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PRIZHEE DAY EFEOHIBERI D —> & LT, EEARGEY AT LICHELEboTw
5, BrOBHEIHEDO—D L LTRATTu Y LBEFEN D, 205 b AREENcHET
2 DM ENIE EMERBICHES LT3 IERBIHE - 72, 5 513 A SRS SR
PRBEERE O KA HE S FAAS B & b IEF IR W SR L E R A (0%Fe) 2R3 &
ZRBL, SoFEHEEDHEL LUMHTE S I L 2R L, LKFEToBHD S

HZ|II 70 Y VIR 0B RED NARIFSOEF G035 5 2 L 20O THL I
L, —77, #ARho#RAMERKICIZZ 7o ILD0"Fe 32D % £ KBS NS, EYD
HUD ARSI HE S WD %2 B 2 MBEESRR I Nz, ARTRIEESOINET
D% Finc, SRLERMARLZ Ve R OSIGERICBE T 2 fRicow T, 20

BiF & SROEEEZARND,

F—7— K8 BLOERME, LFEDHT, KRG 7w Vv, K, ARIENR

I. EU®IC

1991 4o Martin O #{at (Martin et al., 1994) i
ot EMAEEOHIRERN L LT (Fe) @
HEEDFEM S T LK, O BIEERICEE § 2 i’
TREBMICHIE L C & 7o, SR AKICIERICiETIcL <,
STt ED vz, £ETIX 0.1 nmol/kg 12
EOBRGESRE L EEL T, EYHHTE 2801
ENTW 5, FRICIRT RN H AT o £ O ER

* 202641 A5 H2% 202642 H 8 HZH
FEME © HAMEEY 2, 2026 4

T RERSERKIERETTIERT
FREEMTMOLE 5-1-5
e-mail : minako-kurisu@g.ecc.u-tokyo.ac.jp

#Fif - k7 vw 7 1 v (HNLC) ¥ C i3 gk =Y A4
DOFIRERE 2> THEDH, D SiEHE~OBIEERIC
BIL CRELBELYFESNTV S,
MEEANOFO EE LRI E LTk, RRz7mY
v, L HEEDOEL, Bk EPETFoNG, 0
IBRATT RV, OERGIED S FERELIC W
SREEIC B CRAICEEZSMHAR E S Twv b, iz
WH 7 ¥ 7 s xR T B R OB, 2 LT
KITEMRDH b, HREIR - ABEIRT 7 v Vs
PR CEIEN D Z L CILRTERIc#k 2% R LT 5,
I7a VoM~ ORIEEE R 5 LT, ShovEmkE
WBEELR 7779 —ThHb, Lv»HDD, W TEYHF]
ALPLTLORAFRERDHTHEdTHD, =7V I
DFEIEFENE, VAR (fractional Fe solubility, Fey,%)



50 SN SE3

Ll TodtcERIN D,

CFesoluhle

etotal

Fe, % (%) = X 100 (1)

Z T T CFegupes CFew 3 Z N ZF N a]iEthsE (EH
IKRYFKTZ BRI L Tcdk) EakoRETH D, K
KIIEREE V2125 PHETH 575, =7 YV
BAWATETH % Lz, 20T EDREDSITAMR
TELIIT 70V L) pH RBEYE 0L #E R LTk
ERAEL, oI TH B0, Kk EHANZIEE
ELUTAMREE V2, MR 2 &t BRI FEE
TRAECIRIAIRED 1% DU LIFF IR DT L, A%
HIEERIKB R E N 2 LD %0 (Fek 80%, Mahowald
etal 2018) 7z, HEHEREDH VDL DDOWHHENDELE
REAHRRIC R EEZ N TWS, LiL, AREIE
e o MtHIR O FRIC T 2 ARiliREk o T 513 5 2
o CWwhkhole, TFEHEEICITEMHE (Sholkovitz
et al., 2009) fhoM=EILE (Ying et al., 2018), K
SdvEnEE TV (Tto et al., 2021b; Myriokefalitakis
et al., 2018) 7z L& MWAFEITWO A6 TE L
B, BRoEroEEREk, % L CE GEOTRACES
Tuv eyt oEE LT, SREERMEEREL LT
MW7 RE - EOMES 2B TR L TE T,

PRLE MR (0°°Fe) 13 —MANIC LT 0 & 5 &k
TRIND,

(56Fe / 54Fe) sample

oo e X 1 2
(06F6/04Fe) standard OOO ( )

0°°Fe (%o) =
(Fe/*'Fe) umpie & (°Fe/*'Fe) ganaara 13 % NLZ L H IR
K &R o FfLR T H 2, FHEREL L LT IRMM-
014 (Institute for Reference Materials and Measure-
ments) %\ 3 EDB% v, G2 IEHEYR T2 & H
REIERT 7 0V Vi 0.1%BEDOETIZIEF—ETH 25—
77, KT ORI — 4% B +2%0 13 £ DIFE % Ko
(Fig. 1), BHEIED R AR RTICHR 2 25 2 11H
PRt AE R E LIRS L 0FIEDHEZRITS 2 L
T& D, Wi, RIBIC & o CRMREDZE T 2854611,
ZORIGBREMRGEST 2 2 LICHIBHTE 3, KX T
B EFM R E IR L LSRR o E BT 2 8
ORI DWW T, Bl - it Lco7a VLVEH, %

¥T
i crust
- Fe-Mn nodule
- oxic marine sediment
—— reductive marine sediment

hydrothermal water
river water

higher plant

black shale

- natural aerosol
anthropogenic aerosol

seawater

504 03 210 1 2
d¢Fe (%0)

Fig. 1. Ranges of Fe stable isotope ratios (Beard et
al., 2003a; Fitzsimmons and Conway, 2023; Kurisu
et al., 2019; Kurisu et al., 2016b; Rouxel et al.,
2003; Guelke and Von Blanckenburg, 2007; Wang
et al., 2022).

