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Abstract A model intercomparison of the atmospheric dispersion of cesium-137 ('37Cs) emitted after the
Fukushima Daiichi Nuclear Power Plant accident in Japan was conducted to understand the behavior of
atmospheric "*’Cs in greater detail. The same meteorological data with a fine spatiotemporal resolution and
an emission inventory were applied to all models to exclude the differences among the models originating
from differences in meteorological and emission data. The meteorological data were used for initial,
boundary, and nudging data or offline meteorological field. Furthermore, a horizontal grid with the same
resolution as that of the meteorological data was adopted for all models. This setup enabled us to focus on
model variability originating from the processes included in each model, for example, physical processes. The
multimodel ensemble captured 40% of the atmospheric '’Cs events observed by measurements, and the
figure of merit in space for the total deposition of '*’Cs exceeded 80. The lower score of the atmospheric
137Cs than that of the deposition originated from the difference in timing between observed and simulated
atmospheric '3’Cs. Our analyses indicated that meteorological data were most critical for reproducing the
atmospheric '3’Cs events. The results further revealed that differences in '*’Cs concentrations among the
models originated from deposition and diffusion processes when the meteorological field was simulated
reasonably well. The models with small deposition fluxes produced higher scores for atmospheric '3’Cs, and
those with strong diffusion succeeded in capturing the high '*’Cs concentrations observed; however, they
also tended to overestimate the concentrations.

1. Introduction

The accident at the Fukushima Daiichi Nuclear Power Plant (FDNPP) in Japan, triggered by an earthquake in
March 2011, released a number of radionuclides, including cesium-137 (**’Cs), into the atmosphere. These
radionuclides dispersed widely through atmospheric advection and diffusion, and their deposition resulted
in contamination over the land and ocean (Science Council of Japan, 2014). Following the accident, the beha-
vior of the released radionuclides was investigated in a number of studies through observation (e.g., Adachi
et al, 2013; lgarashi et al., 2015; Kaneyasu et al.,, 2012; Oura et al., 2015; Science Council of Japan, 2014;
Terasaka et al., 2016; Tsuruta et al., 2014) and modeling (e.g., Chino et al., 2011; Draxler et al., 2015; Kajino
et al, 2016; Katata et al, 2012; Morino et al.,, 2011; Stohl et al., 2012; Takemura et al., 2011; Terada et al.,
2012; Yasunari et al., 2011). The Japanese Ministry of Education, Culture, Sports, Science and Technology
(MEXT; 2011) estimated the accumulated deposition densities of cesium ('**Cs and '3’Cs) using aircraft
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measurements acquired over the eastern parts of Japan. The results indicated that over 3,000 kBg/m? of
cesium was deposited over areas to the northwest of the FDNPP. It was also reported that the deposition
of cesium had occurred over the northern parts of the Tokyo metropolitan area (TMA). Tsuruta et al. (2014)
and Oura et al. (2015) retrieved hourly atmospheric '*’Cs concentrations by analyzing the measurements
of the operational filter sampling of the suspended particulate matter (SPM) network, which covers the
TMA and Tohoku area. Through analyses of the SPM network data, it was determined that nine high-
concentration events of '3’Cs (plumes) occurred during March 2011 in the TMA and the Tohoku area.
Recent analyses indicated that other plumes were observed during this period (Tsuruta et al., 2017, 2018).
Such observational studies have clarified the behavior of '3’Cs in the atmosphere. However, the available
observational sites were limited over the land, making it difficult to assess the behavior of radionuclides over
areas without observation sites.

Numerical simulations have been applied to compensate for the spatiotemporal limitations of observations.
For example, Yasunari et al. (2011) determined that the contamination by radionuclides was restricted to the
eastern side of the mountains of the Tohoku area because most of the radionuclides were deposited over the
east of the mountainous “backbone” of Japan. Terada et al. (2012) revealed that the contamination over the
TMA and Tohoku area originated from the plumes emitted on 12, 15, 16, 20, and 21-23 March 2011. These
studies indicated that numerical simulations are useful tools for enhancing the understanding of the beha-
vior of radionuclides in the atmosphere. However, they could not reproduce the temporal variation in atmo-
spheric '3’Cs concentrations quantitatively because of the uncertainties in the source terms, meteorological
fields, and physical processes in the models. For example, Morino et al. (2011) and Nakajima et al. (2017)
reported that their numerical models generally reproduced the transportation pathways of plumes over
the TMA and Tohoku area, but they found several discrepancies between their models and the observations.

The discrepancies between the models and the observations hint at the causes of the inaccuracies in the
models and allow for the acquisition of knowledge needed to improve the models. As there is no natural
source of '3’Cs, the observed '3’Cs must have been released after the FDNPP accident. In other words,
137Cs is an appropriate tracer for the validation of atmospheric models (Kristiansen et al., 2016). A number
of studies have been conducted regarding the numerical simulation of the radionuclides released in March
2011, and they have suggested that several elements could be responsible for the uncertainties in the
numerical simulations.

These elements can be divided into two groups: external and internal elements. The former comprises exter-
nal data input into the models, for example, meteorological data, the impact of which has been discussed by
Arnold et al. (2015), and the emission inventory, as discussed by both Morino et al. (2011) and Nakajima et al.
(2017). In general, reanalysis data are used for the meteorological fields required to reproduce the events
with numerical models. However, the spatiotemporal resolutions of the reanalysis data are generally too
coarse to successfully reproduce the atmospheric phenomena critical for the regional-scale advection of
137Cs (Sekiyama et al, 2015). The emission inventory has been estimated by various studies (Katata et al,,
2015; Saunier et al,, 2013; Terada et al., 2012; Winiarek et al., 2014; Yumimoto et al., 2016), but it remains a
major cause of the uncertainties in the simulated atmospheric '*’Cs concentrations because of the limited
acquisition of direct measurements of radionuclide concentrations during their release. Internal elements
refer to the components included in the numerical models, such as the physical processes of wet and dry
deposition of '*’Cs (Morino et al., 2013; Quérel et al., 2015), clouds and rain (Saito et al,, 2015), grid resolution
(Sekiyama et al., 2015), and horizontal diffusion (Terada et al., 2013). Overall, the results derived from numer-
ical models have large discrepancies.

To understand the reasons for the discrepancies among models, several model intercomparison projects
have been conducted, targeting the radionuclides released after the FDNPP accident (Draxler et al.,, 2015;
Kitayama et al., 2018; Kristiansen et al., 2016; Science Council of Japan, 2014). On the basis of an intercompar-
ison, Draxler et al. (2015) reported that models with good performance in terms of accumulated deposition
do not always show good performance in terms of the atmospheric concentration of 137Cs. These model
intercomparisons are useful for assessing the level of discrepancy between the observations and the models,
but it is difficult to estimate the contribution of each element (external or internal) to the overall discrepancy.
A model intercomparison using identical external data (i.e., emission inventory and meteorological data) is
useful for assessing the relative importance of the contribution from the internal components. In addition,
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Table 1
Summary of Models Included in the Intercomparison
Model name Group/institute Scientist E/L OD/ND Reference
AIST-MM AIST? H. Kondo E oD Kondo et al. (2001)
PELLO FOIP P. Schoenberg L ND von Schoenberg et al. (2014)
HIRAT-LPRM Fukushima U. S. Hirao L ND Hirao et al. (2013)
IdX IRSN® D. Quélo E ND Mathieu et al. (2012)
GEARN JAEAC H. Terada L oD Katata et al. (2015)
WRF-Chem-J JAMSTEC® M. Takigawa E oD Grell et al. (2005)
NHM-Chem MRIf M. Kajino E ND Kajino et al. (2012)
WRF-CMAQ NIES® Y. Morino E oD Morino et al. (2013)
SCALEh Nagoya U. Y. Sato E oD Nishizawa et al. (2015)
Sato et al. (2015)
Polyphemus Tsinghua U. S. Fang E ND Brandt et al. (2002)
WRF-Chem-T Tsinghua U. S. Fang E oD Hu et al. (2014)
NICAM U. Tokyo/NIES J. Uchida/ D. Goto E oD Satoh et al. (2014)

Uchida et al. (2017)

Note. E = Eulerian atmospheric model, L = Lagrangian atmospheric model. Definitions of OD and ND models are described in section 2.1.

@AIST means National institute of Advanced, Industrial Science and Technology. “FOI means Swedish Defense Research Agency. “IRSN means Institut de
Radioprotection et de Streté Nucléaire. “JAEA means Japan Atomic Energy Agency. SJAMSTEC means Japan Agency for Marine-Earth Science and
Technology. 'MRI means Meteorological Research Institute.  INIES means National Institute for Environmental Studies. "The original version of SCALE does
not have radionuclide component, and it was implemented in this study based on the aerosol component in NICAM as Nakajima et al. (2017)

meteorological data with fine spatiotemporal resolutions are required for reproducing the detailed
phenomena that affect the behavior of atmospheric 137¢s (Sekiyama et al., 2015).

In this study, a model intercomparison using identical meteorological data with a fine spatiotemporal resolu-
tion and an identical emission inventory was conducted. Through an analysis of the results of the model inter-
comparison, we aimed to achieve the following objectives: (1) to estimate the uncertainties originating from
internal elements (e.g., the physical process of atmospheric '3’Cs), (2) to elucidate the key processes for the
precise reproduction of the transportation pathways of the 137Cs plumes observed by measurements, (3) to
assess the score-weighted multimodel ensemble of the atmospheric '3’Cs concentration, and (4) to under-
stand the behavior of atmospheric '*’Cs in greater detail.

2. Methods
2.1. Participating Models

Overall, 12 models from 11 groups participated in this model intercomparison; both Lagrangian and Eulerian
dispersion models were included. Of the 12 models, seven have their own dynamical cores that calculate
meteorological fields (e.g., wind field, temperature, eddy diffusion coefficient, relative humidity, and mixing
ratio of hydrometeors), as mentioned in section 2.3. Hereafter, we refer to these models that include their
Own Dynamical core as OD models. The remaining models use external meteorological data directly for
the advection, diffusion, and deposition processes of '3’Cs. Hereafter, we refer to these models, which do
Not have their own Dynamical core, as ND models. The names of each model, associated lead scientists,
and other information are summarized in Table 1.

