55 5 B/ L3R m

HRERLAFLLZERAWVE,
I70OYVIVRDEEREDE L 5D
BERBNDHFSHEICHT 2%

1.

EC&HIC
# (Fe) 13, 50 HHEWIZE > TORHETT
RCTHoH. WEHIAAET 2T 7 27 h o
B BLEE T 2D, FHEE TSRO S 1

Twb b2, BUEOBRILH 2 -3 T lagkiziz
EAEEGE L\, W7 o by FIH
WRERBAR SN TN D, 2070, JLAFER
FEMIN R PR ME 7 &I, EEARBIETH L
FRVUHPEEICHFETSICOEDLT, T2k
DOARRIZE > THW T I v 7 b & B —RAEFE
IR ST\ % (Martin and Fitzwater, 1988;
Moore et al, 2013). WEFED—RAEEIZKAF O

TEAtRFARRF L LCHEET 2 REI R D,

RMEAE) L L EEICHE D S 729 (Ciais et al,
2014; Martinez-Garcia et al, 2014), % O 4 pENE
ARG T2EROVEDTHHEIZONTE LD
WrgEh T T & 72

) Ny
TPAYN | cpem rugx.

0"
* . o
LK ] e o

: ° RRBEEIR (HEHE/N

i
e L L

DEH

*
BREEER) .

KL FRESK

C

HCTHEELARBHEO—21E, [HEW2FIH
TEXLHNRET Lo EOREMESINLZONn] &
W) ZETHD., IMEIEADOFELRGAARR L L
<, ) =7y, () BRMEEWOERE, (i)
BOKIEE 2 EABToNns (M1, =7a V)V
DH L, Sk T EITRESIND BRERS T
OVVIIOEDDEEGZMIRIFE TH L EEZON
Twb (Jickells et al, 2005). —J7, Lk & T
DIRBENZ & o THES ZIRBEEIR T 7 0 Vo
PRiE, BREREICHT L TEERIID VOO,
IR ENZ En S, WA LR Wil
PE#k D B 2GR T d 2 T ERIEAVRIE S AT
% (Sedwick et al., 2009; Sholkovitz et al., 2009).

PEGR 2 X3 5 e LT, SR FAARTL
RIS T A ENBIT O NS, ki "Fe, “Fe,
“Fe, "Fe # WEMAMMAE L L THRLH, FI1ZFe
L "Fe O it % H v» T §"Fe=(("Fe/"Fe) un ./

TREREN)

¢ | ]
*

o,
EYEY T

-l .
%
< 690
S, o
Qo

<::::iff::- ATFEES ||:> w75k

U

1. SNFEIE O KRBT~ O SRS

TSR B SER T JE B

75 FAERL e FRERS (G 34E 11 A 13 H)
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BREET7OVIL i
KA o
LR H
8 ]
AA —IH
)11 o
HIEMORREK —[
P g BIK . 1]
BROBEHERED i
Fe-Mn/Ta—JL o o_[l:l_o
REHS - ——
4 3 2 1 0 1
5°%Fe (%o)

2. REKIZBU ik RIMAR L O#iPH (e.g. Rouxel
et al, 2003; Dauphas et al., 2017).

(*Fe/"Fe) pu—1) x 1000 (%) DL I IEH SN
5. Bl ZATKEE R KR, HARRET 7 0
Vo BETRLT) TIXIEE A D 0% 12 WE 7 7R
SR
BB TlE -2 ~ +1%FREOH A DO EZ R T b D
AL (M2). Fhizx LT, BRERE#O
S Fe lZHMEBIANT L A Lo /2.
al. (2009) TITHIAFE 2 530 L7277 12 )V D5HT
5, MAK T (8"Fe=00%) (2xh L T/
T 2ME 8Fe (Je/NT -06%) xR L, NN
NAEFRT T OV OFREIZ L 5 2 LR L7z
A5, K 8Fe AR5 B, JRBERL IR SR AN K
e L TEDORERY 8 Fe 2RI I22WTIE
S Thho .

