here, the main improvements of
the regional inversion compared to the most recent global
inversions are linked to the decrease of model error by using
a mesoscale model at high resolution rather than to the
increase of the resolution in the corrections. There are
structures of uncertainties in the fluxes from ORCHIDEE at
scales higher than 250km/1 month. Setting up the correla-
tions using exponential functions and shorter lengths would
produce a smaller uncertainty in the area-integrated prior
fluxes. However, the present setup defines a ~60% uncer-
tainty in prior total fluxes for summer, which seems already
too low according to the confidence generally given in bio-
sphere models [Schulze et al., 2010; Ciais et al., 2010b,
2010c]. A modeling of the correlations in B which would
account for the several dominant length scales could form a
useful input. A new definition of the control vector may also
help characterize prior error covariances. The system could
adjust the Gross Primary Production (GPP) and the respira-
tion separately [7Tolk et al., 2011]. However, it would have to
invert far more unknowns by assimilating the same amount
of data. It could also invert corrections for the parameters in
the ecosystem model underlying the CO, fluxes such as in
Carbon Cycle Data Assimilation Systems (CCDAS) [Rayner
et al., 2005; Knorr et al., 2010; Tolk et al., 2011]. However,
as in the system of Peters et al. [2009], the limited number
of parameters inverted would imply aggregation errors. The
definition and the modeling of a limited number of PFTs in
the ecosystem models would also be a new source of model
error which should be characterized.

[65s] The present setup of R likely overestimates the
weight that should be given to the observations during the
inversion because it does not take into account space or time
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correlations and several sources of observation error such as
errors in the anthropogenic forcing, errors in the boundary
conditions, and aggregation errors which will be explored in
future studies.

[66] The uncertainty reduction by the inversion is esti-
mated using experiments assimilating synthetic data. Such
estimates should be considered qualitatively rather than
quantitatively because they rely on strong hypotheses and
approximations of the prior uncertainty. The estimate of
uncertainty reduction is a general weakness of inverse
modeling systems even though this is a critical result. In
particular, the value of ~60% that is extrapolated here as an
upper limit for the uncertainty reduction for summer fluxes
may be very optimistic, despite all the cautions detailed in
section 3. The experiments indicate a reduction of uncer-
tainty which is large in the areas of influence of the CE
stations defined by the length scales of the correlations in B,
but which is small far from the CE stations. The atmospheric
transport seems to play a weaker role than B in the spatial
extrapolation of the information from these stations. A clear
lack of CE continuous stations is thus highlighted by the
maps of uncertainty reduction. Analysis of inverted fluxes
when using real data confirm that the increments are more
reliable in the areas of influence of the CE stations than in
areas far from the CE stations. However, the atmospheric
transport plays a critical role in the temporal extrapolation of
the information from one 6-hour window of the day to
another, and in particular from windows during which data
are assimilated to windows during which there is no data
assimilation. This extrapolation generally decreases misfits
to concentration data that are not assimilated but in the area
of influence of a given station, the uncertainty reduction for
fluxes is far larger during windows when data are assimi-
lated than during other windows.

[67] Despite the influence of the long length scales in the
correlations of B, the proximity of numerous CE stations, the
use of hourly data from these stations, and to a lesser extent
the heterogeneity of the standard deviations of B at fine scale
can yield corrections which have relatively fine spatial and
temporal variability. Such corrections at high spatial scale
must be analyzed carefully but local improvements can be
expected in the regions well covered by the CE network.

[68] Comparisons to independent data, especially to CE
L4 flux data, give a relatively high confidence in corrections
by the inversion to the mean fluxes or to the monthly vari-
ability of the fluxes. The inversion successfully increases the
respiration at night and the uptake between 6:00 and 12:00
every summer, with larger corrections during the day than
during the night, which decreases the biases in the fluxes
from ORCHIDEE. This indicates that the use of independent
corrections for each of the different 6-hour windows of the
day is sensible. However, it leads to a decrease of the uptake
and then an increase of the bias to the CE L4 data during the
window 12:00-18:00. The problem is a form of temporal
aggregation error which can be ameliorated by increasing
the time resolution (by adjusting 3 hourly to hourly fluxes).
However, the need for estimating correlations will be more
critical between errors in the prior fluxes for different 3-hour
or 1-hour windows than between errors for different 6-hour
windows.