2.2. Experimental Setup Strategy

One of the objectives of this intercomparison was to elucidate the uncertainties originating from the internal
elements of each model. For this purpose, the external data used with each model needed to be as similar as
possible. In addition, using the same grid resolution was desirable because the grid resolution has consider-
able impact on the representation of the advection and diffusion of '*’Cs in the models. In this context, all
models used the same meteorological data (Sekiyama et al., 2015, 2017; henceforth we referred to S15
and S17, respectively), emission inventory (Katata et al., 2015), and horizontal grid resolution, as described in
section 2.3. The spatial resolution of the simulations was set to the same as that of the meteorological data to
reduce errors that could be induced through data interpolation. The calculation domain was set to cover an
area of approximately 500 x 600 km by zonal and meridional direction from the TMA to the Tohoku area

SATO ET AL. 3
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Figure 1. (a) Calculation domain and the locations of the suspended particulate matter observation sites (open circles) and
(b) the names of the prefectures in the calculation domain. Arrows, dashed boxes, and dashed circles in (a) correspond to
the names of the areas. The map was drawn using GrADS ver 2.1.1a (Institute for Global Environment and Society (IGES),
1989). FDNPP = Fukushima Daiichi Nuclear Power Plant, TMA = Tokyo metropolitan area.

(Figure 1), because most of the observational sites (shown in section 2.4) are encompassed within that region.
The same meteorological data (S15 and S17) were used by all models, but the meteorological field in OD
models differs from the meteorological data, because OD models calculated meteorological fields by
themselves. By using the meteorological data of S15 and S17 for nudging, we attempted to reduce the
differences between the meteorological field of OD models and that of S15 and S17 as much as possible.

2.3. Experimental Setup

The meteorological data derived from the operational model for regional weather forecasting around Japan
(nonhydrostatic model (NHM); Saito et al., 2006) coupled with a local ensemble Kalman filter (LETKF; NHM-
LETKF; Sekiyama et al., 2015, 2017) were used by all the models. The horizontal spatial and temporal resolu-
tions of the NHM-LETKF were 3 km and 10 min, respectively. The temporal resolution (10 min) was sufficiently
fine to resolve phenomena whose spatial scale is about 3 km (i.e., the spatial resolution of the NHM-LETKF) on
the basis of the typical relationship between the temporal and spatial scales of atmospheric phenomena
(cf., Molders & Kramm, 2014). The horizontal resolution of each model was set to about 3 km. The vertical
resolutions of the NHM-LETKF and each model are summarized in Table 2. For the ND models, the meteoro-
logical data of the NHM-LETKF were used directly with the temporal interpolation. The OD models calculated
the meteorological fields themselves, and they used the meteorological data of the NHM-LETKF for nudging,
lateral boundary conditions, and initial conditions of the meteorological fields. The meteorological field simu-
lated by OD models was similar to that of NHM-LETKF, besides some cases like for NICAM and WRF-Chem-T
for a high concentration event on 16 March, as discussed in section 3.2.2.

The emission inventory of '*’Cs by Katata et al. (2015) was adopted by all the models. The particle size
distribution function of '*’Cs assumed in the models differed from each other because the emission inven-
tory does not include information on the particle size distribution of '3”Cs. We regarded the assumption of
the size distribution function as an internal component in this study.

Another important topic in terms of 37Cs is the resuspension. The resuspension rates of radioactive cesium
from the contaminated ground surface were estimated by using field experiments together with numerical
assessments (lgarashi et al., 2015; Kajino et al., 2016). Based on these assessments, the surface air concentra-
tion of '3”Cs caused by resuspension was three to four orders of magnitude smaller than that caused by the
direct plume from the FDNPP, and therefore, the effect of the resuspension was ignored in the current model
intercomparison study.

The calculation was performed from 09:00 JST (00:00 UTC) on 11 March 2011 to 09:00 JST on 31 March 2011.
The interval of the model output was 1 hr.

SATO ET AL.
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Table 2

Summary of Grid Resolution and Coordinate System of Each Model

2.4. Observational Data and Target Events of Atmospheric '*’Cs

Two types of '3’Cs observations were used for comparing the results of the

Resolution for dispersion model Model to . " . .
+ Bpes (numberp models. The first was the cumulative deposition density of '*”Cs estimated
Model name  Horizontal (m) Vertical® of layers) by aircraft observations (MEXT, 2011). The aircraft observation was con-
AIST-MM 3000 A7 10-300 AT () ducted from June to November 2011. This period differs from the target
5 , = 10— m s m . . . 137
PELLO 3,000 b 20,000 m (—?) perllod (March 2011) of the sllmulatlon, but the decr.e.ase of *'Cs from
HIRAT-LPRM 3,000 _b 10,000 m (—?) April to June was small (Morino et al,, 2013). In addition, the observed
IdX 3,000 Az = 40-600 m 5,000 m (17) deposition had uncertainties that originated from the spatial resolution,
GEARN 3,000 Aﬂ=0-003-0-01c9/ 100 hPa (30)£ land use, and natural radioactive nuclides, among others. Torii et al.
Az=2076781m 15,000 m (43) (2012) indicated that the error of the airborne estimation was smaller than
WRF-Chem-J 3,000 Ao = 0.003-0.0341 100 hPa (34) 509 d with in sit t( h inFi S5 dssb
NHM-Chem 3,000 Ao = 0.005-0.1 10,000 m (19) 50% compare ! wi | in situ measuremen ass oyvn in Figures z.aarf
WRF-CMAQ 3,000 A = 0.0026-0.0332 100 hPa (35) in the supporting information). In contrast, Morino et al. (2013) indicated
SCALE 3,000 Az = 125—1b,322 m 16,222 m (30) that the total deposition of '3’Cs varies by one order of magnitude by
Polyphemus 3,000 — 7,523 m (—) changing the deposition scheme (as shown in Figures S5c and S5d).
WRESChemsl SILLY Ag=00026-00332 100 hPa (35) Based on the results, the uncertainties of the measured deposition would
NICAM 3,000 Az =30-2,400 m 22,000 m (40) b h I h h in th dels. Th h lative d .
NHM-LETKF 3,000 Az = 40-662 m 20,200 m (60) e much smaller than those in the models. Thus, the cumulative deposi-

4z u, and ¢ mean height coordinate, # coordinate, and & coordinate

"

systems.

" means the models without their own dynamics; meteor-

ological data and the resolution of NHM-LETKF were directly used.
“GEARN used the 7 coordinate system for its dynamical core and the z

coordinate system for its dispersion model.

tion density estimated via aircraft observation can be used as reference
data for model evaluation. The second type of observation comprised
measurements of the atmospheric concentration of '*’Cs obtained from
the operational aerosol sampling of the national SPM network (Oura

etal, 2015). The hourly averaged atmospheric concentration of '3’Cs near
the surface was measured at 99 SPM sites. The data from the SPM sites
included in the calculation domain (Figure 1) were used for the comparison. The atmospheric concentrations
of 37Cs measured by the SPM network were compared with those in the first (lowest) layer of each model
because the SPM instruments collect air samples near the surface. The details of the SPM data are described
by Tsuruta et al. (2014) and Oura et al. (2015).

On the basis of analyses using the SPM network data, Tsuruta et al. (2014) found that nine notable events
(plumes) of atmospheric "*”Cs occurred, as summarized in Table 3. The present study targeted Plumes 2, 3,
4,7, 8, and 9. The other plumes were observed in the Hamadori area, which is about 30 km north of the
FDNPP. It is difficult for models with a 3-km grid resolution to simulate the plumes in that area because
models cannot simulate phenomena with spatial scales smaller than 6-10 times of the grid resolution
(Frehlich & Sharman, 2008; Skamarock, 2004). Lagrangian dispersion models are grid-free and thus in princi-
ple are not affected by this problem; however, their performance is conditioned by the grid resolution of the
meteorological field (NHM-LETKF) used in input and created from the Eulerian dynamical core (NHM; Saito
et al.,, 2006). Therefore, we excluded Plumes 1, 5, and 6 from our analyses.

Table 3
Summary of the Nine Notable Events (Plumes) of Atmospheric 137¢s Measured by the Suspended Particulate Matter Network
(Tsuruta et al., 2014) After the Fukushima Daiichi Nuclear Power Plant Accident

Plume number Measured time (JST)? Location Area for analyses

1 12 March 8:00 to 13 March 5:00 Hamadori I

2 15 March 3:00 to 15 March 23:00 TMA (35.5°N-36.9°N, 138.5°E-141.0°E)
3 15 March 8:00 to 16 March 1:00 Nakadori (36.5°N-37.9°N, 138.5°E-142.5°E)
4 16 March 2:00 to 16 March 23:00 TMA (35.5°N-38.1°N, 140.2°E-141.5°E)
5 18 March 4:00 to 18 March 23:00 Hamadori L

6 19 March 9:00 to 20 March 4:00 Hamadori =

7 20 March 12:00 to 20 March 23:00 TMA (35.5°N-36.5°N, 138.5°E-142.5°E)
8 20 March 13:00 to 21 March 10:00 Nakadori (36.9°N-38.0°N, 140.0°E-141.5°E)
9 21 March 6:00 to 21 March 20:00 TMA (35.5°N-36.5°N, 138.5°E-142.5°E)

Note. Locations of the names are shown in Figure 1. JST = Japan Standard Time, which is 9 hr earlier than the Coordinated
Universal Time (UTC).

@Measured time means the period from plume transit start time and plume transit end time (Kitayama et al., 2018).
means that the plume was not the target of the analyses in this study.

By o
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In addition to atmospheric '*’Cs concentrations, the wind velocity and wind direction, as measured by the
Automated Meteorological Data Acquisition System operated by the Japan Meteorological Agency, were
used for comparison with the meteorological fields simulated by the models.