DX BERPD, FEFIIIRBERIFESZ ol
& L7 ARIEOBRDUFERIBE BT 2H 525
MCTAHIEEZAIRL T, SLERMALE Es
BICTRIREEGAT - TEREOAT - SRALPREIRAT 72 & %
HMAGHLETHEZEOTEZ. AHTIE, IR
FCELAMHED T EFIZER R L, BE#ED TV
BLIFE DO E % X%,

Majestic et

2. BIBERIEI 7OVILOMKRERLIELED
f&ER
EHOITET, BMBGRIFEA & DORE D 8 Fe
RS OPEHONIT 5720, HRORY RS
OFE LT, BKBIZBWTIZ7H Y )IVORNZE
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Z DMEIIERALETTIS 7% &1 TEF L,
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fT- 72 (Kurisu et al, 2016b). FUEHRILIZIE N
AR) 7 AT 77— (123SL, KIMOTO) %
iz, =70V IVIIERGEREIC X - TRAED R
20, —HRIZERBERIE T Y 0 VI BN T
o)V &0 S RAEED/ N E v (Willeke and Whithy,
1975). 207, ¥ TI—IChAr—F L~
/X7 % — (TE-230, Tisch Environmental) % %¢
HL, WEELTHETLILT, KREVISEEL
KL CaB 2RI L 72, 7 4 )V & — FICERELS
Nz 7 vid, BERGHE 723K 2475
7otk WMESEITERORELFEHE T 7 AE
=T (ICP-MS, Agilent 7700, Agilent) Tilll
SEL7. S50, BA 4 B (AGMP-,
Biorad) ZHWT#z R L7205, SRLER
ARG Z~ VT3 L s & —H ICP-MS(MC-ICP-
MS, Neptune plus, Thermo Fisher Scientific) T
f1o7z. F72, X BRI SE (XAFS) #x
7= BALFREIRAT b B THiT o 72, 2T,
TCFEIFA O A IT O X I A TG O F
DRI & o TELTHZ L2 HWTBYD,
mHe Rl L LT 5 2 &, HIERE R oo
FHILEDEERFET LI ENTES.

[FRLAR AT OFER, MK (> 1um) (3Hb7R
OFHE (000 = 0.05% , Beard et al, 2003) 12
W 8 Fe 7R3 —F, MUMET (< 1um) 134
KALF AR L TIKR T 20% FE KV 8°Fe % 7R
L7z (143, bulk). AZEIEYE DI L 7 5
SRR IR DIREEDSUINEL T T, BB IEERIC S
CHRENE OK) BALBROEI G E L 5 2 &
O, WUNKLFICIEBRERESSE T, Kwv
8 Fe /R 2 D5 h otz E 512, WEMERS
3/ T -39% & & 512 °Fe /R T 2 & A
o ko72 (M3, soluble). 2D Z ki, &
W 8"Fe & FEO BRI IR Sk 2SI I L 72 2
EERRIEL TS, FEZMALTITLZEICX
D, PREEEE#E1 Majestic et al. (2009) @ #Hish
EEL D HIEF I §7Fe 2789 2 & 239D THH
bhklrorz,

COMEREBE 2T, RBBEIEERD §°Fe DX,



AR SN, ZREPOBIIEL D 7 Fe 5D
2T DOWRE, 2FD, 00%EED §Fe & #HD
R &, v 8Fe & F 0 R AL DIRA T
HDHIEDREINT (HM4b). ZoOMRE, #o
HeAatRE ([Fe/All wn” [Fe/All 4 HH3HEE
L72BB L 2OMRBERIEHROE &% b &1, PREE
EIFSR OIS & LT D 8 Fe 1, —44 = 06% &

1F * T
0 /’g’/,@,,: _
- -1|e /.// //Q/ 7
& \\ if’/@ 7
£ 21 e/ F 1
b3 ™ ®/ /
© 3l ) ©- Spring (soluble)
_% @~ Spring (bulk)
418~ <~ Summer (soluble)
S » -4--Summer (bulk)
1 10
Particle Size (um)

WLBTHRE N - 7a L (FF EF)
DRAER D ERZE5E FALAR .