[69] The restriction of the experiments to summer periods
highlights several trends in the corrections which are used to
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assess the reliability of the inversion or to reveal some lim-
itations in ORCHIDEE. The inverted fluxes will be analyzed
deeper in the results from future experiments covering all
seasons for the period 2002-2007 and they will be compared
to estimates from recent studies such as that of the CE
project [Schulze et al., 2010; Ciais et al., 2010b, 2010c]
which have tried to improve the knowledge of the mean
European carbon balance or of the interannual variability of
the annual fluxes, or to the upscaling of flux measurements
by Jung et al. [2009]. However, given the few stations used
during the inversion, the changes in the observation network
from year to year over the last decade may have a significant
impact on the interannual variability of the inverted fluxes
which should be difficult to characterize. Another issue is that
the interannual variability may not be completely accounted
for by the inverse modeling system due to the offset applied to
the spatial and temporal mean of concentrations to unbias
misfits every summer. This bias is corrected because a part of
it comes from errors (from transport, representativity or ana-
lyzed fluxes) in the global inversion used to impose the
boundary conditions but another part of this bias could be
related to errors in the interannual variability of summer
fluxes in ORCHIDEE. The definition of an offset based on
data from MHD is difficult due to the problems of represen-
tation that this station raises. An extension of the domain for
the regional inversion may ensure that errors in the global
inversion would not have a significant impact at the CE sites.
A two-way coupling of the regional and the global inversions
or the inversion of boundary increments [Peylin et al., 2005]
along with flux increments in the regional system would be
other solutions to deal with these errors.

[70] The inversion increases the summer uptake likely
because ORCHIDEE does not account for all sources of
growth and management in the ecosystems or because it has
a seasonal variability that is too low. Paradoxically, several
results (Figures 2 and 5) indicate that the window of uptake
in the diurnal cycle of the fluxes from ORCHIDEE is too
long. This problem cannot be handled correctly by the use of
6-hour mean corrections during the inversion, which sup-
ports the idea of adjusting 3 hourly to hourly fluxes in future
studies. Analyses of the corrections as functions of the PFTs
seem to reveal some particular weaknesses in the modeling
of crops in ORCHIDEE.

[71] Finally, a lot of the results displayed in this study
have a significant sensitivity to the setup of the system and
therefore, they should be analyzed carefully. Many experi-
ments have been conducted to refine the setup of the
CHIMERE inverse modeling system (in particular the setup
of B and R). The next improvements in the estimate of the
fluxes should be obtained with an increase of the spatial/
temporal resolution of the model (which should decrease
the model error) or of the control vector (which should
decrease the aggregation error), with a better characteriza-
tion of the prior uncertainty and of the observation errors
(in particular by accounting for correlations in R, which is
supported by Lauvaux et al. [2009a]), with an account for
the errors from the boundaries, and with an improved data
treatment before assimilation.

[72] Acknowledgments. We would like to thank Philippe Peylin,
Nicolas Viovy, Philippe Bousquet and Leonard Rivier, who have provided
simulations of ORCHIDEE, LMDZ and MMS5, and the anthropogenic emis-
sion product. We also thank all the principal investigators and scientists of

BROQUET ET AL.: EUROPEAN CO, BIOGENIC FLUX INVERSION

D23303

the CarboEurope-Integrated Project who have provided the data used in this
paper, and in particular Ingeborg Levin (Universitit Heidelberg), Attilio Di
Diodato and Marco Alemanno (Servizio meteorologico dell” Aeronautica
Militare Italiana), Laszlo Haszpra (Hungarian Meteorological Service),
Markus Leuenberger (Universitit Bern), Alcide Di Sarra and Salvatore
Piacentino (Agenzia nazionale per le nuove tecnologie, 1’energia e lo
sviluppo economico sostenibile), Josep-Anton Morgui (Universitat de
Barcelona), Jost Valentin Lavri¢ (Max-Planck-Institute for Biogeochemis-
try), Francesco Apadula (Research on Energy Systems) and Frank Meinhardt
(Umwelt Bundes Amt). The setup of CarboEurope atmospheric measure-
ments was also supported by the CHIOTTO project and the Max-Planck-
Society. We thank the custodians of the International Foundation High
Altitude Research Stations Jungfraujoch and Gornergrat (HFSJG) for their
help with the continuous CO, measurements at Jungfraujoch. The L4 eddy
covariance data have been downloaded from http:/gaia.agraria.unitus.it/
database/carboeuropeip/. We thank Dario Pappale and the scientists involved
in the setup of this database. This study was co-funded by the European
Commission under the EU Seventh Research Framework Programme (grant
agreement 218793, MACC). Peter Rayner is in receipt of an ARC Professorial
Fellowship (DP1096309).