2.5. Analyses

In this study, we evaluated the performance of the models through the metrics shown below. Since the
grid points of the models were not always defined at the same location as the observation sites, we
calculated the modeled values at each observation site as described later in this section. We considered
several metrics for the evaluation of the performance of each model. The correlation coefficient (CC),
fractional bias (FB), figure of merit in space (FMS), and Kolmogorov-Smirnov parameter (KSP) were
introduced for the evaluation of the cumulative amount of '3"Cs deposition. The definitions of the CC,
FB, FMS, and KSP are as follows:

Z(Dmodel - Dmodel) (Dobs - %)

= - , g
\/Z(Dobs - Dobs) z(DmodeI - Dmodel)
D, - D
FB — 2x model obs ’ Q)
Dodel + Dobs
AobsNA
FMS — 100 obs"/imodel @3)
AobsYAmodel
KSP = Max | Pobs (Dksp) — Pmodel (Dksp) | ) (4)

where Dgps and Dy ogel are the cumulative deposition amounts until the end of March 2011 at each grid point
as estimated by aircraft observations and simulated by the models, respectively; A, is the area in which D,
exceeds 10* Bq/m2 (xx is either model or obs); and Py, (Dsp) is the probability that the occurrence of deposi-
tion by xx is not greater than Dysp. In this study, Dy, ranged from 1.5 x 10% to 4.0 x 10° Bg/m> The FMS is the
ratio of the area common to both the observed and simulated deposition that exceeds 10* Bq/m? to envel-
ope both areas. The overbar indicates the value averaged over all grid points. In addition, a metric (RANK)
combining these four metrics (Draxler et al., 2013; Leadbetter et al.,, 2015) is defined as follows:

FB FMS KSP
RANK = CC? 1—|— — 1—— 5
+( '2)+1oo+< 100)’ )

whose value (0-4) was used for the evaluation of the cumulative deposition. These scores were calculated
from the results over land where the cumulative deposition amount exceeded 10* Bq/m?. This was because
the aircraft observational data were only available over a limited land area and their detection threshold
was 10% Bg/m®. The cumulative deposition was calculated from the hourly averaged deposition amount
every hour.

In contrast to the observed cumulative deposition of '3’Cs, which only has the spatial (geographical) distri-
bution, the atmospheric concentration of '*’Cs has spatial and temporal distribution. For the evaluation
based on both spatial and temporal distribution, the scores used in the weather prediction were useful.
For the evaluation of the atmospheric concentration of '*’Cs, we used scores named “CAPTURE,”
“OVERESTIMATE,” “threat score,” “factor of two (FA2),” and “factor of five (FA5).” The definitions of these scores
are as follows:

(CAPTURE) = MO/(MO -+ X0) x 100, ©6)
(OVERESTIMATE) = MX/(MO + XO)x 100, 7)
(Threat score) = MO/(MO + XO + MX)x 100, (8)

where MO is the number of grids at each time step where both the model and observed '*’Cs concentrations
exceeded 10 Bg/m? and XO (MX) is the number of grids at each time step where only the observation (model)
showed '*’Cs over 10 Bg/m>. FA2 and FAS5 are defined as the percentage of simulated '’Cs within a factor 2
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or 5, respectively, of observed '3’Cs. FA2 and FA5 were calculated when the observation showed '*”Cs over
10 Bg/m>. The threat score has been used for the evaluation of weather forecasting models in which the
phenomena occurred only a few times a year (Wilks, 2006). Therefore, it was considered to be suitable for
the evaluation of the atmospheric '3’Cs concentration in this study, because only nine plumes were observed
during the study period. High values of all these metrics except for OVERESTIMATE indicate the good perfor-
mance, and small values for OVERESTIMATE indicate good performance. In addition, a metric (RANK2) com-
bining these three metrics is defined as follows:
RANK2 — @ n CAPTURE 4 Fx (1 _ OVEF(SESTIMATE)7 Fo { 0 (OVERESTIMATE = 0) ©
100 100 100 1 (OVERESTIMATE=+0)
We regarded models with FMS > 70, RANK > 2, CAPTURE > 20, threat score > 20, and RANK2 > 1 as showing
good performance.

For the evaluation based on the scores shown above, the simulated values were compared with measured
value at each observation site. The outputs of the models were defined at grid points for the evaluation,
for Eulerian, and Lagrangian models. Since the grid points were not always defined at the same point of
the observation site, the simulated values for the comparison were calculated as follows. First, we determined
a model’s grid point of which the latitude and longitude are nearest to those of the observation site and
named the grid as the nearest grid. If the nearest grid is ith and jth grid of the model for zonal and meridional
direction (i, j), the simulated values for the comparison were calculated by averaging the nearest grid (i, j)
and eight grids around the nearest grid, thatis, (i — 1, — 1), (i — 1,)), (i — 1,j+ 1), 6,j— 1), (i, j+ 1), (+1,
j—1),(i+1,j),and (i + 1,j+ 1). For the Lagrangian dispersion models, '*’Cs at each Eulerian grid was calcu-
lated from the distribution of Lagrangian particles through box counting. Each Lagrangian particle is carrying
radioactivity of 137¢Cs, and the sum of this, for all particles in a grid box, determines the concentration in the
box. In the comparison with all the models, the center of this grid box is considered the location of the grid
box value that is used when the nearest grid was determined as described above.

To evaluate the models for each plume shown in Table 3, we calculated CAPTURE, OVERESTIMATE, the threat
score, FA2, FA5, and RANK2 for each plume for each model. The plume area was defined as the grid whose
atmospheric '3’Cs concentration exceeded 10 Bg/m?® in the area for the analyses summarized in Table 3.

2.6. Ensemble Mean Evaluation

We calculated multimodel ensembles using two types of weights. The simplest multimodel ensemble was
calculated by a simple average with equal weights, which was used for most of analyses in this study. We cal-
culated another multimodel ensemble to evaluate the effectiveness of the ensemble average weighted by
the performance of each model. Multimodel ensemble weighted with the product of RANK and the threat
score were calculated. The latter ensemble was used to determine the effectiveness of the weighted multi-
model ensemble (see section 3.4).

3. Results and Discussion

3.1. Overview of the Simulated '37Cs

First, we statistically evaluated the performance of the models throughout the entire simulation period (i.e.,
from 11 March to 31 March 2011). Both the atmospheric concentrations and deposition amounts of '*’Cs
were evaluated following the procedure outlined by Draxler et al. (2015). For the evaluation, a multimodel
ensemble was calculated using an equal weighting for each model.

3.1.1. Deposition Amount of '3’Cs

The cumulative deposition amounts of '3’Cs through March 2011, as estimated by aircraft observations and
simulated by the multimodel ensemble, are shown as gray shade in Figures 2a and 2b, respectively. The tem-
poral evolution of the calculated deposition is shown in Figures 2c-2f, and the cumulative wet deposition is
also shown. The red contour lines in Figures 2c-2f indicate cumulative deposition originating from the wet
deposition, and the solid, dashed, and dot-dashed red lines indicate 10%, 10°, and 10° Bq/m?, respectively.
The models did not reproduce the large amount of deposition >10° Bq/mz) over Nakadori (shown with a
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Figure 2. Cumulative deposition amount of 137¢ during March 2011 (a) estimated from aircraft observations (MEXT, 2011)
and (b) simulated by the multimodel ensemble. Also shown are the cumulative deposition amounts of 1375 from 09:00 JST
on 11 March to (c) 07:00 JST on 15 March, (d) 21:00 JST on 15 March, (e) 21:00 JST on 16 March, and (f) 12:00 JST on 21
March. Values <10% Bq/m2 were ignored for ease of visualization. Red contour lines in (c)-(f) indicate cumulative deposition
originating from the wet deposition, and the solid, dashed, and dot-dashed red lines indicate 104, 105, and 10° Bq/mz,
respectively. The dashed and dot-dashed rectangle and circles in (a) and (b) identify areas described in section 3.1.1. The
mapping was created using GrADS 2.1.1a (Institute for Global Environment and Society (IGES), 1989).

dotted-dashed circle in Figures 2a and 2b). In addition, the models overestimated the deposition over the
south of the FDNPP (shown with a dotted-dashed square in Figures 2a and 2b).

In contrast to the poor performance of the models over the Nakadori and the south of the FDNPP, the model
ensembile successfully reproduced the large deposition amount (>10° Bq/m?) to the northwest of the FDNPP.
The model ensemble also reproduced the deposition in the northern parts of Gunma and Tochigi Prefecture
(shown as a dashed rectangle in Figures 2a and 2b) and in lbaraki Prefecture (shown as a dashed circle in
Figures 2a and 2b), the value of which is in the order of 10% Bq/m?. The large deposition amount over the
northwest of the FDNPP occurred until 16 March (Figure 2e). The red contour lines in Figure 2e are mostly
overlapping edges of grayscale shade. This indicates that the large deposition amount over this area mainly
originated from wet deposition. Most of the deposition in Gunma and Tochigi Prefecture (shown as a dashed
rectangle in Figures 2a and 2b) was also reproduced to have occurred until 16 March, and most of the edges
of grayscale shade in this area until 16 March (Figure 2e) overlap the red contour lines. These results indicate
that the deposition of '3’Cs over these areas originated from the wet deposition caused by a precipitation
event that occurred from the TMA to Tohoku area in the period from late hours on 15 to 16 March (the dis-
tributions of the precipitation areas are shown in Figure 6 of Nakajima et al., 2017). These results are consis-
tent with the suggestions of Terada et al. (2012), who investigated the timing of the deposition event using
their model, and those of Mathieu et al. (2018), who proposed that the timing of the deposition was
supported by the observations and model simulations.