X 3.

FMEOHEE L, K\ 8 Fe 2R HEOMHE H
f{L, BEOHL e E LT, HBEHE, BEH
Yy RIK - BERNIK), BLERAT, ¥PBEX 7 &, MRpEE
FEEROPEHEAT T 7 10 VORI E 1T - 72

b 2 OV R BERAT A TERILS L7z 3RHE,
KALF- R R E 25 ik & AR OME (00%) %
RL72DIZx LT, B/NRL A 3-4 %0 4% BE R
FFexml, WEBOZT7UOV L LD S5
BNETH -7z (M4a). ZEBEFBHBEEL
XAFSHIZ X 209006, UM I XL

BROF IR OBRUDPZHAFEL THY (M5),

INHIX1000C %22 2 &9 % EiRksEEEC
Atz THI SN L EZ 5N 5 (Guézennec
et al, 2004; Sanibondi, 2015). 2D Z &5, Wk
BERL IR SR L SHRIRBE D R DAL TH: U % [FfZ14
SN X DR 87Fe AR § 2 L AVRIE S LTz
S 512, MENOWREDHE L §Fe (213 E DM

HESINT.

Z OMEIZMBO R E D 7 Fe & It

BLCHFFIRAMETHY), FL—H—L LT
OFHEEMEAZ R L T % (Kurisu et al, 2019,
2016a).

Al S -S40 X A ARG o e 3R
TOHRI 2A5, B Z AW TIEERIT LR E %555
RSN TWvy (Mattielli et al, 2009). #5T
KRERFEMARG RIS N7201E, BROFEFRMEDS
L D k<, 1000CHREDFEMETIEDLTI%
EELAEILL 2wz, X0 BEIRE IR W)
KA EN L 72072 EZ2 515,

PFEEE RO 7O VIOV T L REE 1T -
72 BB IRBERIFESROFEF OV EDOTH D),
FRICHEERCIE 7 0 VR ok o % B E
DEEPRENZ EPRBEEN T 5 (Tto and
Shi, 2016; Perron et al, 2020). FFHEX IZxf LT
Fe X fRIEL T 5 Z LD HRED &) a5
728, iR LK # T o3 2B & DRk
W T 7 VO Z1T> 72 (Kurisu and
Takahashi, 2019). ¥FBEE Atk L R EHE L O
T 0N OWNRLF O 8Fe x KT 5 L, W

1

T

1

(@) I . ;o BLz = (b) (©) W 102 um<
0} _ ,;5‘2*_—/_:;"‘:’: i ORT —n__ O 42-102 pm
& ’Ef’a: a i o —m 0 . W 2142 um
S NN \®/Z‘ 3 <l | B . 1~ of } ® 13-21um
SS’ SN T3 : BS k I Bg -1 e \‘: O 0.69-1.3 um
[} : / £ = k =
& g + rrum || 2 -2 %@ LI + ~ o - o000
©w 2| % K o- FERRE '?o :50 2 S5 o 0.39 um
. o S —y=-042-0.158
) ; u FEEk -3t - A T S
By ¥ A - BUSKRRT (A) % 3 R?=08 -
M v - WA (B) 4 = B 3
p ; A - SRR (G) r °G 4 ; ; ;
1 10 0 002 0.04 0.06 0.08 0.1 0.12 0 5 10 15 20
Particle size (jun) 1/ [atmospheric Fe conc.] (m*/ng) Fractional Fe solubility (%)
4. (a) BRBEEFT 7 0V )V OHRIEA T (BEET, b Av, BEEE) OSZERMALORE M. 3 oD%

BRATBUEHE, TN TR BRI 223 2 & L, BUA S 12 & o TEPEE) L 7.

(b) BELFT TS

N T ORGP EDM B E 8 Fe OB EN: (337 70y M), (o) HEHEMETHRE N7 1
I DPREIRE & Fe ORENE.
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5.
FRALSIAL T DL KB 5.