ToHEK DM %2 F . UREER &, $ko KA —IEEE
RicBIT 2RO EBEIC D W TR 5,

2. MRF&

2.1. KRI7OVIVEE

KET 7w v E, HAR L AR LTI E 1T - 72,
NARYTLZTH T 55— (KIMOTO, Model-120SL)
ZHVTT 4 VG — RICERAZ (T - 72, FRICHHEDBI
IREIET TR R/NMRIC L TOscE 5 k5, B
WS 7 4 v% —i3 PTFE 7 4 V& — & v, BRded
%#f7-7- (Sakata et al., 2018), %7, FifkzmF I
PNV RTFERRDIZT T, HAT—=FA 75—

(Tisch Environmental Inc., TE-235 % L < 1% TE-236)
ERHOCRNAEZ6H LG 7oHLCTERLE, 20
&, ZhZNHEKRT L UNTIC% RS 2 B
IR - ARz 7Yy L2 FoXlT5%20TH5, H
SRR T 7 1 OV IZSEEARNI IZ BRI R B & - T
KT 270, —MIICREED 2.5 um X D HRKE VDI
LU, ABEFEL? oL IZPREE - B - e %
O L, WD 2.5 um X b /NS k2 HNDH
% (Seinfeld and Pandis, 2006) .,
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AR B CEREE AT 5 B, I EGEGIEEEE I k- T
H2WEDRD AR ETS & & T, Afffko#ER%
Wbz &k HiC Lz, FRORBUARIZ B8 & Z 3
H2 5 1EMBREE L,

L 727 4 Vo —3REBE RV .20 2T, 3F
AT 7 X< HENNEr (ICP-MS) T#t% &M=
TLRDRESN 2T o7z, Fiz, RIAMESKE, MK
73R - K E T AT 72, E561C, A
Frou< b5 74—k BEEA 4 VIBE OGNS
biTo 72,

2.2. BKOFRMENIE

##7K 1% GEOTRACES ® 7 v k a VicHU T, FE7HS
B N coREiToTw 5 (Cutter et al., 2017), 7
7uva— bt L7k=RA¥ UK EERTNICHYES L
CTD 8Ky A7 LIC D T TR PS5 v T —<2—F
T =T WD IR TR T o 7o, MKERHUE, =A%
VEROKERE IV -y 7= ARHEE L, 0.2 um 7 4L
% — (Acropak-200, Pall Corp.) TA3# L 7- A%,
TRV A A OREICHELL, BiEEHRINL T pH=2 0
RAGIC L Ricfibla- 7z,

[/ 1% Nobias PA-1 ¥ L — R (Hitachi High
Tech.) ZFH W TiTo7%, 1 L5 4L OiAKIK 2.5 mL
ofitflgERimL, 1| HREERESE T, BFcgkzat
&EILEEBRES ], 2ODL, HIEE 2@ L T
HL, K CHEE#IC 3 mol/kg iR CE B ILE 2 A
Hat7z,

2.3. EfitAa R

FEALESHTIE~ Vv F a2 & =R ICP-MS (MC-ICP-
MS, Neptune plus, Thermo Fisher Scientific) # Fi\»
AT o Too FRRDIHT D 7z DI HIEITCREZ BLD B b
TWhH B, A4 oaZHElE (AG-MP-1, 100-200
mesh, Bio-Rad laboratories Inc.,) % Fw7-#ko iz
1ot =7V, WKEEHEZ W Zh LRl LB
ICVATE % $21E L C 6 mol/kg MBI FIAME S &, iRl
TebgEA A A BB IS L 72 D B, 1 mol/kg i T 8k
PIKH &R, ZOBREE L2052 0.3 mol/kg il
AR S, AT OB E L,

BETHRNL-z 7Yy Vi +oRENE WD, 2T

L —F % VN TR % RS EICEAL, %
HHEERE & LN L CEEN O D HRIIE2fT > 72, %2
@ |- IRMM-014 FEHERRL &2 9 o TV E R HICHIE S
579074 v 7ikE#EAL CHlEZTTo 2 (Kurisu
et al., 2016b),

—%, HETEHRLzz 7oL kK, FEEICEE
MRN8, iR (Aridus 1, CETAC Tec., USA)
THIRZEANT 3 L TREENETo 7, 205G
SRTEEHEZ Fl W 72 S HIRHIE D HE L Wiz o, KRR E [
Rtk SR & { Be 3 Fe-"*Fe 284 21K Z RN L
THRIHIEERTTS ¥ 7V A4 7 %A L7 (Kurisu
et al., 2024), THIT kb, ALK 20 ng © Fe TEkE
J& 75 ARSI DS VI RE I 72 o 72,

2.4, XSRIRMEEEERCL 32 T 7OV O%KEFER
B

FrOLATRE IR S A B, A & & Hh
5 ETcolkc wiEHmERO, Dk, XERINATRE
W (XAFS) Hick b =7 vV Lk Fh ok ol g E
D EToT, TOFHETIE, TLETLICHED X
W = 3V F —(HE T, TRV F—2{lrL B 25
XEpEAF L2 E BB LNDZMINART b6, i
oo, B, BAIEUR EofEmER L L
BTE D, WIGHELEE AR 2 F L (XANES) (3 8hYfE
T LI AT P VR b D0, TEHEREID 2 <
2 MVEROTEE 74 v T4 v 79528k b, 1]
PiEoREI & HvsNnD, X#REYT (XRD) 4% & &
EH\, XAFS BIEMEOYEICHINATE 2 AR O
0EDTH B,