The scores regarding the cumulative deposition of '3”Cs are summarized in Table 4. The CC, FMS, FB, and KSP
values of the model ensemble mean are 0.69, 80.7, —0.074, and 3.41, respectively. In terms of the CC,
WRF-Chem-T and WRF-Chem-J produced high scores. With respect to the FMS, GEARN, WRF-Chem-J, and
AIST-MM had good performances (FMS > 70). The value of the FB of AIST-MM was smaller than that of the
other models. The total evaluation by RANK indicates that WRF-Chem-J had the best performance, followed
by IdX, AIST-MM, HIRAT-LPRM, GEARN, and WRF-Chem-T, which also showed good performance. RANK values
ranged from 0.73 to 2.98, with most models exceeding 2. The averaged RANK values for Lagrangian and
Eulerian dispersion models were 2.73 and 2.41, respectively.
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Table 4 137 B ) The total deposition amount accumulated over the entire land area
Scores of ™" Cs Deposition Amounts Accumulated During March 2011 (Table 5), and the horizontal distribution of the deposition (Figure
Model (L/E) CcC FMS FB KSP RANK S4) elucidated the reason for the differences in the scores of each
AIST-MM (E) 0473 710 0.068 118 278 model. In the results of the models that did not show good perfor-
PELLO (L) 0.563 517 0.099 25.6 251 mance, defined as models with RANK smaller than 2 (i.e., the
HIRAT-LPRM (L) 0.609 67.8 0.267 8.48 2.83 NHM-Chem and SCALE), the area with a total deposition amount
dX (E) 0.589 63.3 0.122 17.2 275 exceeding 10 Bg/m? was significantly smaller than that of the
\i/ZAFF—{yh(elz_:n— 2 ® gggi ;g; 8;;1 1:)? Egg observations over land. SCALE could not reproduce the horizontal
NHM-Chem (E) 0.502 388 0657 414 1.90 distribution of the cumulative deposition and considerably
WRF-CMAQ (E) 0.525 543 0452 216 238 underestimated the deposition amount over land (Table 5).
SCALE (E) 0422 8.1 —1.80 62.5 0.73 NHM-Chem reproduced the horizontal distribution but underesti-
Polyphemus (E) 0.636 529 —0.133 218 2.65 mated its amount. The small deposition amounts in these models
KIVIEFA"\CAh(TE;n'Ta ® gg:g g;g _g:‘ﬁ; ;?; §§3 resulted in their low scores (Table 4). To further evaluate the
Ensemble mean 0.690 80.7 —0074 341 301 differences among the models, detailed analyses for each plume

Note. CC = correlation coefficient, FB = fractional bias, FMS = figure of merit in
space, KSP = Kolmogorov-Smirnov parameter.

#WRF-Chem-J and WRF-Chem-T indicates the WRF-Chem by JAMSTEC and
WRF-Chem by Tsinghua University, respectively

summarized in Table 3 were required. This is addressed in sections
3.1.2 and 3.2

We should also note that even though the fraction of dry deposition

Table 5

Cumulative *7Cs Deposition Amount Over Land During March 2011 and Ratio
of Dry Deposition to Total Deposition Over Land

in relation to the total deposition has considerable variability among

the models (Table 5), most of the models showed good performance
(RANK > 2) for the cumulative deposition. Dry deposition was dominant in the PELLO, Polyphemus, and
SCALE models, whereas wet deposition was dominant in the other models. Variability in this fraction has
been reported by a previous intercomparison study (Science Council of Japan, 2014), but that study was
unable to conclude whether the variability originated from uncertainties in the deposition process itself.
This is because the external data and grid resolution differed among the models in the previous study. In con-
trast, the same external data and grid resolution were used in the current study, and therefore, our results
showed that the variability in the fraction originated from the differences in the deposition processes of
the various models.
3.1.2. Atmospheric Concentration of '3’Cs
The composite of the temporal evolutions of the atmospheric '3’Cs concentration around noticeable peaks
of the SPM observations and the model simulations were compared (Figure 3). To calculate the composite of
the SPM observation, peaks of the atmospheric '3’Cs concentration were determined as the time when '*’Cs
exceeded 100 Bg/m? and temporal variation of '3’Cs was converted from increase to decrease. The peaks
were determined at all SPM sites in the calculation domain during March 2011. Then, '*’Cs concentration
during 10 hr before and after the peak time was normalized by the peak
137Cs concentration. The composite was calculated by averaging the
normalized "3’Cs concentration for all peaks in March 2011 over all the
SPM sites (red line in Figure 3). Peaks separated by more than 1 hr were
regarded as independent peaks. The simulation results were normalized

Total Area (km?) where total Dry by the observed peak concentrations and averaged over the peaks for
deposition depositign excezeding deposition the same time windows defined by the observed peaks. The statistics of
Model (L/E) (PBq) 10" Bg/m fraction (%)  the composite trend simulated by all the models are also shown in
AIST-MM (E) 3.58 4.26 X 10;1 17 Figure 3.
IFjllEIIQ_/I;? EII;)RM L gg; 52; i 184 173; The models reproduced the timing of the peak with a time lag as small as
IdX () 3.08 257 x 10* 244 1-2 hr averaged over all SPM sites (Figure 3a). The time lag of the peak was
GEARN (L) 403 409 x 10% 234 large (2-5 hr) in the TMA (Figure 3b), whereas the time lag was as small as
WRF-Chem-J (E) 3.76 3.57 X 10j1 6.7 ~1 hrin the Tohoku area (Figure 3c). The variation in the time lag was con-
NHM-Chem (E) 145 L 185 sidered to have mainly originated from differences in the distances
WRF-CMAQ (E) 1.79 211 x10 36 . . . 137 )
SCALE (E) B ) e TG e k?etween the obs.ervatlon sites and FDNPP. Atmospheric C's c.oncentra
Polyphemus (E) 248 265 x 10* 61.9 tions observed in the TMA were affected by the uncertainties of the
WRE-Chem-T (E) 2.04 3.84 x 10% 6.6 meteorological field and those that originated from physical processes in
NICAM (E) 3.17 2.57 X 10j1 9.0 the atmosphere for a longer time than were those in the Tohoku area.
gg’:f""at'o" (MEXT, 265 3.28x10 - Thus, the models were able to better reproduce the *’Cs observed at sites
) nearer to the emission source, that is, in the Tohoku area.
SATO ET AL. 9
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Figure 3. Temporal evolution of atmospheric 137¢s normalized by the observed value averaged during the entire calcula-
tion time and averaged over (a) the suspended particulate matter (SPM) sites in the calculation domain, (b) the SPM sites in
Tokyo metropolitan area, and (c) those in the Tohoku area. Time (t) = 0 is corresponding to the time when the high con-
centration event of '>/Cs (>100 Bq/m3) was observed. Red, blue, and black lines show the observed values, model
ensemble means, and medians of the models, respectively. Thick and thin gray bars indicate the ranges of the 25th per-
centile to 75th percentile and from minimum to maximum, respectively.

The scores of the models for atmospheric '*’Cs concentrations are shown in Table 6. In terms of CAPTURE, the
models captured 5-50% of the 137Cs events in the atmosphere, and WRF-Chem-T, HIRAT-LPRM, PELLO,
GEARN, and WRF-CMAQ had better scores (CAPTURE > 20). The ensemble means of the models captured
40% of the events. WRF-CMAQ, WRF-Chem-T, HIRAT-LPRM, and GEARN had good threat scores (>20) and
that of the model ensemble mean was 24. In terms of the unified score (RANK2), WRF-CMAQ and WRF-
Chem-T showed good performance (RANK2 > 1), and RANK2 of the ensemble mean was 1.01. The averages
of RANK2 and threat score for Lagrangian and Eulerian dispersion models were 0.86 and 18.73, and 0.79 and
17.04, respectively.

The lower score of the atmospheric '*’Cs by ensemble means (CAPTURE = 40%) than total deposition
(FMS = 80) would be due to the difference in timing between observed and modeled atmospheric '*”Cs.
The scores for deposition (e.g., FMS) are only dependent upon the spatial distribution. In contrast, the scores
for atmospheric '*’Cs are dependent on differences in timing. Based on this point, evaluation of the atmo-
spheric '37Cs was stricter than that of the deposition.

3.2. Evaluation of each Plume

The scores in terms of the atmospheric concentration of '*’Cs for each plume are shown in Table 7, and the
scores of each model for each plume are summarized in Tables S1 and S2. Plumes 2 and 8 were reproduced
well by the models (RANK2 > 1.5), but Plumes 7 and 9 were not cap-
tured (threat score < 10 and RANK2 < 0.8). This trend in scores was

Table 6

common to all models (Tables S1 and S2). The poor performances of
Scores of Atmospheric 137¢s Concentration Averaged During March 2011 ( ) P P

the models for Plumes 7 and 9 were attributed to the external data.
Model (L/E) C T 0 FA2 FAS RANK2 For these plumes, the wind field was not reproduced well, as dis-
AIST-MM (E) 14.6 11.0 69.4 84 225 0.54 cussed in supporting information S2.2 and S2.3. These results indicate
PELLO (L) 36.1 10.6 86.9 21.0 444 0.70 that the performance was not good, regardless of the inherent poten-
HIRAT-LPRM (L) 38.2 233 62.6 17.6 41.0 0.93 tial of the model, if the key meteorological phenomena were not
IdX (€ 172 139 >8.0 116 288 071 reproduced well in the external input data. In contrast, the meteoro-
GEARN (L) 204 223 638 215 47.0 0.94 P! P : rast, the m
WRF-Chem-J (E) 6.4 194 533 13.7 315 0.85 logical fields properly represented the meteorological conditions for
NHM-Chem (E) 133 17.2 69.2 18.0 36.3 0.77 Plumes 2 and 8, which were reproduced well by the models. These
WRF-CMAQ (E) 257 26.9 423 204 395 1.11 results suggest that the quality of the external data is crucial for
SCALE (E) 7.7 96 467 6.4 124 0.70 reproducing plumes.
Polyphemus (E) 252 14.6 715 133 30.5 0.65
WRF-Chem-T (E) 49.1 26.2 64.0 25.7 50.0 1.11 The meteorological fields were also properly reproduced for Plume 4
NICAM (E) 184 145 58.8 7.68 213 0.67 in most of the models (except for two models) and, therefore, was
Ensemble Mean 403 238 63.1 252 51.3 1.01

well reproduced in ensemble mean (Table 7). However, half of the

Note. C = CAPTURE, T = threat score, O = OVERESTIMATE, FA2 = factor of 2, models showed poor performance (both threat score and CAPTURE

FA5 = factor of 5.

are 0 as shown in Table S1). The poor performance of most of these
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Table 7 e ' ' models are originated from the physical process as discussed in
Scores of Atmospheric "~ Cs Concentration for Each Plume by Multimodel Ensemble section 3.2.2, and therefore, it is worthwhile to discuss the

C T o FA2 FA5 RANK2 performance and internal components of the model for Plume 4.
Plume 2 63.4 44.8 39.6 37.6 723 1.61 The RANK2 of the Plume 3 was higher than that for Plumes 7 and 9,
Plume 3 48.6 19.1 76.1 343 514 1.07 but the wind direction was changed during the period of Plume 3
T 417 303 474 300 600 1.24 (as discussed in supporting information S2.1). Some models could
Plume 7 5.0 49 333 6.3 20.0 0.78
Plume 8 48.1 44.0 162 248 65.1 157 not reproduce the change of the wind direction correctly. In addition,
Plume 9 7.14 23 96.7 36 143 0.14 the uncertainties in the source term of '3’Cs would be another source

Note. C = CAPTURE, T = threat score, O = OVERESTIMATE, FA2 = factor of 2,

FA5 = factor of 5.