References

Aulagnier, C. (2009), Apport d’un modéle de transport méso-échelle sur
I’estimation des sources et puits de CO—2 a I’échelle régionale europé-
enne par inversion du transport et assimilation d’observations in-situ spa-
tial, Ph.D. thesis, Lab. des Sci. du Clim. et de I’Environ., I’Orme des
Merisier, Gif sur Yvette, France.

Aulagnier, C., P. Rayner, P. Ciais, R. Vautard, L. Rivier, and M. Ramonet
(2010), Is the recent build-up of atmospheric CO, over Europe repro-
duced by models, Part 2: An overview with the atmospheric mesoscale
transport model CHIMERE, Tellus, Ser. B, 62, 14-25, 2010.

Baker, D. F., et al. (2006), TransCom 3 inversion intercomparison: Impact of
transport model errors on the interannual variability of regional CO, fluxes,
1988-2003, Global Biogeochem. Cycles, 20, GB1002, doi:10.1029/
2004GB002439.

Cai, W.-J.,, M. Dai, and Y. Wang (2006), Air-sea exchange of carbon
dioxide in ocean margins: A province-based synthesis, Geophys. Res.
Lett., 33, 112603, doi:10.1029/2006GL026219.

Carouge, C., P. Bousquet, P. Peylin, P. J. Rayner, and P. Ciais (2010a),
What can we learn from European continuous atmospheric CO, measure-
ments to quantify regional fluxes - Part 1: Potential of the 2001 network,
Atmos. Chem. Phys., 10, 3107-3117.

Carouge, C., P. Peylin, P. J. Rayner, P. Bousquet, F. Chevallier, and
P. Ciais (2010b), What can we learn from Europea continuous atmospheric
CO, measurements to quantify regional fluxes - Part 2: Sensitivity of flux
accuracy to inverse setup, Atmos. Chem. Phys. Discuss., 8, 18,621-18,649.

Chevallier, F., M. Fisher, P. Peylin, S. Serrar, P. Bousquet, F. M. Bréon,
A. Chédin, and P. Ciais (2005), Inferring CO, sources and sinks from sat-
ellite observations: Method and application to TOVS data, J. Geophys.
Res., 110, D24309, doi:10.1029/2005JD006390.

Chevallier, F., N. Viovy, M. Reichstein, and P. Ciais (2006), On the
assignment of prior errors in Bayesian inversions of CO, surface fluxes,
Geophys. Res. Lett., 33, 113802, doi:10.1029/2006GL026496.

Chevallier, F., F. M. Bréon, and P. J. Rayner (2007), Contribution of
the Orbiting Carbon Observatory to the estimation of CO, sources and
sinks: Theoretical study in a variational data assimilation framework,
J. Geophys. Res., 112, D09307, doi:10.1029/2006JD007375.

Chevallier, F., et al. (2010), CO, surface fluxes at grid point scale esti-
mated from a global 21-year reanalysis of atmospheric measurements,
J. Geophys. Res., 115, D21307, doi:10.1029/2010JD013887.

Chevillard, A., U. Karstens, P. Ciais, S. Lafont, and M. Heimann (2002a),
Simulation of atmospheric CO, over Europe and western Siberia using
the regional scale model REMO, Tellus, Ser. B, 54, 872—-894.

Chevillard, A., et al. (2002b), Transport of **’Rn using the regional model
REMO: A detailed comparison with measurements over Europe, Tellus,
Ser. B, 54, 850-871.

Churkina, G., S. Zaehle, J. Hughes, N. Viovy, Y. Chen, M. Jung, B. W.
Heumann, N. Ramankutty, M. Heimann, and C. Jones (2010), Interac-
tions between nitrogen deposition, land cover conversion, and climate
change determine the contemporary carbon balance of Europe, Biogeos-
ciences, 7, 2749-2764, doi:10.5194/bg-7-2749-2010.

Ciais, P., et al. (2005), Europe-wide reduction in primary productivity
caused by the heat and drought in 2003, Nature, 437, 529-533.

Ciais, P., et al. (2010a), The European carbon balance. Part 1: Fossil fuel
emissions, Global Change Biol., 16, 1395-1408.

Ciais, P., et al. (2010b), The European carbon balance. Part 2: Croplands,
Global Change Biol., 16, 1409-1428.

Ciais, P., et al. (2010c), The greenhouse gas balance of European grass-
lands, Biogeosci. Discuss., 7, 5997-6050.