XAFS 23 #7138 = 3 L X — I3 %5 BF 78 #% 4% Photon
Factory (PF, Z¥kUE-> {1EH7) % 7z1% SPring-8 ([t
BHFRT) Tffofz, ROKEBE—LEHOTCIZT O
VVKI T DO AL E R T 2 ToL 2 90 1k
PF @ BL-12C % BL-9A 7w, BO/NEHE— L%
WCTLE Y v BV I REBIR 34T % 1T 5 u-XRF-XAFS
1% PF @ BL-4A % SPring-8 @ BL-37XU T17 - 7z, i
7w VIEEPD L, ARICE—L 54 v Cff
bhTwaMElcEEn 28I T L % 5 RED
Hoteted, XROBMELERNRIZL, HABELOEE
AR O b DICEZ 2EO T REZET Z LT,



52 I 353
WE Ok T T b oM AEEIC L7z, (a)
of vy
’ IS SR -
3. BEI7OVIBRICEIARERLY gy A ]
OV ILOSRERG K & 8FE § o /
78V Lo B AR 0 Fe 1155 & % 0.1% RN : /
T (Fig. 1) TH 2 EDHSPITHE> TV BDITR Sry _J o Hiroshima (Summer)
LT, ABEFET7 vy Voo™ Fe ic BT 2 %630z alo”” 3 imoshima (Summer, sohible)
LAEdo7z, Mead et al. (2013) TIZALRFEHED ~-v--Tunnel
N a—FEEThRE 2Lz 7a vy 7Y v Particle size (pm) 10
7RO, NI ABREOSAE $h, K»i*Fe (b)
BRI EhB 2R L, LHL, Z0MHIE—0.10+ Oi? * Stoelplan
0.13%0 CHLAHKI T & DI ZNIE ETEE CTld o 72, I ¥ | e Hiroshima (Summer)
CNERE AT, EHESOWRTIE, ABEREI7EY _ap o & [roshima (Spring) |
VOFEL TOBRMETI T &, &, KEESS I f
SR THET A LT, kDRI ALREL Y &2r ¢ 1
0LV D0Fe DL 7 FLERZABZEEHEL, H © ]
KozR4MHgEoF & L CHRIAE (Kurisu et al., 2016b), Br % % ’
F o AREE T 7 v v ogEHEMEof E LT v R 4§ S0 160 1500 eo 2300
VN BERIFT (Kurisu et al., 2016a), FIEETIER O EF,,
Bk AhE (Kurisu et al., 2019), HiARE/INLTH O
Rkt coBEE 4 X b (Kurisu and Takahashi, ©) B > 102 um O 0.69-1.3 um
. . O 42102 pm @ 0.39-0.69 pm
2019) T 7u YV ILRRIK R LD EIT- T, W 2142 um
FED 5 50 oh B ORI 0 0" Fe % Fig.2a | L8 132lm ‘
WRT, &8 (RRORICE > TRLNZLT) 2D Oéh’
VT, KB 2.5 pm B EOHIAKI T CI3IE & A E50.1% e .
BEcHu o FHEICEWEEZ R T Ol L, 2.5 um $ -l .
B CIRRIRAYN & < 75 512 DT 6%Fe AL, 2 g | ¢
OAEIFRAEE 2 93 L 72 6T E & 0 b1 2 2 icf&h - w
oo WUNRIFHIC I HARRT 7 v v ovicat LT Azt -3
W7oy vk b %L FEET 500, Kk 2.5 um ¢
ORI TR ARIES 5, 2070, KESHEZ S5 0 5 10 15 20
CHIAET B T LT, ABEEORISE6%Fe O S Fe,o(70)

FupEHENTEEZ NS, £, RBIMEDOEIANE
T, B4 XY FRFICERIL 72E5F0db L D b,
SRR T ORED D WEZEDIF S DR 0™ Fe 278 L
Tk, 61, HINE LHgkFifhrz T2 L, %
FDIE S HIUNEST TRV 0 Fe 2R L TWw iz, AR
zruVILoEEE L THe SN BH (Pb) DEMHERE
(Enrichment Factor, EFy,= (Pb/Al) ./ (Pb/Al) i)

Fig. 2. (a) Size distribution of 0°Fe of aerosols col-
lected in Higashi-Hiroshima, near a steel plant, and
in a tunnel. (b) Scatter plot of d°°Fe and the en-
richment factor of Pb. (c) Scatter plot of 0”°Fe and
fractional Fe solubility for aerosols collected in Hi-
gashi-Hiroshima, Oyama, and near a steel plant.
Modified from Kurisu et al. (2016a, b, 2019) and
Kurisu and Takahashi (2019).
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LHEREL TR B E, EFy AAEWIE E0Fe 235, A%
IR 7 0V L OFEEI RGO Fe DERE L >TWw5
ZEHED»S 5tz (Fig. 2b), S 5lc, SO 7 n
VLRGN EEBIBEMSE CHlE T 5 &, MUk (0.39-
0.69 pum) X Fig. 3 D & 512 10 nm BEORIZ D F
I BT OB S HFEL TR Y, BRI T
BT 2 2 E TR LR CThH 5 Z L mR I iz,
% 72, WA BB O AIAMER T O 0°Fe 13/ — 3.9%0
BET, 2%k ELZ>TWVB I EnTh o7 (Fig.
2a), THIFEV0Fe & Fo AN AR EEA E IR
ZHEL, BRMICAR L C LICk ARRE L EZ BN D,
PEHIR AT cREIE Nz = 7 a YLkl o 0 Fe & 8
TBIRR O BIRME % Fig. 2¢ 1087, MUNBIFEIC B VT,
0% Fe MEVIF EVRMRRIEOHAB RS TED, A
FRRERDFAED R OIAREEZ -6 L TWw 5 2 Lot
POLNT, TDKIIT, BWHENOAEESMRIFE L
TONGEE#OBEEEINR I N,
NBFIREEDE VL 0"Fe 2R THN & LTE, SR
BT DRLDBRITET B LA U —ZKRRITHE S FIRLR DB
PBEREZ EEZ 6h, MToRciEs LEx6N5