Figure 4. Geographical distribution of

of error for Plume 3. Based on these results, the uncertainties of exter-
nal data (meteorological field and emission inventory) had large
impact on the performance of the models for Plume 3.

In the following subsections, we discuss the differences in the internal components of the models through
analyses of Plumes 2, 4, and 8. For the evaluation of the models for the atmospheric '*’Cs concentration,
we mainly used threat score and CAPTURE values. We focused on these metrics because miss-detection,
which is defined as when "*’Cs is measured but not predicted by the model, should be reduced as much
as possible for the prediction of radionuclides from the accident of nuclear power plants. The threat score
and CAPTURE are suitable for the purpose.

3.2.1. Plume 2: Horizontal Diffusion Was Critical

Plume 2 was observed in the TMA on 15 March 2011. The '*’Cs contributing to Plume 2 was released at
around 00:00 JST on 15 March, and it was transported by the northeast wind toward the TMA (Figure 4a).
During this period, the northeast wind persisted, and there was no precipitation over the area between
the FDNPP and TMA. Under such simple meteorological conditions, irrespective of the model used, 137¢s
was simply transported in a southwestward direction until it reached the TMA. Thus, the performance of
all models for Plume 2 was relatively good compared with the other plumes (Tables 7 and S1).

The differences in the scores of the models originated from the internal components of each model, that is,
the physical and diffusion processes. For Plume 2, the wet deposition process made no contribution to the
atmospheric '*’Cs because there was no precipitation. Thus, the diffusion and dry deposition processes were
the main factors that determined the model’s score. To understand the reason for the differences between
the models, it is useful to consider the horizontal distribution of '>”Cs calculated by each model. '*’Cs simu-
lated by the models with good scores in terms of CAPTURE and threat score values were distributed widely
across the TMA (Figure 4b). In these models, the high-concentration events measured at the SPM sites in the
TMA were easily captured. However, the width of the plume may have been overestimated, as shown in
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Cs (shaded area) at 09:00 JST on 15 March 2011 by (a) the model ensemble mean and simulated by (b) HIRAT-LPRM and (c)

NHM-Chem, and 137¢s measured by the suspended particulate matter network (circle). Black arrows indicate the wind field at a 10-m height simulated by the
OD model or given by the NHM-LETKF data with interpolation for the ND model. Black arrows in (a) represents the multimodel ensemble of the wind field simulated
by the OD models and interpolated from the NHM-LETKF for ND models. Dotted area shows areas where precipitation exceeded 0.1 mm/hr. Thick white arrow

in (a) indicates the movement of 137Csin Plume 2. The '37Cs concentrations of <1 Bq/m3 were ignored for ease of visualization. Definitions of the OD and ND models
are described in section 2.1. The mapping was created using GrADS 2.1.1a (Institute for Global Environment and Society (IGES), 1989).
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Figure 5. Relationship between the score and (a) an area of high atmospheric 137¢s concentration (>10 Bq/m3) and (b) the
mean dry deposition flux during Plume 2 over the path where the atmospheric 137¢s concentration exceeded 10 Bq/m3.
Closed squares, open circles, and closed circles show the threat score, CAPTURE, and OVERESTIMATE, respectively. Rcap
(Rthre) sShows the correlation coefficient between (a) the number of the grid and (b) the dry deposition flux and CAPTURE
(threat score).

Figure 4b, compared with the measured area with a high atmospheric '3’Cs concentration (>10 Bg/m>; i.e.,
the models had poor scores in terms of OVERESTIMATE). In contrast, the 137Cs simulated by the models with
low scores was distributed within a narrower area (Figure 4c). The narrower horizontal distribution of the
137Cs plume reproduced the width of the area with a high measured '*’Cs concentration and resulted in
good performance in terms of OVERESTIMATE. However, the center of the plume was simulated slightly to
the northwest of the high-concentration area measured. This displacement of the simulated plume resulted
in lower scores in terms of CAPTURE and threat score values for the models.

The clear correlation between the score and the area with a high '*’Cs concentration supports this sugges-
tion (Figure 5a). In contrast, dry deposition had a weak correlation with the scores (Figure 5b). Additionally,
the meteorological field in each model had small differences in simple meteorological conditions for
Plume 2. In this case, the size of the area with a high '3’Cs concentration would be mainly determined by
the strength of horizontal and vertical diffusion, which is expressed by the eddy diffusion coefficient, the
numerical diffusion added for numerical stability, and the diffusion that originated from the spatiotemporal
variability of the wind field. We suggest from these results that the geographical distribution of *’Cs simu-
lated by each model for Plume 2, which traveled under simple meteorological conditions, was critically
affected by the strength of horizontal and vertical diffusion. The models with strong diffusion resulted in a
wide plume, and the CAPTURE and threat score (OVERESTIMATE) for the models were high (low) and low
(high) with weak diffusion.

3.2.2. Plume 4: Wet Deposition Was Critical

Plume 4 was observed in Chiba Prefecture from 06:00 to 12:00 JST on 16 March 2011. The *’Cs contributing
to the plume was released late in the night of 15 March to early the next morning. During this period, preci-
pitation was simulated in the region from the FDNPP to TMA (Figure 6a), and wet deposition occurred in the
models. The plume emitted during this period was transported southward by a north-northeasterly wind
across Chiba Prefecture (Figure 6a).

Due to the inaccuracy of the wind field simulated by WRF-Chem-T and NICAM, their simulated plumes were
located over the ocean east of Chiba Prefecture (i.e., more east than the plumes simulated by the models with
good performance). In SCALE, heavy precipitation occurred around the FDNPP during this period. Most of the
atmospheric '*’Cs emitted from the FDNPP was removed by wet deposition to reduce the concentration
below the threshold (10 Bg/m®) for the analyses, and the plume did not arrive at Chiba Prefecture in
SCALE. The plume simulated by Polyphemus also did not arrive at this prefecture, which was probably caused
by the strong vertical diffusion. The scores for Plume 4 obtained by these four models were low (Table S2).
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Figure 6. Same as Figure 4 but at 08:00 JST on 16 March 2011 by (a) the model ensemble mean and simulated by (b) GEARN and (c) WRF-CMAQ.

Except for the abovementioned four models, the results of the models with a small wet deposition flux
showed that "3’Cs was transported by the northerly wind and reached Chiba Prefecture (Figure 6b). In con-
trast, the models with a large wet deposition flux calculated a significant reduction in the atmospheric '*’Cs
concentration, and the plume did not reach Chiba Prefecture (Figure 6c). The scatterplot of the score and
mean wet deposition flux shows a negative correlation (Figure 7a), whereas the correlation between the
dry deposition flux and the score is weak (Figure 7b). Atmospheric '*’Cs in Plume 4 was favorably simulated
by models with a relatively small wet deposition flux. These results suggest that the performance of the mod-
els for Plume 4 was determined by the wet deposition process.

We should note that the wet deposition flux was not only dependent upon the wet deposition itself but also
precipitation (e.g., the intensity, duration, and vertical structure of the precipitation). Thus, the results do not
directly lead to the conclusion that models with small wet deposition flux always have good performance.
3.2.3. Plume 8: Deposition Was Critical

Plume 8 was observed in the Nakadori area from 18:00 JST on 20 March to 06:00 JST on 21 March 2011. The
137Cs contributing to the plume was released on the afternoon of 20 March. It was transported in a
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Figure 7. Relationship between the scores and the (a) mean wet deposition flux and (b) mean dry deposition flux averaged
during Plume 4 over the path where the atmospheric ~’Cs concentration exceeded 10 Bq/m3. The closed and open
symbols show threat score and CAPTURE, respectively. Results of SCALE, WRF-Chem-T, Polyphemus, and NICAM are not
shown. Reap (Rinre) in (a) and (b) respectively shows the correlation coefficient between (a) the wet deposition flux and (b)
the dry deposition flux and CAPTURE (threat score).
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Figure 8. Same as Figure 4 but at 22:00 JST 20 March 2011 by (a) the model ensemble mean and simulated by (b) WRF-CMAQ and (c) SCALE.

northwestward direction under the influence of a southeasterly wind, and the lower part of the plume was
then transported southward over the Nakadori area after 21:00 JST on 20 March (Figure 8a).

In the results of the models with good performance, high *’Cs concentrations were distributed across the
Nakadori area by a north-northeasterly wind (white dashed circle in Figure 8b). Conversely, the '3’Cs simu-
lated by the models with poor performance was not transported southward toward the Nakadori area by
the abovementioned wind (Figure 8c). These trends were commonly seen in the results with poor perfor-
mance. These results suggest that atmospheric '>’Cs was excessively removed by the deposition process
in the models with poor performance. A scatterplot of the mean total (dry + wet) deposition flux and the

100 T
Wet deposition dominant models (threat) i}
Dry deposition dominant models (threat) @
O Wet deposition dominant models (CAPTURE)[]
Dry deposition dominant models (CAPTURE) O
&0 Fit (threat)
Fit (CAPTURE) -------
=0 0]
2 Ll O Hm
40 b =
20
R,.=-0.56
R, =-0.56
0
10 10° 10

Mean deposition flux (Dry+Wet) [Bq m>h']

Figure 9. Relationship between the scores and total deposition (dry + wet)
flux averaged during Plume 8 over the path where atmospheric 137¢s
exceeded 10 Bq/m3. Squares and circles show the results of models in which
wet and dry deposition were respectively dominant. Closed and open sym-
bols show the threat score and CAPTURE, respectively. Rcap (Rihre) shows the
correlation coefficient between the wet deposition flux and the dry deposi-
tion flux and CAPTURE (threat score).

scores support this suggestion (Figure 9). The scores were negatively cor-
related with the mean total deposition flux, which indicated that the per-
formance of the models for Plume 8 was determined by the deposition
process. The horizontal distribution of atmospheric '3”Cs was more realis-
tically reproduced by the models with a small deposition flux.