20 of 22



D23303

Ciais, P., et al. (2010d), Can we reconcile atmospheric estimates of the
Northern terrestrial carbon sink with land-based accounting?, Curr. Opin.
Environ. Sustain., 2, 1-6, doi:10.1016/j.cosust.2010.06.008.

Courtier, P., J.-N. Thepaut, and A. Hollingsworth (1994), A strategy for
operational implementation of 4D-Var using an incremental approach,
Q. J. R. Meteorol. Soc., 120, 1367-1388.

Dolman, A. J., et al. (2006), CERES, the CarboEurope Regional Experiment
Strategy in Les Landes, south west France, May-June 2005, Bull. Am.
Meteorol. Soc., 87(10), 13671379, doi:10.1175/BAMS-87-10-1367.

Dolman, A. J., C. Gerbig, J. Noilhan, C. Sarrat, and F. Miglietta (2009),
Detecting regional variability in sources and sinks of carbon dioxide:
A synthesis, Biogeosciences, 6, 1015-1026.

Enting, I. G. (2002), Inverse Problems in Atmospheric Constituent Trans-
port, Cambridge Univ. Press, Cambridge, U. K.

Gerbig, C., J. Lin, S. Wofsy, B. C. Daube, A. E. Andrews, B. B. Stephens,
P. S. Bakwin, and C. A. Grainger (2003a), Toward constraining regional-
scale fluxes of CO, with atmospheric observations over a continent:
1. Observed spatial variability from airborne platforms, J. Geophys. Res.,
108(D24), 4756, do0i:10.1029/2002JD003018.

Gerbig, C., J. Lin, S. Wofsy, B. C. Daube, A. E. Andrews, B. B. Stephens,
P. S. Bakwin, and C. A. Grainger (2003b), Toward constraining regional-
scale fluxes of CO, with atmospheric observations over a continent:
2. Analysis of COBRA data using a receptor-oriented framework,
J. Geophys. Res., 108(D24), 4757, doi:10.1029/2003JD003770.

Gilbert, J. C., and C. Lemaréchal (1989), Some numerical experiments with
variable-storage quasi-Newton algorithms, Math. Program., 45, 407-435.

Grell, G. A., J. Dudhia, and D. R. Stauffer (1994), A description of the fifth-
generation Penn State/NCAR mesoscale model (MMS), NCAR Tech.
Note NCAR/TN-398+STR, 128 pp., Boulder, Colo.

Gurney, K. R., et al. (2002), Towards robust regional estimates of CO,
sources and sinks using atmospheric transport models, Nature, 415,
626-630.

Hourdin, F., et al. (2006), The LMDZ4 general circulation model: Climate
performance and sensitivity to parametrized physics with emphasis on
tropical convection, Clim. Dyn., 27, 787-813, doi:10.1007/s00382-006-
0158-0.

Jung, M., M. Reichstein, and A. Bondeau (2009), Towards global empirical
upscaling of FLUXNET eddy covariance observations: Validation of a
model tree ensemble approach using a biosphere model, Biogeosciences,
6,2001-2013.

Kaminski, T., P. J. Rayner, M. Heimann, and I. G. Enting (2001), On
aggregation errors in atmospheric transport inversions, J. Geophys.
Res., 106(D5), 4703-4715.

Knorr, W., T. Kaminski, M. Scholze, N. Gobron, B. Pinty, R. Giering,
and P.-P. Mathieu (2010), Carbon cycle data assimilation with a generic
phenology model, J. Geophys. Res., 115, G04017, doi:10.1029/
2009JG001119.

Krinner, G., N. Viovy, N. de Noblet-Ducoudré, J. Ogée, J. Polcher,
P. Friedlingstein, P. Ciais, S. Sitch, and 1. C. Prentice (2005), A
dynamic global vegetation model for studies of the coupled atmosphere-
biosphere system, Global Biogeochem. Cycles, 19, GB1015, doi:10.1029/
2003GB002199.

Lauvaux, T., M. Uliasz, C. Sarrat, F. Chevallier, P. Bousquet, C. Lac,
K. J. Davis, P. Ciais, A. S. Denning, and P. Rayner (2008), Mesoscale
inversion: First results from the CERES campaign with synthetic data,
Atmos. Chem. Phys., 8, 3459-3471.

Lauvaux, T., O. Pannekoucke, C. Sarrat, F. Chevallier, P. Ciais, J. Noilhan,
and P. J. Rayner (2009a), Structure of the transport uncertainty in meso-
scale inversions of CO, sources and sinks using ensemble model simula-
tions, Biogeosciences, 6, 1089-1102.