Fig. 3. (a, b) TEM and (c) STEM-EDS images of
aerosol particles collected near a steel plant. (b)
shows magnified TEM images of Fe oxide particles
circled in (a). Tens of Fe oxide particles smaller
than 100 nm occur as aggregates. (c) Distribution
of Fe determined by STEM-EDS analysis. White
particles in the STEM image are mostly Fe oxide.
Figure from Kurisu et al. (2019).

56 56 (l_fl/“)
0%Fe (%) = | (1000 + 0% Feyy) X ~1000

(1-1)
(3)

T 2T Fe 3bEic X h R L L7z 7 v YLD
(72 FRARLL, 0% °Fe g 3 BABE D JERL & 72 2 B O [Flfiz
R, FIREMP OO ERAE, aldohlfisTcd 5 (Fig.
4), T2 £ OBRBERFE 13 1,000-2,000°CREE T dH
DIZR LT, $oWsI 2,800°C (&EHOEA) L&
(, BT 2EBRE TS bTrTHb, 2DRORME
FE L (Fld 1I3EW), ORISR T % o idigvwgk
(*Fe) ICEBATEY, KELFEMAETHEZI SR T
EEZLND,
5B, BREOREFOVESLE LT, BEEMNH S,
HYBEE 23T b 2 KR R At fbrce =7 vy
WA T 72 & 25, NN TAHART- X b DR
0°Fe 2R M3 R OBM L AT H - 72708, BhEE
A& D b EEEE D 1E 5 DUV T D 0P Fe 23 75 -
7z (Kurisu and Takahashi, 2019), Z ®ZEK & L T,
HPBE & B O IRBEDBRIC 8T B ERRIRIC & - THWhL
TOYENGEE ETHEMT 2 2 L, R RBERED
300-500°C & HHEHM R 720, BRBEIC & - C&ALT 5 8%
PHoBEELZWI LR EDPEF 515 (Kurisu ef al.,
2019), M Eo X 5z, BEERIEO# TV 0% °Fe 2R
THME, BPEEREE TR Y, BRI gk o
BEENDIGEIBONE Z L3905,

5°6Fe (%o)

1 f (fraction in solid phase) 0

Fig. 4. Schematic illustration of isotope fractionation
during Rayleigh distillation. When the fraction re-
maining in the solid phase f'is close to 1, volatiliza-
tion is limited, leading to a lower d°°Fe value in
the emitted aerosol relative to the source material.
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160 °E

60 °N

-~ Kuroshio Current

180 °E

140 °W

160 °W

120 °W

Alaskan
Stream

Subarctic Current

Fig. 5. Cruise track of the KH-17-3 cruise. Al to A17 indicate aerosol sampling areas. Based on the sampling
regions, the samples were categorized into four groups; East Asian coast (samples Al to A3, pink); pelagic
region (samples A4 to A8, and Al3 to Alb5, light blue); Alaskan coast (samples A9 to A12, brown); and the
western North American coast (samples A16 and Al17, blue). Red circles are seawater sampling points (CL-1
to 17). Blue arrows indicate surface ocean currents. Figure from Kurisu et al. (2024).

BUGKPINTEE O BLEIGIT X, HEEOWE & 0% Fe I MBS
RSN, 2 WA 025 (KULES L ERS) O
BTHBIENTBEI N, T 55T D0 Fe
% —4.7E0.7% EHEE L7z, flic dEH SPHARAMET
B L 7 A8k 0 0% °Fe D R /MEDS—3.9%TH 5 =
LERBE A, HARMIOZRGMICE % SRRk
DD 0*°Fe % —4.3+0.4%0 & #E LT, ¥E LTk
FEHEE IS L 72,

4. BHEITOVIVHRORZIERER

41, BEETERENAITOVLORMHL - {3
1 - B

HARBL D =7 v VL ofHlh 6 #HEE S 7 Sk
ko N AIR#ED 0 Fe 2 ¥ Eo 7 v VLA
L, MEANORFENOSOMIGRAMTET 5720, Wil
TI7a VoYY v I ETok, TNETIZ, H
JBAL KH-13-7, 14-3, 17-3, 22-7, 23-2, 25-3 X
&5 MR21-01, 23-05 7 £ CTALAFEFEZ F ey~

TV T ERToTE,

KH-17-3 X fifiifF (2017 4 7 H, Fig. 5 IcHiphX % R
1) ORARA OIS (s i 1Y) - RIVAME SRR EE -
BRERE R 5 b, RS CRAR TSI 28RE o
BERDSRE N5 DITK U, ATk IR B8 C R
KERL, ZoOfEAIFHRBREMNLEE CH -7 (Fig.
6), WRIRERIIMINKLT DIF S A 5 H I @ 2R
L, MUK AR ORI R T REIPKRE W
LR ho Tz,