The fraction of wet deposition to the total (dry + wet) deposition varied
considerably among the models. Wet deposition was dominant in some
models (AIST-MM, HIRAT-LPRM, WRF-Chem-J, WRF-CMAQ, WRF-Chem-T,
and NICAM, shown as “wet deposition dominant models” in Figure 9),
whereas dry deposition was dominant in the other models (PELLO, IdX,
GEARN, NHM-Chem, and SCALE, shown as “dry deposition dominant mod-
els” in Figure 9) during the Plume 8 period.

3.3. Summary of the Atmospheric '>’Cs Score

On the basis of the results above, we concluded that the wind field was
most critical for properly reproducing atmospheric 137Cs. The results
further showed that the deposition process was one of the main reasons
for the variability in the results of the models. We found that a large
deposition flux tended to result in poor scores, and the ratio of the contri-
bution of wet deposition to the total (dry + wet) deposition differed
noticeably among the models. Improvements in the modeling of the
deposition processes would considerably reduce the uncertainties in the
atmospheric dispersion simulation. In addition, the strength of the hori-
zontal diffusion was also found to be critical to the results of the models
under simple meteorological conditions where the deposition was less
important. These conclusions are considered to be robust and pertinent
because all models used the same external data, and the uncertainties
originating from these data were relatively small compared with those in
previous studies.
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Table 8
Scores of Each Ensemble Mean

3.4. Weighting for Ensemble Mean Calculation

Ensemble mean CcC FMS

As reported by a previous model intercomparison study (Kitayama et al.,

F8 KSP_RANK € T 2018), the model ensemble mean is useful for producing results that

Equal weight 0.690 80.7
Weighted by RANK  0.702 84.1
X (threat score)

—0.074 341 321 403 238 properly reproduce the deposition and atmospheric concentration of
—0034 349 330 461 272  3cs However, a simple ensemble average with equal weights may
include erroneous information from all models regardless of their per-

Note. C and T represent CAPTURE and threat score, respectively; formance; thus, the performance of a multimodel ensemble could be

CC = correlation coefficient, FB = fractional bias, FMS = figure of merit in
space, KSP = Kolmogorov-Smirnov parameter.

poorer than that of individual well-performing models (Tables 4 and 6).
An ensemble average reflecting the performance of each model enables
the improvement of the performance of the multimodel ensemble
(Draxler et al, 2015; Solazzo & Galmarini, 2015). In this study, we introduced a score defined as the
product of the threat score and RANK. The multimodel ensemble was created by using the weight calcu-
lated from the score. Henceforth, we refer to the ensemble created in this way as the weighted
multimodel ensemble.

The performance of the weighted multimodel ensemble is summarized in Table 8. The scores of the weighted
multimodel ensemble are better than that of the simple (nonweighted) multimodel ensemble. CAPTURE,
FMS, and RANK of the multimodel ensemble were about 46, 84, and 3.3, respectively.

4, Conclusions and Future Studies

This study conducted a model intercomparison of atmospheric dispersion models targeting '*’Cs released
from the FDNPP in March 2011. For the intercomparison, all participating models used the same emission
inventory of Katata et al. (2015) and the same meteorological data with a fine spatiotemporal resolution,
which were produced by the Japanese operational weather forecast model coupled with an assimilation sys-
tem (S15 and S17). These setups enabled us to focus on the internal elements of the models (i.e., physical pro-
cesses and strength of diffusion) that may contribute to the model-to-model variability in performance.
Overall, 12 models from 11 groups participated in the intercomparison, including Lagrangian and Eulerian
dispersion models.

The results of the intercomparison indicated that the multimodel ensemble captured about 40% of the
high-concentration event of '3’Cs measured by the SPM network during the study period. Through analyses
of the intercomparison results, we revealed that the meteorological fields (i.e., wind direction and velocity)
were the most critical factors for reproducing of the atmospheric '*’Cs events measured by the SPM network.
The model performance was not good for any model when the meteorological fields did not reproduce the
measured meteorological conditions. In such cases, the multimodel ensemble captured less than 10% of the
high-concentration '¥’Cs event (e.g., Plumes 7 and 9). Our analyses further revealed that the magnitude of
the deposition flux was critical to the reproduction of atmospheric '3’Cs events when the uncertainties in
the meteorological fields and source term are insignificant. With the source term and meteorological data,
models with a small deposition flux tended to have good scores, and vice versa.

The diffusion strength has a large impact on the geographical distribution of plumes under simple meteor-
ological conditions (Plume 2), in which precipitation or changes in wind direction did not occur. However,
the reasonable strength of the diffusion was not determined in this study. To determine the reasonable
strength of the diffusion, it is necessary to clarify the width and the location of the plumes accurately from
the observation. The observations with fine spatiotemporal resolution along the pathway of the '*’Cs plumes
enable us to elucidate the width and the location of the plume. The measurement of '3’Cs over the north part
of Ibaraki Prefecture, where SPM measurement could not be used in this study, is also required for addressing
the uncertainties of the diffusion. Along with the horizontal diffusion, the vertical diffusion and the three-
dimensional structure of simulated '3’Cs should be investigated for improved understanding of the behavior
of ¥7Cs in the atmosphere.

In addition, we evaluated the model in detail for each plume based on the threat score, CAPTURE, and
OVERESTIMATE (section 3.2). The evaluation based on the magnitude of the difference between models
and observation enables us to elucidate the differences among the models in detail. Such analyses should
be conducted in the future.
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The deposition process was calculated by a variety of methods in each model in this study. For example,
some models calculated the wet deposition flux based on the size of the aerosol attached to 137Cs, but the
size of the aerosol was not considered in other models. Such variability in the methods used to calculate
the deposition would result in large intermodel spread. In addition to the deposition process itself, the uncer-
tainties of precipitation directly resulted in large intermodel spread. Further analyses exploring the uncertain-
ties of both precipitation and deposition processes are required for understanding the uncertainties of the
deposition process in detail.

The results of the intercomparison also showed that the multimodel ensemble weighted by the score
in terms of both atmospheric '*’Cs and deposition shows better performance than does each
model individually.

References

Adachi, K, Kajino, M., Zaizen, Y., & Igarashi, Y. (2013). Emission of spherical cesium-bearing particles from an early stage of the Fukushima
nuclear accident. Scientific Reports, 3(1), 2554. https://doi.org/10.1038/srep02554.

Arnold, D., Maurer, C., Wotawa, G., Draxler, R,, Saito, K., & Seibert, P. (2015). Influence of the meteorological input on the atmospheric
transport modelling with FLEXPART of radionuclides from the Fukushima Daiichi nuclear accident. Journal of Environmental Radioactivity,
139, 212-225. https://doi.org/10.1016/j.jenvrad.2014.02.013

Brandt, J., Christensen, J. H., & Frohn, L. M. (2002). Modelling transport and deposition of caesium and iodine from the Chernobyl accident
using the DREAM model. Atmospheric Chemistry and Physics, 2(5), 397-417. https://doi.org/10.5194/acp-2-397-2002

Chino, M., Nakayama, H., Nagai, H., Terada, H., Katata, G., & Yamazawa, H. (2011). Preliminary estimation of release amounts of Y and "cs
accidentally discharged from the Fukushima Daiichi Nuclear Power Plant into the atmosphere. Journal of Nuclear Science and Technology,
48(7), 1129-1134. https://doi.org/10.1080/18811248.2011.9711799

Draxler, R, Arnold, D., Chino, M., Galmarini, S., Hort, M., Jones, A, et al. (2015). World Meteorological Organization’s model simulations of the
radionuclide dispersion and deposition from the Fukushima Daiichi Nuclear Power Plant accident. Journal of Environmental Radioactivity,
139, 172-184. https://doi.org/10.1016/j.jenvrad.2013.09.014

Draxler, R., Arnold, D., Galmarini, S., Hort, M., Jones, A., Leadbetter, S., et al. (2013). The World Meteorological Organization’s evaluation of
meteorological analyses for the radionuclide dispersion and deposition from the Fukushima Daiichi Nuclear Power Plant accident. Journal
of Environmental Radioactivity, 139, 172-184. https://doi.org/10.1016/j jenvrad.2013.09.014

Frehlich, R,, & Sharman, R. (2008). The use of structure functions and spectra from numerical model output to determine effective model
resolution. Monthly Weather Review, 136(4), 1537-1553. https://doi.org/10.1175/2007MWR2250.1

Grell, G. A, Peckham, S. E., Schmitz, R,, McKeen, S. A, Frost, G., Skamarock, W. C., & Eder, B. (2005). Fully coupled “online” chemistry within the
WRF model. Atmospheric Environment, 39(37), 6957-6975. https://doi.org/10.1016/j.atmosenv.2005.04.027

Hirao, S., Yamazawa, H., & Nagae, T. (2013). Estimation of release rate of iodine-131 and cesium-137 from the Fukushima Daiichi Nuclear
Power Plant. Journal of Nuclear Science and Technology, 50(2), 139-147. https://doi.org/10.1080/00223131.2013.757454

Hu, X,, Li, D., Huang, H., Shen, S., & Bou-Zeid, E. (2014). Modeling and sensitivity analysis of transport and deposition of radionuclides from the
Fukushima Dai-ichi accident. Atmospheric Chemistry and Physics, 14(20), 11,065-11,092. https://doi.org/10.5194/acp-14-11065-2014

lgarashi, Y., Kajino, M., Zaizen, Y., Adachi, K., & Mikami, M. (2015). Atmospheric radioactivity over Tsukuba, Japan: A summary of three
years of observations after the FDNPP accident. Progress in Earth and Planetary Science, 2(1), 44. https://doi.org/10.1186/540645-015-
0066-1.