Lauvaux, T., et al. (2009b), Bridging the gap between atmospheric concen-
trations and local ecosystem measurements, Geophys. Res. Lett., 36,
L19809, doi:10.1029/2009GL039574.

Law, R. M., W. Peters, C. Rédenbeck, and TRANSCOM Contributors
(2008), TransCom model simulations of hourly atmospheric CO,: Exper-
imental overview and diurnal cycle results for 2002, Global Biogeochem.
Cycles, 22, GB3009, doi:10.1029/2007GB003050.

Levin, 1., and U. Karstens (2007), Inferring high-resolution fossil fuel CO,
records at continental sites from combined (CO,)-C-14 and CO observa-
tions, Tellus, Ser. B, 59, 245-250, doi:10.1111/j.1600-0889.2006.00244 x.

Luyssaert, S., et al. (2010), The European carbon balance. Part 3: Forests,
Global Change Biol., 16, 1429-1450.

Ortenzio, F., D. Antoine, and S. Marullo (2008), Satellite-driven model-
ing of the upper ocean mixed layer and air-sea CO, flux in the Medi-
terranean Sea, Deep Sea Res., Part I, 55(4), 405-434, doi:10.1016/j.
dsr.2007.12.008.

Papale, D., et al. (2006), Towards a standardized processing of Net Ecosys-
tem Exchange measured with eddy covariance technique: algorithms and

BROQUET ET AL.: EUROPEAN CO, BIOGENIC FLUX INVERSION

D23303

uncertainty estimation, Biogeosciences, 3, 571-583, doi:10.5194/bg-3-
571-2006.

Patra, P., et al. (2008), TransCom model simulations of hourly atmospheric
CO,: Analysis of synoptic scale variations for the period 2002-2003,
Global Biogeochem. Cycles, 22, GB4013, doi:10.1029/2007GB003081.

Peters, W., et al. (2009), Seven years of recent European net terrestrial car-
bon dioxide exchange constrained by atmospheric observations, Global
Change Biol., 16(4), 1317-1337, doi:10.1111/j.1365-2486.2009.02078.x.

Peylin, P., D. Baker, J. Sarmiento, P. Ciais, and P. Bousquet (2002), Influ-
ence of transport uncertainty on annual mean and seasonal inversions of
atmospheric CO, data, J. Geophys. Res., 107(D19), 4385, doi:10.1029/
2001JD000857.

Peylin, P., P. J. Rayner, P. Bousquet, C. Carouge, F. Hourdin, P. Heinerich,
P. Ciais, and AEROCARB Contributors (2005), Daily CO, flux estimates
over Europe from continuous atmospheric measurements: 1. Inverse
methodology, Atmos. Chem. Phys., 5, 1647-1678.

Peylin, P., et al. (2009), Importance of fossil fuel emission uncertainties
over Europe for CO, modeling: Model intercomparison, Atmos. Chem.
Phys. Discuss., 9, 7457-7503.

Pison, I., M. Menut, and G. Bergametti (2007), Inverse modeling of surface
NOx anthropogenic emissions fluxes in the Paris area during the ESQUIF
campaign, J. Geophys. Res., 112, D24302, doi:10.1029/2007JD008871.

Rayner, P. J. (2010), The current state of carbon-cycle data assimilation,
Curr. Opin. Environ. Sustain., 2, 1-8, doi:10.1016/j.cosust.2010.05.005.

Rayner, P. J,, I. G. Enting, R. J Francey and R. L. Langenfelds (1999)
Reconstructmg the recent carbon cycle from atmospheric CO,, d'*C
and O,/N, observations, Tellus, Ser. B, 51, 213-232.

Rayner, P. J., M. Scholze, W. Knorr, T. Kaminski, R. Giering, and
H. Widmann (2005), Two decades of terrestrial carbon fluxes from a car-
bon cycle data assimilation system (CCDAS), Global Biogeochem.
Cycles, 19, GB2026, doi:10.1029/2004GB002254.

Rayner, P. J., R. M. Law, C. E. Allison, R. J. Francey, C. M. Trudinger, and
C. Plckett -Heaps (2008), Interannual variability of the global carbon
cycle (1992-2005) inferred by inversion of atmospheric CO, and *CO,
measurements, Global Biogeochem. Cycles, 22, GB3008, doi:10.1029/
2007GB003068.

Rivier, L., et al. (2010), European CO, fluxes from atmospheric inversions
using regional and global transport models, Clim. Change, 103, 93-115,
doi:10.1007/s10584-010-9908-4.