0°Fe DfERZ R 2 &, WIFNOHE S AR T T
B FEE & Ak OfEZ R T oIex L, B7 Y7 FHhEo
vkl db7 2 v AR oE (Fig. 7a, d) Tl T
THR/AN—3%fRE & IER IR WEZ R L7, C DI
W7 7B CHEETH -7, —FTHER (Fig. 7b),
79 AABAE (Fig. 7¢) TR TTHIEEAL
MU EIC T ETH > 72, 72, Bz 7o
L E[ARRIC, EFp, 25/ IE £ 07 Fe MR WA Z R L 7
(Fig. 8a), CDZ LIFPELETH-TH, W0 Fe A
BEEFEI 7o VDb DTHB L ERLTWVES,

7O 7 MEEdT 2V B AHETIE, 0% Fe 2K I



[ 2 F o 7o RS D #kERICBE L C 55

(@)

—_
(=)

—@—East Asian
@ pelagic
@ Alaskan i

[ee]

@ North American

Concentration (ng/m’)

(b) i

6 |

E 1}/ \3\ =

= N~

g n / \\,'_77&\\

= & ® AN :

§ 0.1 | —p g \\\,<

g s :’\\@ 3

: .// ‘/i \l\_‘ [ ]

=001 | a

7]

= F

2

=] *

@

0.001 : ‘ =

T T - T T T 1
N NN
PN - L R
Particle size (um)
©) 100 -

2

z 80 |

:'E

E 60 |

L)

=

= 40

s

2

2 20 f

-

=
0

NI
A Q’ %9 A e J
& Particle size (pum)

+Al +A2 ®A3 eA4 mAS A6
AA7 xA8 #A9 ®BAI) ¢All aAl2
SAl3 BAI4 ©Al5 ¢Al6 BALT

Fig. 6. Size distribution of (a) total Fe concentration,
(b) soluble Fe concentration, and (c) fractional Fe
solubility of KH-17-3 aerosol samples. Total iron
concentrations are averaged for each regional clas-
sification. Figure from Kurisu et al. (2024).
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Fig. 7. Size distribution of total 0*Fe of KH-17-3 aero-
sols. Figure from Kurisu et al. (2024).
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Fig. 8. Scatter plots of 0*°Fe and (a) enrichment factor
of Pb and (b) fractional Fe solubility of KH-17-3
aerosols. Figure from Kurisu et al. (2024).

AR EWEAAS R 5, B L R A BIRIR
DEEICE > TEHOERIBAMREL b b Sz L5
»-o7: (Fig. 8b), i, XAFS i & 28V S o
WRIcbHobhTws (Fig 9), HAKF (>7.2 um)

TIE7V I/ 7 A WY (hornblende % illite, chlo-
rite) & 7KEE{kek (ferrihydrite) 2% & OEl&%E 5D T
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(a) Stage 1 (> 7.2pm)
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I 1 Fe(1ll) citrate

Fig. 9. Fraction of each Fe species in (a) coarse (>
7.2 um) and (b) fine (0.49-0.95 um) aerosol parti-
cles from the KH-17-3 cruise estimated by XANES
analysis. Figure from Kurisu et al. (2024).

WBDICK L, BUNET (0.49-0.98 um) TiEs 2™
kLIRS 72 £ D & 5 RIEMREE O R WIE O IREE CTHAE
T2HON5EEL 2 HDT W, T0& 5 RLEHE
%, ANARIESEDOFERD 5 Z OIFETWZd DItz
T (Schroth et al., 2009), A7/ 78566 <8R LY 75
EWREKPICHEH Sz, FRRCHEE L 2R
CavBih EOMMIEME LG T AT LTI L: LE
A6, RAFTINLPEVWIABRICEFGLTwS L
Erohbd, —HT, IEE - 75 AABEMIETE, &
g & 0% Fe & oI IZMBIMEA 7 < (Fig. 8b), HAR
RSO EOIRERERTHAEb D o7, TN AR
FROFAER T DEMRRE LR T 2 HHTlE v 2 L &R
LTw 3, JEHEEORBRICN T 28 DEE DI A

R e OIS H 2 Eh 5, REATTH
SRR RS B X S h 2 @B ko E oA 72
EEZLND,

INZE CICEEBHCEsh T v VL oekfFEh
OAEEE (Fig. 10a), FNAMESHEE (Fig. 10b), HA
KT L UK F D 0% Fe (Fig. 10c, d) 259, 1ZEAL
DEICER SR Thd s LicEBESh L, BE
3R T0.3-53ngm P &P R L, BTk
REIOFEEZ I IR TE L, AT IR E
MTHolz, TNEIFEEHO L7 vV LicbRT2-3
HHEWIREECTdH o 7o, ISR OO AR ICIZ A
$LEETHD, 0.lngm *LLFAH 5 5ngm ° FBED
WP TEE L 72,

AR T D 0% °Fe 13, 4T DHFHH T 0-0.5% 2 E Dl
2L, PR E RS LLRePEVETH - 2
(MR TFEMEL b D ELEIC O LTI, ORFEO#H%D
B c OB ORI L & 5 28, HIRIZAMIHTH
%), —HT, WUNTIE, BHASILT 2V A KREDS
3,000 km FEJE 0 @i CERWEEZ R L7z, TD &I,
B LI NBRIESED AT 5 & & 2 AMRIED 57
TRT I ENTE,

Hhoz7zayrhogkich LT, AAERE#HkOES
EHET 27201, UTowAanNT vy 2X2H 0k

56 __ 356 56 >
6 Fesamplc_ d Feamhro Xf;inthro+ d Fenat X (1 _fnat)

(4)