Institute for Global Environment and Society (IGES) (1989). Grid analysis and display system (GrADS), Retrieved from http://cola.gmu.edu/
grads/downloads.php (Accessed 15 Oct, 2018)

Japanese Ministry of Education, Culture, Sports, Science and Technology (MEXT) (2011). Results of the fourth airborne monitoring survey by
MEXT. http://radioactivity.nsr.go.jp/en/contents/4000/3179/24/1270_1216.pdf.

Kajino, M., Inomata, Y., Sato, K., Ueda, H., Han, Z., An, J., et al. (2012). Development of the RAQM2 aerosol chemical transport model and
predictions of the northeast Asian aerosol mass, size, chemistry, and mixing type. Atmospheric Chemistry and Physics, 12(24),
11833-11856. https://doi.org/10.5194/acp-12-11833-2012

Kajino, M., Ishizuka, M., Igarashi, Y., Kita, K., Yoshikawa, C., & Inatsu, M. (2016). Long-term assessment of airborne radiocesium after the
Fukushima nuclear accident: Re-suspension from bare soil and forest ecosystems. Atmospheric Chemistry and Physics, 16(20),
13149-13172. https://doi.org/10.5194/acp-16-13149-2016

Kaneyasu, N., Ohashi, H., Suzuki, F., Okuda, T., & Ikemori, F. (2012). Sulfate aerosol as a potential transport medium of radiocesium from the
Fukushima nuclear accident. Environmental Science & Technology, 46(11), 5720-5726. https://doi.org/10.1021/es204667h.

Katata, G., Chino, M., Kobayashi, T., Terada, H., Ota, M., Nagai, H., et al. (2015). Detailed source term estimation of the atmospheric release for
the Fukushima Daiichi Nuclear Power Station accident by coupling simulations of an atmospheric dispersion model with an improved
deposition scheme and oceanic dispersion model. Atmospheric Chemistry and Physics, 15(2), 1029-1070. https://doi.org/10.5194/acp-15-
1029-2015

Katata, G., Ota, M., Terada, H., Chino, M., & Nagai, H. (2012). Atmospheric discharge and dispersion of radionuclides during the Fukushima
Dai-ichi Nuclear Power Plant accident. Part I: Source term estimation and local-scale atmospheric dispersion in early phase of the accident.
Journal of Environmental Radioactivity, 109, 103-113. https://doi.org/10.1016/j.jenvrad.2012.02.006

Kitayama, K., Morino, Y., Takigawa, M., Nakajima, T., Hayami, H., Nagai, H., et al. (2018). Atmospheric modeling of e plumes from the
Fukushima Daiichi Nuclear Power Plant—Evaluation of the model intercomparison data of the Science Council of Japan. Journal of
Geophysical Research: Atmospheres, 123, 7754-7770. https://doi.org/10.1029/2017JD028230

Kondo, H., Saigusa, N., Murayama, S., Yamamoto, S., & Kannari, A. (2001). A numerical simulation of the daily variation of CO, in the central
part of Japan-summer case. Journal of the Meteorological Society of Japan, 79(1), 11-21. https://doi.org/10.2151/jmsj.79.11

Kristiansen, N. I, Stohl, A., Olivié, D. J. L., Croft, B., Sevde, O. A., Klein, H., et al. (2016). Evaluation of observed and modelled aerosol lifetimes
using radioactive tracers of opportunity and an ensemble of 19 global models. Atmospheric Chemistry and Physics, 16(5), 3525-3561.
https://doi.org/10.5194/acp-16-3525-2016

SATO ET AL.


https://doi.org/10.1038/srep02554.
https://doi.org/10.1016/j.jenvrad.2014.02.013
https://doi.org/10.5194/acp-2-397-2002
https://doi.org/10.1080/18811248.2011.9711799
https://doi.org/10.1016/j.jenvrad.2013.09.014
https://doi.org/10.1016/j.jenvrad.2013.09.014
https://doi.org/10.1175/2007MWR2250.1
https://doi.org/10.1016/j.atmosenv.2005.04.027
https://doi.org/10.1080/00223131.2013.757454
https://doi.org/10.5194/acp-14-11065-2014
https://doi.org/10.1186/s40645-015-0066-1.
https://doi.org/10.1186/s40645-015-0066-1.
http://cola.gmu.edu/grads/downloads.php
http://cola.gmu.edu/grads/downloads.php
http://radioactivity.nsr.go.jp/en/contents/4000/3179/24/1270_1216.pdf
https://doi.org/10.5194/acp-12-11833-2012
https://doi.org/10.5194/acp-16-13149-2016
https://doi.org/10.1021/es204667h.
https://doi.org/10.5194/acp-15-1029-2015
https://doi.org/10.5194/acp-15-1029-2015
https://doi.org/10.1016/j.jenvrad.2012.02.006
https://doi.org/10.1029/2017JD028230
https://doi.org/10.2151/jmsj.79.11
https://doi.org/10.5194/acp-16-3525-2016
https://ebcrpa.jamstec.go.jp/sato_etal_jgr2018_data
https://ebcrpa.jamstec.go.jp/sato_etal_jgr2018_data
http://www.radiochem.org/en/j-online152.html
http://www.radiochem.org/en/j-online152.html
http://www.radiochem.org/en/j-online152.html
https://emdb.jaea.go.jp/emdb/en/portals/b1010301/
https://emdb.jaea.go.jp/emdb/en/portals/b1010301/

~1
AGU

100

ADVANCING EARTH
'AND SPACE SCiENCE

Journal of Geophysical Research: Atmospheres 10.1029/2018JD029144

Leadbetter, S. J,, Hort, M. C,, Jones, A. R, Webster, H. N., & Draxler, R. R. (2015). Sensitivity of the modelled deposition of caesium-137 from the
Fukushima Dai-ichi Nuclear Power Plant to the wet deposition parameterisation in NAME. Journal of Environmental Radioactivity, 139,
200-211. https://doi.org/10.1016/j,jenvrad.2014.03.018

Mathieu, A., Kajino, M., Korsakissok, I, Périllat, R., Quélo, D., Quérel, A, et al. (2018). Fukushima Daiichi-derived radionuclides in the atmo-
sphere, transport and deposition in Japan: A review. Applied Geochemistry, 91(June 2017), 122-139. https://doi.org/10.1016/j.
apgeochem.2018.01.002

Mathieu, A., Korsakissok, I, Quelo, D., Groell, J., Tombette, M., Didier, D., et al. (2012). Atmospheric dispersion and deposition of radionuclides
from the Fukushima Daiichi Nuclear Power Plant accident. Elements, 8(3), 195-200. https://doi.org/10.2113/gselements.8.3.195

Mélders, N., & Kramm, G. (2014). Lectures in meteorology. Cham: Springer Atmospheric Sciences, Springer International Publishing.

Morino, Y., Ohara, T., & Nishizawa, M. (2011). Atmospheric behavior, deposition, and budget of radioactive materials from the Fukushima
Daiichi Nuclear Power Plant in March 2011. Geophysical Research Letters, 38, LOOG11. https://doi.org/10.1029/2011GL048689.

Morino, Y., Ohara, T., Watanabe, M., Hayashi, S., & Nishizawa, M. (2013). Episode analysis of deposition of radiocesium from the Fukushima
Daiichi Nuclear Power Plant accident. Environmental Science & Technology, 47(5), 2314-2322. https://doi.org/10.1021/es304620x

Nakajima, T., Misawa, S., Morino, Y., Tsuruta, H., Goto, D., Uchida, J., et al. (2017). Model depiction of the atmospheric flows of radioactive
cesium emitted from the Fukushima Daiichi Nuclear Power Station accident. Progress in Earth and Planetary Science, 4(1), 2. https://doi.
org/10.1186/540645-017-0117-x.

Nishizawa, S., Yashiro, H., Sato, Y., Miyamoto, Y., & Tomita, H. (2015). Influence of grid aspect ratio on planetary boundary layer turbulence in
large-eddy simulations. Geoscientific Model Development, 8(10), 3393-3419. https://doi.org/10.5194/gmd-8-3393-2015

Oura, Y., Ebihara, M., Tsuruta, H., Nakajima, T., Ohara, T., Ishimoto, M., et al. (2015). A database of hourly atmospheric concentrations of
radiocesium (134Cs and '37Cs) in suspended particulate matter collected in March 2011 at 99 air pollution monitoring stations in eastern
Japan. Journal of Nuclear and Radiochemical Sciences, 15(2), 2_1-2_12. https://doi.org/10.14494/jnrs.15.2_1

Quérel, A, Roustan, Y., Quélo, D., & Benoit, J. P. (2015). Hints to discriminate the choice of wet deposition models applied to an accidental
radioactive release. International Journal of Environment and Pollution, 58(4), 268. https://doi.org/10.1504/1JEP.2015.077457

Saito, K, Fujita, T., Yamada, Y., Ishida, J.-l, Kumagai, Y., Aramani, K., et al. (2006). The operational JMA nonhydrostatic mesoscale model.
Monthly Weather Review, 134(4), 1266-1298. https://doi.org/10.1175/MWR3120.1

Saito, K., Shimbori, T., & Draxler, R. (2015). JMA's regional atmospheric transport model calculations for the WMO technical task team on
meteorological analyses for Fukushima Daiichi Nuclear Power Plant accident. Journal of Environmental Radioactivity, 139, 185-199. https://
doi.org/10.1016/j.jenvrad.2014.02.007

Sato, Y., Nishizawa, S., Yashiro, H., Miyamoto, Y., Kajikawa, Y., & Tomita, H. (2015). Impacts of cloud microphysics on trade wind cumulus:
Which cloud microphysics processes contribute to the diversity in a large eddy simulation? Progress in Earth and Planetary Science, 2(1), 23.
https://doi.org/10.1186/540645-015-0053-6

Satoh, M., Tomita, H., Yashiro, H., Miura, H., Kodama, C,, Seiki, T., et al. (2014). The non-hydrostatic icosahedral atmospheric model: Description
and development. Progress in Earth and Planetary Science, 1(1), 18. https://doi.org/10.1186/540645-014-0018-1

Saunier, O., Mathieu, A., Didier, D., Tombette, M., Quélo, D., Winiarek, V., & Bocquet, M. (2013). An inverse modeling method to assess the
source term of the Fukushima Nuclear Power Plant accident using gamma dose rate observations. Atmospheric Chemistry and Physics,
13(22), 11403-11421. https://doi.org/10.5194/acp-13-11403-2013

Science Council of Japan (2014). A review of the model comparison of transportation and deposition of radioactive materials released to the
environment as a result of the Tokyo Electric Power Company’s Fukushima Daiichi Nuclear Power Plant accident, Tokyo, Japan.