Roédenbeck, C., S. Houweling, M. Gloor, and M. Heimann (2003), Time-
dependent atmospheric CO, inversions based on interannually varying
tracer transport, Tellus, Ser. B, 55, 488—497.

Roédenbeck, C., C. Gerbig, K. Trusilova, and M. Heimann (2009), A two-
step scheme for high-resolution regional atmospheric trace gas inversions
based on independent models, Atmos. Chem. Phys., 9, 5331-5342.

Schmidt, H., C. Derognat, R. Vautard, and M. Beekmann (2001), A com-
parison of simulated and observed ozone mixing ratios for the summer
of 1998 in western Europe, Atmos. Environ., 35(36), 6277-6297,
doi:10.1016/S1352-2310(01)00451-4.

Schulze, E. D., et al. (2010), The European carbon balance. Part 4: Inte-
gration of carbon and other trace-gas fluxes, Global Change Biol., 16,
1451-1469.

Smith, P. C., N. De Noblet-Ducoudré, P. Ciais, P. Peylin, N. Viovy,
Y. Meurdesoif, and A. Bondeau (2010a), European-wide simulations of
croplands using an improved terrestrial biosphere model: Phenology and
productivity, J. Geophys. Res., 115, G01014, doi:10.1029/2008JG000800.

Smith, P. C., P. Ciais, P. Peylin, N. De Noblet-Ducoudré, N. Viovy,
Y. Meurdesoif, and A. Bondeau (2010b), European-wide simulations of
croplands using an improved terrestrial biosphere model: 2. Interannual
yields and anomalous CO, fluxes in 2003, J. Geophys. Res., 115,
G04028, doi:10.1029/2009JG001041.

Szegvary, T., M. C. Leuenberger, and F. Conen (2007), Predicting terres-
trial 22Rn flux using gamma dose rate as a proxy, Atmos. Chem. Phys.,
7,2789-2795.

Takahashi, T., et al. (2002), Global sea-air CO, flux based on climatological
surface ocean pCO,, and seasonal biological and temperature effects,
Deep Sea Res., Part 11, 49, 1601-1622.

Tans, P., I. Y. Fung, and T. Takahashi (1990), Observational constraints on
the global atmospheric CO, budget, Science, 247, 1431-1438.

Thompson, R. L., C. Gerbig, and C. Rédenbeck (2010), A Bayesian inver-
sion estimate of N,O emissions for western and central Europe and the
assessment of aggregation errors, Atmos. Chem. Phys. Discuss., 10,
26,073-26,115, doi:10.5194/acpd-10-26073-2010.

Tolk, L. F., A. J. Dolman, A. G. C. A. Meesters, and W. Peters (2011), A com-
parison of different inverse carbon flux estimation approaches for applica-
tion on a regional domain, Afmos. Chem. Phys. Discuss., 11, 3355-3398.

van Aardenne, J. A., F. J. Dentener, J. G. J. Olivier, J. A. H. W. Peters, and
L. N. Ganzeveld (2005), The EDGAR 3.2 Fast track 2000 dataset
(32FT2000), technical report, Joint Res. Cent., Ispra, Italy.

21 of 22



D23303

Vestreng, V., K. Breivik, M. Adams, A. Wagener, J. Goodwin,
O. Rozovskkaya, and J. M. Pacyna (2005), Inventory Review 2005:
Emission Data reported to LRTAP Convention and NEC Directive—
Initial review of HMs and POPs, MSC-W 1/2005, EMEP, Oslo, Norway.

Vetter, M., et al. (2008), Analyzing the causes and spatial pattern of the
European 2003 carbon flux anomaly using seven models, Biogeosciences,
5, 561-583.

Wanninkhof, R. (1992), Relationship between wind speed and gas
exchange, J. Geophys. Res., 97, 7373-7382.

Weaver, A. T., J. Vialard, and D. L. T. Anderson (2003), Three- and four-
dimensional variational assimilation with a general circulation model of
the tropical Pacific Ocean. Part I: Formulation, internal diagnostics, and
consistency checks, Mon. Weather Rev., 131, 1360-1378.

Xueref-Remy, 1., P. Bousquet, C. Carouge, L. Rivier, and P. Ciais (2011),
Variability and budget of CO, in Europe: analysis of the CAATER air-
borne campaigns - Part 2: Comparison of CO, vertical variability and

BROQUET ET AL.: EUROPEAN CO, BIOGENIC FLUX INVERSION

D23303

fluxes between observations and a modeling framework, Atmos. Chem.
Phys., 11, 5673-5684, doi:10.5194/acp-11-5673-2011.