0% Fe o & 0 Fe, 3 Z N2 N AR - BRARFEO
0%Fe o Ffi¢, —4.3+0.4%0 (Kurisu et al., 2019),
0.1%0 (Beard et al., 2003b) EARE L 720 Lanmo 1EAZ
EH#EOEATH B, Chick vifEES N8 (&
KRt UNKLF) o NZskdiR#k o El & % Fig. 10e, 12
AT, IREBICB VT, 2RETIERERAN10%, #Uh
BFHRCTIRRRN 0% DEFELGBA 6N, iz, —if
DB D R D AIAME#E D 0PFe & v T, FAkic=
ANT v AFHEEEA U AER, SRR T ANAMESk
THRRKASURED NGRSO EFL N H 5 2 L2345
Doty —HT, SER, 79 R DEBEME TR AL
FOFHIXIFEAEROI EP Do T,
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(a) Total Fe conc. (bulk) (ng m3)  (b) Soluble Fe conc. (bulk) (ng m)
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1 i%

0°N

120°E

Fig. 10. Distribution of (a) total Fe concentration in bulk aerosols, (b) soluble Fe concentration in bulk aero-
sols, (¢) 0°°Fe of coarse (>2.5 um) aerosols, (d) 0°°Fe of fine (<2.5 um) aerosols, (e) anthropogenic Fe frac-

tion in bulk aerosols, and (f) anthropogenic Fe fraction in fine (< 2.5 um) aerosols. Data modified from Kuri-
su et al. (2021, 2024).

Transport (IMPACT) model Tl&, #koiif % §i1)4 A
b, EMREE (FICham), BRI AR (FiA R

KH-13-7, 14-3 X o BLEIFERICOwTIE, K5 B8, BWHEE 0 4 oicpBL, FEilcdEbE - @k o
LR E TV E D HH T -7 (Kurisu et al., 2021), LSO - Tk - & 2 HB L w2 (Tto et al., 2021a;
Integrated Massively Parallel Atmospheric Chemical — Rotman et al., 2004), 3% LT, 2 A + &

4.2. RREZEEETILEDHE
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Fig. 11. Comparison of observed 0°°Fe and estimat-
ed 0°°Fe by the IMPACT model for (a) bulk and (b)
fine aerosols from KH-13-7 and 14-3. Plot colors
indicate different air mass sources: Group 1 (yel-
low) from East Asia, Group II (blue) from the cen-
tral/eastern North Pacific, and Group III (purple)
from the northern North Pacific. Figure from Kuri-
su et al. (2021).

HPBE X 13 0.1%0, H - BRI ZS IR EK1E —4.3£0.4%0
(3f) 2HTiFHT, 0 Fe 2B, MK L HK
L7cD»3Fig. 11 TH %, Bkt (< 2.5 um) Ti,
BRBIN O 0 Fe SEHB SN TV —F, REZSTT
WAL CHIET 2 L, EFLDIES H0°Fe 21K
FELTwAMEANR LGN, DT EIE, MR TIX
NERFEZ 7o/ VOFSEREFT LV THELLESh
TWw3H, HAKTTIREFANALRFEL Y0 L%

WAL CTwa It RRT, CofpE LT, Hiffic
ETUPALEFEOREEZFEELID L LAEL > Tw
%, b U IR T Ok & 2 NG L Cwvw b Tk
bEZIOLNDD, TNTNOWEICEETN T D “NA
IR OELZDEVHFERDOVOEDELTERALND,
Ewoob, #illcix, 3Tl SRS
ko TRILERIZBEADARERNRE LTS ), £F
VTIE, ERBREEERTOURLEEZSNDIRTH AR
BIHE L TEATED, 20 &5 R A Tl
%\, 0°°Fe OfEFR%Z £ FIVIC & 2RFEHEICCHT 5
BEIiE, Zo&) BEREZTRL CRET 20EDH
v, KENOBROEEELRL TV,

4.3. BERBAOI7OVIVEHE EOBHEIRE D

WEERBA~OZ 70V IVHRORESD 7 5 v 7 A
X, MTOXTCHEIMNICHET 22 ENTES

F=CxV (5)

Fiz7 o v 7 A, CRRAPOMFMESRE, Vi
B Td 25, AT VIZEEMEE L BEINE2 S
DY EERE E U CIERFETHEE SN T3 1,764+
261 mday ' /7= (Marsay et al., 2022), KH-13-7,
14-3, 17-3 K ofER 5, HARS 55 3,000 km LA
Tl EARIESEAS 11-129 nmol m * day ', A #%
75 1.6-58 nmol m ™ day ™', AR TIZFARIRSEDS 0.1-
96 nmol m > day ™', AZEiE#kAs 0-1.0 nmol m~? day ™'
OHIPHTEE L 72,

ZOfEREMOEIBIFEOKD 7 5 v 7 2 LB LT,
WEEREICE, ey by, BobhER—ED 5
ERAIC L > TRBICHET 280 5 5, FRCETILR
FPETIE, BN SHEHE I N A SR B EICE AL TTE
KBHEHEL, EFRAICE-> TEBIZIEL TV S,
KH-17-3 i 12 8 > C/KEE 100 m DURICEE L 72 °F
J@2 508k 7 5 v 2 21, Nishioka et al. (2020) T 0.1-
17nmol Fem *day ' t i S hTE b, HEEEH TR
BB X ZHABRE, hERTRZ 7Y IVEEDIE S »%
BB pholc, 2L T, NBERZ7 IV
RERHFEEZEHDD Z EPWES N, 72721, SHED
Wik RIZERICOVWTTH Y, KFELLEFICIITE
DHEDT Ty 7 ADPEZ LD THERNPED D Z LITER
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Fig. 12. (a) Comparison of the 0> Fe of dissolved Fe in the surface seawater and bulk aerosol particles col-

lected during KH-17-3 cruise. (b) Scatter plot of the concentration and the d*Fe of dissolved Fe of the sur-
face seawater (blue, 10 m) and Chl. a maximum (gray). The yellow range and the orange circle indicate the
error range of the scatter (20) and the estimated original Fe composition before the biological uptake, re-

spectively. Figure from Kurisu et al. (2024).
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5. I7OVILEBKDEERKIZE S, BEAD
I70OVILDOE 50O