Sekiyama, T. T., Kajino, M., & Kunii, M. (2017). The impact of surface wind data assimilation on the predictability of near-surface plume
advection in the case of the Fukushima nuclear accident. Journal of the Meteorological Society of Japan Series II, 95(6), 447-454. https://doi.
org/10.2151/jmsj.2017-025

Sekiyama, T. T., Kunii, M., Kajino, M., & Shimbori, T. (2015). Horizontal resolution dependence of atmospheric simulations of the Fukushima
nuclear accident using 15-km, 3-km, and 500-m grid models. Journal of the Meteorological Society of Japan Series Il, 93(1), 49-64. https://
doi.org/10.2151/jms}.2015-002

Skamarock, W. C. (2004). Evaluating mesoscale NWP models using kinetic energy spectra. Monthly Weather Review, 132(12), 3019-3032.
https://doi.org/10.1175/MWR2830.1

Solazzo, E., & Galmarini, S. (2015). The Fukushima-">’Cs deposition case study: Properties of the multi-model ensemble. Journal of
Environmental Radioactivity, 139, 226-233. https://doi.org/10.1016/j.jenvrad.2014.02.017

Stohl, A, Seibert, P., Wotawa, G., Arnold, D., Burkhart, J. F., Eckhardt, S., et al. (2012). Xenon-133 and caesium-137 releases into the atmosphere
from the Fukushima Dai-ichi nuclear power plant: Determination of the source term, atmospheric dispersion, and deposition. Atmospheric
Chemistry and Physics, 12(5), 2313-2343. https://doi.org/10.5194/acp-12-2313-2012

Takemura, T., Nakamura, H., Takigawa, M., Kondo, H., Satomura, T., Miyasaka, T., & Nakajima, T. (2011). A numerical simulation of global
transport of atmospheric particles emitted from the Fukushima Daiichi Nuclear Power Plant. SOLA, 7, 101-104. https://doi.org/10.2151/
s0la.2011-026

Terada, H., Katata, G., Chino, M., & Nagai, H. (2012). Atmospheric discharge and dispersion of radionuclides during the Fukushima Dai-ichi
Nuclear Power Plant accident. Part II: Verification of the source term and analysis of regional-scale atmospheric dispersion. Journal of
Environmental Radioactivity, 112, 141-154. https://doi.org/10.1016/j.jenvrad.2012.05.023

Terada, H., Nagai, H., & Yamazawa, H. (2013). Validation of a Lagrangian atmospheric dispersion model against middle-range scale mea-
surements of **Kr concentration in Japan. Journal of Nuclear Science and Technology, 50(12), 1198-1212. https://doi.org/10.1080/
00223131.2013.840545

Terasaka, Y., Yamazawa, H., Hirouchi, J., Hirao, S., Sugiura, H., Moriizumi, J., & Kuwahara, Y. (2016). Air concentration estimation of radionu-
clides discharged from Fukushima Daiichi Nuclear Power Station using Nal (Tl) detector pulse height distribution measured in Ibaraki
Prefecture. Journal of Nuclear Science and Technology, 53(12), 1919-1932. https://doi.org/10.1080/00223131.2016.1193453

Torii, T,, Sanda, Y., Sugita, T., Kondo, A, Shikaze, Y., Takahashi, M., et al. (2012). Investigation of radionuclide distribution using aircraft for
surrounding environmental survey from Fukushima Dai-ichi Nuclear Power Plant (in Japanese), JAEA-Technology, 2012-036, Japan
Atomic Energy Agency, Ibaraki, Japan, https://jopss.jaea.go.jp/pdfdata/JAEA-Technology-2012-036.pdf

Tsuruta, H., Oura, Y., Ebihara, M., Moriguchi, Y., Ohara, T., & Nakajima, T. (2017). Spatio-temporal distribution of atmospheric radiocesium in
eastern Japan just after the TEPCO Fukushima Daiichi Nuclear Power Plant accident—Analysis of used filter-tapes of SPM monitors in air
quality monitoring stations (in Japanese). Earosoru Kenkyu, 32, 244-255. https://doi.org/10.11203/jar.32.244

Tsuruta, H., Oura, Y., Ebihara, M., Moriguchi, Y., Ohara, T., & Nakajima, T. (2018). Time-series analysis of atmospheric radiocesium at two SPM
monitoring sites near the Fukushima Daiichi Nuclear Power Plant just after the Fukushima accident on March 11, 2011. Geochemical
Journal, 52(2), 103-121. https://doi.org/10.2343/geochemj.2.0520

SATO ET AL.


https://doi.org/10.1016/j.jenvrad.2014.03.018
https://doi.org/10.1016/j.apgeochem.2018.01.002
https://doi.org/10.1016/j.apgeochem.2018.01.002
https://doi.org/10.2113/gselements.8.3.195
https://doi.org/10.1029/2011GL048689.
https://doi.org/10.1021/es304620x
https://doi.org/10.1186/s40645-017-0117-x.
https://doi.org/10.1186/s40645-017-0117-x.
https://doi.org/10.5194/gmd-8-3393-2015
https://doi.org/10.14494/jnrs.15.2_1
https://doi.org/10.1504/IJEP.2015.077457
https://doi.org/10.1175/MWR3120.1
https://doi.org/10.1016/j.jenvrad.2014.02.007
https://doi.org/10.1016/j.jenvrad.2014.02.007
https://doi.org/10.1186/s40645-015-0053-6
https://doi.org/10.1186/s40645-014-0018-1
https://doi.org/10.5194/acp-13-11403-2013
https://doi.org/10.2151/jmsj.2017-025
https://doi.org/10.2151/jmsj.2017-025
https://doi.org/10.2151/jmsj.2015-002
https://doi.org/10.2151/jmsj.2015-002
https://doi.org/10.1175/MWR2830.1
https://doi.org/10.1016/j.jenvrad.2014.02.017
https://doi.org/10.5194/acp-12-2313-2012
https://doi.org/10.2151/sola.2011-026
https://doi.org/10.2151/sola.2011-026
https://doi.org/10.1016/j.jenvrad.2012.05.023
https://doi.org/10.1080/00223131.2013.840545
https://doi.org/10.1080/00223131.2013.840545
https://doi.org/10.1080/00223131.2016.1193453
https://jopss.jaea.go.jp/pdfdata/JAEA-Technology-2012-036.pdf
https://doi.org/10.11203/jar.32.244
https://doi.org/10.2343/geochemj.2.0520

~1
AGU

100

ADVANCING EARTH
'AND SPACE SCiENCE

Journal of Geophysical Research: Atmospheres 10.1029/2018JD029144

Tsuruta, H., Oura, Y., Ebihara, M., Ohara, T., & Nakajima, T. (2014). First retrieval of hourly atmospheric radionuclides just after the Fukushima
accident by analyzing filter-tapes of operational air pollution monitoring stations. Scientific Reports, 4(1), 6717. https://doi.org/10.1038/
srep06717

Uchida, J., Mori, M., Hara, M., Satoh, M., Goto, D., Kataoka, T., et al. (2017). Impact of lateral boundary errors on the simulation of clouds with a
nonhydrostatic regional climate model. Monthly Weather Review, 145(12), 5059-5082. https://doi.org/10.1175/MWR-D-17-0158.1

von Schoenberg, P., Boson, J., Grahn, H., Nylén, T., Rameback, H., & Thaning, L. (2014). Atmospheric dispersion of radioactive material from
the Fukushima Daiichi Nuclear Power Plant. In R. M. A. T. D. G. Steyn & P. J. H. Builtjes (Eds.), Air pollution modeling and its application XXII,
edited by, (pp. 345-349). Netherlands: Springer Netherlands.

Wilks, D. S. (2006). Statistical methods in the atmospheric sciences (2nd ed.). Burlington, MA: Academic Press.

Winiarek, V., Bocquet, M., Duhanyan, N., Roustan, Y., Saunier, O., & Mathieu, A. (2014). Estimation of the caesium-137 source term from the
Fukushima Daiichi Nuclear Power Plant using a consistent joint assimilation of air concentration and deposition observations.
Atmospheric Environment, 82, 268-279. https://doi.org/10.1016/j.atmosenv.2013.10.017

Yasunari, T. J., Stohl, A., Hayano, R. S., Burkhart, J. F., Eckhardet, S., & Yasunari, T. (2011). Cesium-137 deposition and contamination of Japanese
soils due to the Fukushima nuclear accident. Proceedings of the National Academy of Sciences, 108(49), 19,530-19,534. https://doi.org/
10.1073/pnas.1112058108

Yumimoto, K., Morino, Y., Ohara, T., Oura, Y., Ebihara, M., Tsuruta, H., & Nakajima, T. (2016). Inverse modeling of the '37¢s source term of the
Fukushima Dai-ichi Nuclear Power Plant accident constrained by a deposition map monitored by aircraft. Journal of Environmental
Radioactivity, 164, 1-12. https://doi.org/10.1016/j jenvrad.2016.06.018.

SATO ET AL.


https://doi.org/10.1038/srep06717
https://doi.org/10.1038/srep06717
https://doi.org/10.1175/MWR-D-17-0158.1
https://doi.org/10.1016/j.atmosenv.2013.10.017
https://doi.org/10.1073/pnas.1112058108
https://doi.org/10.1073/pnas.1112058108
https://doi.org/10.1016/j.jenvrad.2016.06.018.
https://www.researchgate.net/publication/328251869


<<
  /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 false
  /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 (None)
  /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