D WA TFIEMED 0.0% & 0 IR AS, BrBE & wi
% (B/h-15%) & 0 bEFBEEEE B/ -0.6%0)
DIF) EEE R L7 (K4a). FPHEE BRI
DM LI %2 % (= ik L [FBRD Fe/
AlltEbo) 2&%, &R0 8ERTA
FRIESE OB EDE L b 2 e, FhEEERC
ZHIEREOHDOEE FIFIZ L > TRUMNETI2 D
R T D% EENT, FeNlERH LY D
WRCPIMEICEWEZ R L2 EXbND. &5
12, BPBEE ORBERIE BRI  EOBMBEL D D
< (300-500C), =7 u ' VvHoEikic 5w s
SALE 7SRO BPMIGICA BN LD, K
Fe Ml SN Ao /o—HE L TEZ SN
FREO X 1SR4 SRR RO T v Lo
GHTHS, 7 a VIO ERERE TAILE
BB IZ ORI 8 Fe /R L, BEERIFEZO
BEE L CHHTRECTH 5 2 LAVRE .
72, WEIC BT S EMA AN FHET 5 BT
LB (I 5D 2 RKEESROEIE) HEE
E B, HEHPEATIZ BV TIE 8 Fe 23K 1F
EEBENEWEAS R SN (Kde)., 202
DS, FAEFMEICBWTIE, SOBmIELR R
B 5—HE L THEY §°Fe % R IRBER kO 1F
ENEETHL L LRBS NI
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(a) BPPTAETRILL 7227 1 v )Lk 0 STEM-EDS 3414 TEM 4.
(c) STEM-EDS 73#ric & %, #k& Wik
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(b) (a) D
D44 (Kurisu et al, 2019a).

3. BEHATEHICHTH2I7OVILHDOM

KERRIR&DE 5 DHTE

Be L CTOSHTERDP S, 8 Fe 2i5EE 452
ETIT VRO EIRBBEHR OO G % 4
ECTEDLIENGhotz., Ihzed ki, FEEIC
W L CIRBEREIRER DA G- E DREED 5 D)%
B S M2 5728, ST ZEA FUBOL KH-13-7 -
KH-14-3 I ALl (VH A iEI) TR 2 40l
(25 um THril) L CERNS L7227 a Vil
HWTHM %4172 (Kurisu et al, 2021).

BT OFE R S, BERIE -5
TRELFERXRISNZbOLE, KPEEL (FI2H
Ji-deh) EREEESncb ol ik E N, K
Y A SN RN BRI MK ROk,
T LT & B IS HRE ISV §7Fe (0.0-0.4%0)
waR L7z, —, =7 v 7 RERROZESIL Y
7 EHI BRI EEATE <, VIR AT 112
3t LT 0.5-2.0% 2K 8 Fe 27k L 72 (X 6a, b).
v §Fe &, ANARIEYE OFREE L 7 5 0N
F I L DEMEREE ORICHMELEH L 2 &R,
I 8°Fe 2R TR E D E 2 b e\ 2
EMD, UINRLT R O §7Fe ASBRBEES IR £k
KTHDLZEDPHOENE ST,

F 72, WVAEMESIZ AR L TV 8°Fe R



L, FRZ/NET 0 9 B &fko 8 Fe MK it}
TREDOEDPKEP 72, EBI, =5 YT K
Bel sk OFEHIDWT, &80 8Fe LB L
DOEIZIZEDOHBEDRA SN 2 s OfE I,
v §7Fe % FE O PRBEE IR SRATEIAG 12 VA I L 72
CTERRIELTEY, WAMSRORIEE L CHREE
RFEHSDPEETHDHZ EE2RTHEETDH 5.

B AR IR #k & BB IR 8k O 8"Fe 2 i5E L C
DT & 9 AR~ 28T 2 AR D & BRBER S
HoEG () OfEERIT-72.