70V OWEIMEERE OB E L TKRE
hHELEE GO 84, =7 u Y uho 0% Fe 255 EEK
b KME N T B AL H %5, 2D, KH-17-3
K Clz 7 v L EREWEAK (IROTEROFE D
W10 m EEEE) EFEIRHCERIL, =7 v VL orEkek
LK DS EESE D 0™ Fe DK &2 1T > e, Z DfEHR%E
Fig. 12a loR"d, =70 LV OuEESIZIZEA EDE
DIEZERT DKL, REMEKOBHFESRIFEOMHEE R
LTBY, ZOLEEHY -V 2L B2, 2O LD
5, 2L IOBHPTONLERFICBLTUILT
a0 VLD 0 Fe 3K KBS T Wi W I EB0h 5,
T, {AIDHEKDO Fe 2D TOTDRE A5, Ak
e LT () mENE» sthogkoftiars s 2 L, (i)
KETHEHMESNPEETCHIIEREZILNS, TDT
LEERT B0, PEE (CL-2, 47 °N, 160 °E) - BT
(CL-16, 50 °N, 145 °W) OFHIAIC B TAGFHEDOEE
L 0"Fe DREDHRIEEDAAHWE 21 L (Fig. 13), »

ThoMAS, EEREECEL (0.03-0.08 nmol kg )
FEECE < (BA 1.4l nmolkg "), 0°°Fe BT
¢ (—0.08-+0.84%0) FREE TN (FR/N—1.36%0)
ZRLIH, FEEHOIES L0 EEOBEDEL, 0°Fe
PMEL T o 7oy VAL T, AR —v 2
PR = ¥ ZEOIRFRHEREY 5 5 BT ICTA] U 78k
HIREERELE S, PIEKZE N LTI D SRR S
NTwBZENSh->T w3 (Nishioka and Obata, 2017;
Nishioka et al., 2021), T OF20C & b T X b b VEE
TRENELL R>TWw 2 I L5, WElo AT
(200-1,000 m) D&\ °Fe (—1.25-—1.36%0) %,
R H Ok ('Fe) PEEMICRITAH T2 &
WKL, 2oy 7 FVrREHE Ch > TS h7z
LD LEZb6N% (Homoky et al., 2009; John et al.,
2012), HEYHKROHEOEIRES,IREICD 4EHE S
NTwBEA, 200 Fe BREND LEZ N5 D5,
SEOFEROGA, RKEHKIIFECOPFe 2R L T2
DT, FHTEL VI LW DD B, ZDiw, (1) O
REME I BRAF S (i) OEIE T ORMEDHIE T 7
AL LTEZ BN D,

TCT, MBTEHRILCRBEAKETOHIEE L
0" Fe 0BfRMEZ 7u v F 95 &, BT CL-14 %
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Fig. 13. Depth profiles at stations CL-2 and CL-16.
(a) Dissolved Fe concentrations and (b) 0*°Fe. Ex-
panded plots of the same data as in parts (a) and (b)
are shown in (c) and (d). The blue-colored depth is
the 26.6-27.5 g, range at Station CL-2. Figure from
Kurisu et al. (2024).

BROTROHBED RSN, BEIMEVIZ E I Fe A5 <
o TwaEANE 5 N7 (Fig. 12b), 2o i, B
FOA PR ERIR O R EEKIE, (1) —D> DR
SRR L > TR EhTwk T e, (i) EZEH
o DB IFIREN TH -2 LR R LTV S, ()
KELT, BEET 7o 74 VEENEKTHSL T L
2EZDE, MW7 507 P Itk BHUD IAADFEN
RORZVEEZEZLND, EMERAD» SHEE I 5
RAR S BIER L a3 0.9993+0.0001 T, @EICHEY 75
¥ 7 by OO IABITHES FRLESHIRE L L ClRE S
NnNr-fE L HiEh -7 (Ellwood et al., 2020; Sieber et
al., 2021; Tian et al., 2023), LA FFEHERHRD A
T Z BRSO IO L IZFFETRE L TH
b, SEHIRIESIC B W TEY DB ORE & RAEZH)IC
RE-d&EoREZZ2R LTS, (i) KBALT, 4.3
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LTWw3, —HT, &F - HEFCRIEEOHIEED 0.2-
0.3nmolkg ™' ¥ TEL 43I L%2# 4% (Nishioka et
al., 2007), SHHGIIRS L AFPFRICERE 0L LE
A6N5, RICZDEZDIEE (0.2-0.3nmolkg ") %
RELT, Fig. 12b LAV —RicHHET 2 &, WIET 3
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DFEAICE-oTHEONZE LTSNS, ZoFlHED &
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HTWV3,
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BHGERICEI U CERLE RINAR & H O 7 BFZE I R A 12
HELCE, AficxMAROHEOH ML, Thit%Z
J7-BEOWMRDOEEIZ DO TIHERG,

6.1. ABBEI7Z7OVILNOSFe T2 KX IN—DHE

NAHEIRSE D 0% °Fe 12 BT B FZCIEE 7 & 7 AF
R ICHESEZ>oH b, Wang et al. (2022)
P Weietal (2024) ZEcztHvohT03, FHED
G, NARFRT 7 0 VL OFEN H I/ I
0% Fe BHEFIC R 6N 2 T3 L T 58, iR
B IC NBEIREED 0°°Fe 2 ESRET 55, LI
WKOWTIEERD TN TV LHRI D 5,