C. Aulagnier, Institut de Radioprotection et de Stiret¢ Nucléaire, DEI,
SECRE, LME, F-13115 Cadarache, France. (celine.aulagnier@irsn.fr)

G. Broquet, F. Chevallier, P. Ciais, I. Pison, M. Ramonet, and
M. Schmidt, Laboratoire des Sciences du Climat et de I’Environnement,
I’Orme des Merisiers, F-91191 Gif-sur-Yvette CEDEX, France. (gregoire.
broquet@lsce.ipsl.fr; frederic.chevallier@lsce.ipsl.fr; philippe.ciais@cea.ft;
isabelle.pison@lsce.ipsl.fr; michel.ramonet@lsce.ipsl.fr; martina.schmidt@
Isce.ipsl.fr)

P. Rayner, School of Earth Sciences, University of Melbourne,
Melbourne, Vic 3010, Australia. (prayner@unimelb.edu.au)

A. T. Vermeulen, Energy Research Centre of the Netherlands, PO Box 1,
NL-1755 ZG Petten, Netherlands. (a.vermeulen@ecn.nl)

22 of 22




<<
  /ASCII85EncodePages false
  /AllowTransparency false
  /AutoPositionEPSFiles true
  /AutoRotatePages /All
  /Binding /Left
  /CalGrayProfile (None)
  /CalRGBProfile (ECI-RGB.icc)
  /CalCMYKProfile (Photoshop 5 Default CMYK)
  /sRGBProfile (sRGB IEC61966-2.1)
  /CannotEmbedFontPolicy /Warning
  /CompatibilityLevel 1.6
  /CompressObjects /Off
  /CompressPages true
  /ConvertImagesToIndexed true
  /PassThroughJPEGImages false
  /CreateJobTicket false
  /DefaultRenderingIntent /Default
  /DetectBlends true
  /DetectCurves 0.1000
  /ColorConversionStrategy /sRGB
  /DoThumbnails false
  /EmbedAllFonts true
  /EmbedOpenType false
  /ParseICCProfilesInComments true
  /EmbedJobOptions true
  /DSCReportingLevel 0
  /EmitDSCWarnings false
  /EndPage -1
  /ImageMemory 524288
  /LockDistillerParams false
  /MaxSubsetPct 100
  /Optimize true
  /OPM 1
  /ParseDSCComments true
  /ParseDSCCommentsForDocInfo true
  /PreserveCopyPage true
  /PreserveDICMYKValues true
  /PreserveEPSInfo false
  /PreserveFlatness false
  /PreserveHalftoneInfo false
  /PreserveOPIComments false
  /PreserveOverprintSettings true
  /StartPage 1
  /SubsetFonts true
  /TransferFunctionInfo /Preserve
  /UCRandBGInfo /Remove
  /UsePrologue false
  /ColorSettingsFile ()
  /AlwaysEmbed [ true
  ]
  /NeverEmbed [ true
    /Courier
    /Courier-Bold
    /Courier-BoldOblique
    /Courier-Oblique
    /Helvetica
    /Helvetica-Bold
    /Helvetica-BoldOblique
    /Helvetica-Oblique
    /Symbol
    /Times-Bold
    /Times-BoldItalic
    /Times-Italic
    /Times-Roman
    /ZapfDingbats
  ]
  /AntiAliasColorImages false
  /CropColorImages false
  /ColorImageMinResolution 300
  /ColorImageMinResolutionPolicy /OK
  /DownsampleColorImages true
  /ColorImageDownsampleType /Bicubic
  /ColorImageResolution 300
  /ColorImageDepth -1
  /ColorImageMinDownsampleDepth 1
  /ColorImageDownsampleThreshold 1.00000
  /EncodeColorImages true
  /ColorImageFilter /DCTEncode
  /AutoFilterColorImages true
  /ColorImageAutoFilterStrategy /JPEG
  /ColorACSImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /ColorImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /JPEG2000ColorACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /JPEG2000ColorImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /AntiAliasGrayImages false
  /CropGrayImages false
  /GrayImageMinResolution 300
  /GrayImageMinResolutionPolicy /OK
  /DownsampleGrayImages true
  /GrayImageDownsampleType /Bicubic
  /GrayImageResolution 300
  /GrayImageDepth -1
  /GrayImageMinDownsampleDepth 2
  /GrayImageDownsampleThreshold 1.00000
  /EncodeGrayImages true
  /GrayImageFilter /DCTEncode
  /AutoFilterGrayImages true
  /GrayImageAutoFilterStrategy /JPEG
  /GrayACSImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /GrayImageDict <<
    /QFactor 0.76
    /HSamples [2 1 1 2] /VSamples [2 1 1 2]
  >>
  /JPEG2000GrayACSImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /JPEG2000GrayImageDict <<
    /TileWidth 256
    /TileHeight 256
    /Quality 15
  >>
  /AntiAliasMonoImages false
  /CropMonoImages false
  /MonoImageMinResolution 1200
  /MonoImageMinResolutionPolicy /OK
  /DownsampleMonoImages true
  /MonoImageDownsampleType /Bicubic
  /MonoImageResolution 400
  /MonoImageDepth -1
  /MonoImageDownsampleThreshold 1.00000
  /EncodeMonoImages true
  /MonoImageFilter /CCITTFaxEncode
  /MonoImageDict <<
    /K -1
  >>
  /AllowPSXObjects true
  /CheckCompliance [
    /None
  ]
  /PDFX1aCheck false
  /PDFX3Check false
  /PDFXCompliantPDFOnly false
  /PDFXNoTrimBoxError true
  /PDFXTrimBoxToMediaBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXSetBleedBoxToMediaBox true
  /PDFXBleedBoxToTrimBoxOffset [
    0.00000
    0.00000
    0.00000
    0.00000
  ]
  /PDFXOutputIntentProfile ()
  /PDFXOutputConditionIdentifier ()
  /PDFXOutputCondition ()
  /PDFXRegistryName ()
  /PDFXTrapped /False