56 56 56
3"Fe -run = 8"Fepyunn X I +87F€ s X (1)

ZFORER, BN TIERA50%, Ak
FFCIXIR K 21 % OBRBERIES DTG50 5 2 &

(a) 8°Fe of coarse

' (N ) H :
20°N / d a B 00, "
F\. ® @ FG
B (] b E H B
| & D g
EQ ™ % s SE— — 25
120°E 140°E 160°E 180°E 160°W

(c) Contribution of combustion Fe in bulk (fine+coarse)
< 50(%)

A
- H 20
( o0 ; .
20°N d 09,
® PS F G
- 10
AR b
;“:; c ® C E §
! ® OD H
EQ~~ £ 4 B
120°E 140°E 160°E 180°E 160°W

(99) 24950

MHEE SN (M6c, d). F7, WEESHIZOW
T, BBERIESROE &I Xk OR K 2 BREIC
B EHEE SN

[ AL AR 34T 20 & 1% 5 AL 72 BRBEEE IR #k 0 % 5-
D HEE K R & KA ALF#i % € 7 )V (Integrated
Massively Parallel Atmospheric Chemical
Transport model; IMPACT) 2 & SRR &
Wi L72 (Ito et al, 2021; Rotman et al, 2004).
/IR T, BRBEE IR O 7 G- X RIALAR & KA
LFERET IV ETEBB LT Tnzhs, H
KRR T, REALFEE T TV DIE ) BT %
RERBES 2ERPHLNIZ. THUE, THED
HEEICEEND [HRBEERSER] OMEEDE NI X
5bDEEZLNL. FMEIZXSHETIE, E
UL ICE 5, R 87Fe 7R3 R BE

(b) 3°Fe of fine

('
“| Bo
(=2}
5 %
(¢
£
1 <
(¢ e}
20°N d .‘i B 00, L
® PS FG
VY, b E 3
% c® D -
"ﬂ ocC S8 -2
Q e —_— - —_— é
120°E 140°E 160°E 180°E 160°W
(d) Contribution of combustion Fe in fine
w50 (%)
40
30
t ; 20
{
F
|l\. [ ) 10
RN b E
:"{; c. C §
A ® (D 3
EQ~~ ¢ 4 P
120°E 140°E 160°E 180°E 160°W

X 6. (a) AR T > 25um) & (b) Bk (< 25um) @ 8°Fe. (c) &hifEdd (d) Mk
R OBRBERFESOE 4 (Kurisu et al, 2021).
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BEED R MRS 553, KREALF#EE T IV T,

WRBEEIE T 7 1V OHER R S5 ET 5T RT
Dk (B 2 A XRLfF - B 2 KR T TR S T
KT eT, HARRTICOEIND) 2T 5
7o, BADPHELEEZLND. KA %
ETNVOMER LOBE,HIE, FREOBEDE
WEEEE 2T, RENORNAEAT—5 25 Z
ENEETHLIEXRBLTWS, 72, Th
FTORBEERET 25 L, RAMKIIBEEROREY
RBEEFSKOE G2 HET 2 LTHNTHL LE
ZHN5.

LSS N7 O IV OREFERIRE & 8K
e, RFENOES %S L1, hEEREZEL

CTHFEEENDEFEHRDO 7 7 v 7 AR ITo 72,

ZORER, 12— 7 T T REHRDOZERMEE/H
BHZOWT, BRI - BERIE OB D 7 T v
7 ZNEFNF N 29 nmol/m’/d, 1.4 nmol/m*/d
EREEDL LN, BESEESA T T O IOk T
T 7 AEKROK) 3% % DB T EHNHEE S
72, CORERIE, PRBERIRSROHE &1 B AR
FRITK L TH RIS BD S T FEOMFRR &
LTEETHLILEZRLTWD, —HT, KF
FEHPRO 22 M2 13750 T, RISk O %7
i3z, BREERERSKEO 7 I v 7 250205
04 nmol/m”/d & HEE & 7z, FEFILKFFEDHE
PRI B 2 HMRIEO VO E D TH D, dLKTRE
HEKZ N L THBEEINLIB®DT7 T v 7 AU
0.5-35 nmol/m’/d #2 £ < &% 1) (Nishioka et al,,
2007; Nishioka et al., 2020), ¥ATFEHIZEL > T
IS A SO T 7O VOEGHIKE L
BHEEZOND. SEERIL 723EHIE L 412
RSN DTH Y, MRBEEIFHROFEIIH A
DA 3000 km FEEE IR S, FAL k) b HA
TIHEENR SN2, KEHROT 7B
VIV ORKD EBRT 5 ETF R EIILEOREN L
DT E TILD D REED B 5 7280, SHRFEHIZE
IEHHLRIZ LTV E 7z,
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4, BEREBICHETB3I7OVIVEROHD