EE S O TIE, HARMT CEM L 72 SiRiieEc Bk
HEh s ABEFELT 7 7Yoo Fe 2 —4.3£0.4% &
#eE L 72, Hsieh and Ho (2024) % Shuai et al. (2025)
K BT VT CORMID S b, FEH S LRI —4.0%
o —45%FREDMEE Y F X voN—E LTHEE L T
Vw3, —J7 Conway et al. (2019) i, dbARPERE LT
W 208 L 7227w vo@llz7e, 6720 %
PI—v v S HROESIE S O T v L O/
D FEMESR DI/ IMED —1.6%0% T2 F A v o8 — LHETE
L, @FEEZICHY w5, HEFEDE L OAREME D
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HBH, HIHIC X > TT Yy F X v oN—2 7 2 A[REEDS
Ezbhb,

7, ABRE#HoFIcE, ERRETcoREES
% (£v20%Fe 2Fo) 72U Th{, Gz TIcHEH
SN (TIEMRBER Yy ERBT ), Bl AR
BEDIK (KRBEFRIE) o, ERMELZ L EEN D, AR
JK 1% 0.0%07> & 0.75% 2 D fii % 78 §#id523d b (Li
et al., 2022; Mead et al., 2013), BIEMEICEEN S
A4 X DEFERT D 0.2% 70 5 0.6% (Majestic et al.,
2009) BEL, EVEZRTIONHLI LD
Tw3, LElzEE 2 GIFETE, SiRREEHK DK
0"Fe lcA T, EfEEZ Ty FAYAA—DOEDITh
ATINTF Y —ADFNTEIT> T 5H6ldH %5 (Wang
et al., 2022; Wei et al., 2024), L2»L Zh 5 ORI
ERERDRL, NAREEED 0 Fe i 2 TOHFZEH]
BIRSNT W B, T Ay N —DHIIFIC & 2%
DRI, BHHFE L DI Fe BED L S ICRE B D
», R EERIVEENICTHS2ICL T L BELRDH 5,

Kurisu et al. (in revision) TiF, A&EEZ7oY
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ICOW T EIT o 7o, Mtk & LTIE, AREE#kO =
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W LEingEo s bick v FET 270 L0 —
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LT, ARELTEWHEIC RS EDBHEES N,
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BRBESR D RFRN E KRR PIREOHI G2 T 5 &, T
U7 Tl EIRRBER R O E SRR & © HE <,
7 AU AR I —u v TRIFBREE O E S HE W ER D
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Ho, HHCF =217 72 A TE 2 RMIcH % (https:/
www.geotraces.org/) , PED RN ARICE T 2 %80
Fraix Fitzsimmons and Conway (2023) Ml £
LOENTV5, HKkF D0 Fe D3R IE, BESE
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ERE 500 BEEEfE SN w2 mg I ohs, &
FC, AR T v VP EE ARG £ & 2
LTV, fhOEIERD 6 OF5 & BET 5 0E)
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T IEREIN 23T O 2 RIAREIA S N 2 5
KIFEATH 253, FRHCALE S h 2 BHFERY O 1R,
K18 & VETFREDS SHUSE L e DS SR SN B Al R ¥ %
RNV EWo AN AL EZ LN TS (Yamashita
et al., 2020; Misumi et al., 2021; Kondo et al., 2021),
¥ 72, RECRSMEHGIROBECZ I CEFHATERVE
VO Fe MAPEE A R DICR SN TS T L bRET A
ERTH 5, 5HITHRARZZAEYOI D AABITHE: S FALAE
DM S, SEATEBUC 5 AL I i 1< p:
S FRAR 72 £, WEPENTEC O R %2 ER S 2 00
HEARL TS, BT, #hoMEIRE LT A&
JREED IR U 7z ke, #ENES < o [R5 7l & T L
W9 v A2 Tw b (Konig et al., 2022; Hawco
et al., 2025),
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X, PESEF A AR D BRI E) & ZR L~V O IR AERE
THEF L Cw 3 (Kawakami et al., 2023; lizuka et al.,
2021), &H T 2MEREITTRORE, ZERMAL,
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RPEELZ, $XRWICIETETOERLAD, HLWLHER
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Investigating atmospheric Fe supply to the ocean using stable
isotope ratios and chemical speciation

Minako Kurisu"

Abstract

Iron (Fe) is a key regulator of marine primary production and thus plays an important role in
ocean ecosystems and climate. Atmospheric aerosols constitute a major source of Fe to the
ocean; however, the contribution of anthropogenic emissions remains poorly constrained. Our
studies demonstrate that anthropogenic Fe exhibits substantially lower stable Fe isotope ratios
(0"Fe) than mineral dust, reflecting isotope fractionation during high-temperature vaporization
processes. Exploiting this distinct isotopic signature as a tracer, we estimate that anthropogenic
Fe can contribute up to 50% of total Fe in marine aerosols over the North Pacific during sum-
mer. In contrast, d°Fe values measured in aerosols are not directly reflected to surface seawa-
ter, indicating that additional isotope fractionation processes occur during oceanic transport and
internal cycling. This paper summarizes research on atmospheric and oceanic Fe cycling using
stable Fe isotope ratios, focusing primarily on our previous studies, and outlines recent develop-
ments and future prospects.

Key words: Stable Fe isotopes, Fe chemical speciation, atmospheric aerosols, seawater,
anthropogenic emissions
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