  /CreateJDFFile false
  /Description <<
    /ENU ()
  >>
  /Namespace [
    (Adobe)
    (Common)
    (1.0)
  ]
  /OtherNamespaces [
    <<
      /AsReaderSpreads false
      /CropImagesToFrames true
      /ErrorControl /WarnAndContinue
      /FlattenerIgnoreSpreadOverrides false
      /IncludeGuidesGrids false
      /IncludeNonPrinting false
      /IncludeSlug false
      /Namespace [
        (Adobe)
        (InDesign)
        (4.0)
      ]
      /OmitPlacedBitmaps false
      /OmitPlacedEPS false
      /OmitPlacedPDF false
      /SimulateOverprint /Legacy
    >>
    <<
      /AllowImageBreaks true
      /AllowTableBreaks true
      /ExpandPage false
      /HonorBaseURL true
      /HonorRolloverEffect false
      /IgnoreHTMLPageBreaks false
      /IncludeHeaderFooter false
      /MarginOffset [
        0
        0
        0
        0
      ]
      /MetadataAuthor ()
      /MetadataKeywords ()
      /MetadataSubject ()
      /MetadataTitle ()
      /MetricPageSize [
        0
        0
      ]
      /MetricUnit /inch
      /MobileCompatible 0
      /Namespace [
        (Adobe)
        (GoLive)
        (8.0)
      ]
      /OpenZoomToHTMLFontSize false
      /PageOrientation /Portrait
      /RemoveBackground false
      /ShrinkContent true
      /TreatColorsAs /MainMonitorColors
      /UseEmbeddedProfiles false
      /UseHTMLTitleAsMetadata true
    >>
    <<
      /AddBleedMarks false
      /AddColorBars false
      /AddCropMarks false
      /AddPageInfo false
      /AddRegMarks false
      /BleedOffset [
        0
        0
        0
        0
      ]
      /ConvertColors /ConvertToRGB
      /DestinationProfileName (sRGB IEC61966-2.1)
      /DestinationProfileSelector /UseName
      /Downsample16BitImages true
      /FlattenerPreset <<
        /PresetSelector /MediumResolution
      >>
      /FormElements true
      /GenerateStructure false
      /IncludeBookmarks false
      /IncludeHyperlinks false
      /IncludeInteractive false
      /IncludeLayers false
      /IncludeProfiles true
      /MarksOffset 6
      /MarksWeight 0.250000
      /MultimediaHandling /UseObjectSettings
      /Namespace [
        (Adobe)
        (CreativeSuite)
        (2.0)
      ]
      /PDFXOutputIntentProfileSelector /DocumentCMYK
      /PageMarksFile /RomanDefault
      /PreserveEditing true
      /UntaggedCMYKHandling /UseDocumentProfile
      /UntaggedRGBHandling /UseDocumentProfile
      /UseDocumentBleed false
    >>
  ]
>> setdistillerparams
<<
  /HWResolution [600 600]
  /PageSize [612.000 792.000]
>> setpagedevice