5 O

I B T L80F G2 HET 5 ETL, 8°Fe
DEC 7% A (Conway and John, 2014). =71
VIVHEERIE ISR LG E, T 8 Fe 75K
LB &2 T, KHA7-3 ki (b ASFRem
FERIRALARE 47 FEAR, BF) TR TuVIVER
JEHER D RBFRIN Z 1T > 72, S S OREHIIRE
PIEF IR0, JHET To 7 1V )VERIL
M L7213 (Sakata et al, 2018), [Ffifk
GBI TV AL 7w @A L, SRS
M a1 72,

7 0OV ORI H ARG TEWAS, L
HTIXIEF A - 72, §°Fe 13 H ARG & ALK
PO A TRRIENME (F/) -05% L) &R L
WRBERIRER DAL D RIE S NT2HS, W LD
T b HINEIRER D BN S 72 - 72,

KB DOEFEED 8 Fe X, PHERAL A 218
RT T ANBEBRETIILLC, FRATFE - TR
P T IEEWEAIS RS Nz SRR 723
BCIdFRBEHEAKE =700V O 8 Fe Ofif < EH][]
F—3ET, AWORLY AR [R5 Bl A5
ETWahpZ LR, Z7a vV PSNOEED»S O
WHARIE S Tz

D fEFAIR & LCid, ik L7z & ) 12db R
HE K & A L Tk S it R sk o 1T
POEEEEZ 65N L. WAL (47N,
160°W) DRI DK D EAFEROIREE & [FIAL K
Rolgnr s, AWRFEFEAKIZIE -14%FRED
v 8"Fe 2 /R B OIS E TN, £EIZD
BAEMIE L TV D ZEARIB SN, RERAE
DEFHEEFR T OV EEKHETH D
L, EMORDY AR X B FRARS B ERGE L
T, RV I AETNVDRLENENDT TV 7 A%
KHbHE, TV (SRIOEBRER) O
WHINT-36%RRETH L Z Lo HEE S Nz &
FlO#ERIZ—HITDOADERTH Y, EPORLY
AR K D RS 70 & RFFH O 70 & A & 5
MUCEfFE S 2 WEA D 525, WAk E w52



&T, R TOSHMKE BRI OVT L) EE
B 7 iam S T RElC 2 5 IR S 5.

5. $bhWIC

3t WIRER TOIEOMERS, AMIGE
AIHIEREREE S KA T B IR A BB e 2 1
T&7. 7 a VIV ORBERIEEEEAL, K
SPTHEIE SN, WERENEE TS5 ETEED
HC, EIFEOIRIE L L CEZEERAARE 2 R H T
BETHHIEEHLNILI—HT, $F7°M0
A AN W N € AV W | N Y T E VR N 3 4
L) EEN LR (RECILEICL 5EN) R,
I7 OIAIHE L RO CORE), &Y
DINER EOEMEL, & HILMEERE > S
BrEashzz 7oy vk coddEz s
—DO—OHLE TE|\CHF L - LT, ~r7un
BROBRIZORIT TV E 720,

6. HEE

CORE, WAL SRR E OB IS L T B
1270 F L7-#
F 7z, MEEBEORHMIELLE, K¥RTOREH
BOEBHRFEIECEHP L BT, ke
AR 155 2 LT E 2RI, WIEE L
LTOEEHERETWAZET L KRERT
(&, WS BHERIZ R I S P, AR TS
LERELDHELT, BHEISL ORI E Y R—
W72 F Lz, REBWMEFEIZZD L7
BT IR O FERTFE B ZE RS T UL, SR 0B O
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