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PESE AN AR, POGTEZE R DOBREE T ~OAMITHE R LT, K

CEHHHI T, N R—R ey 2Bl

FHERHILFEERIEEHI L ST, BETIT 4ERTH 100 Tg-N LSRR BOMIGHEEFZ THEIC
BALTRY, TOREIDIHES DR EMIRI A S FICERBE T~ E NS, FERHOHE
ENDELDERCEMAAL, 7E=7 (NHs), —B&{L=3 (NO), HAHIET A (HONO), —ik
E=ZH N0), %5 (N2) THY, EPOAEY AL 7 n AL TERSh, RE-HHEFT

ZWDBATOND, AR T, REARERRD

AOHEH SIS BUSHEE FET AHIZ OV TR~ LD

WE 7 m—OBLRNGIEBL, L ORI OW g2, TO L THERILEM T AOHE
BRI OWTEHLL, SOGHEEFRT A O LB A MBI T 26D Th D,

1. [FL®HIZ

BE, 2R OEROEMMERIL T —1X, A%
RO EFZAMICI > THIEEREG R 2 KRE<B AT
R THDHEE ZDIVTWD[Steffen et al., 2015], %
FOEWHERALFH 7 0 — O I EREG R 51T, 62Tg-
Nlyear EEFRSIVTCNDAS, 2020 FBIETIEEEL
TAN— =Ry 2B > TH RSN F IR R
ELT 100 Tg-N FREDOER MR ICARTSILTND
ERBELHILTEY (X1) [Tian et al., 2022], N &k
TR D S %8 38 13 BR R S 20 R & <R 7Rl
IZBHDHEEZBIVTCND[de Vries et al., 2013], F7-,
KREILAE U THIZFRH 65 Tg-N O i @Eﬁ 3B
N g e A= BB SR A AT S AL TV DR LIS

[Tian et al., 2022], W72 SSMEZE FRITREA, 7k, +
B, [IEEBOREICADRELLIZLT 2D, £
DXRPBH L7205 TND, ZOIIREZOT, K
It OB EFRBREE L L GRS, 5

4 [BOEFHEEEAR S TIXRERL ~LTO A AR
D B2 R OB 5 T ~O Pk H O HIFE O k|

DWTE MU= FfE vl BE R B R E BB T D0
(UNEA/EA .4/Res.14) 8RS T, A%, EEEH
IR A DB L 01T, ROSPEZE FEHE LRI A

Type
J ez
| xsE

B A DERAET (Tg)
8 3

a1
?

1900 1925 1950 1975 2000
Year

X 1 £EROEHADAEEREZRATOERMEE.
F—2AI& Tian et al [2022] 12&5,
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DR U YA 1G]
2021],

AR, ANBEIROBUGEZE 3 DRl Ko
U THLEHMOER 7o — B IOVEH -5 MR
KDOEFAE T AN DN TRERL NV
HUTHERRL, Bkl Té%é&%@é%ﬂﬁﬁ?ﬂﬁ%ﬁ’]
70— DA EEMEORREIZ T T TAH &R OR-EICD
Wi T Do %%#tmif%féﬁjzémé%%mé\%
TR, 7oE8=7 (NHs), —Mefb 5% (NO), AhfH
277 2 (HONO), —Mfb — %3 (N,0), Z3H# (N2) T
BV, BHR I L TR A R kiR T B A RO
T ADN B ACF: LAY SO 7 e A% % C L
HCA ARSI, K- TR CR g, No LSO
BRILEMH A (T b BLRIGEE R T A) 1T KA
BERXRBEEBZBAIE D70, TOERNE
IFHEERREE R > TND, FFEUGMEE R T AD
BRI« KRULFR072 RS O EENEIZ OV TU,
AFED I E OFw 3 (NHs: [#2H: 5, 2023], NO and
HONO: [&45, 2022], NoO: [HEEED, 2022]&[ & H
2020]) ZZ RS TZ0N,

—FTHEZHLIVTEFIB N T <DL T
BRHNC L TERESNDE R AWM T AZ DN T
HEEILDILTND, WLONDFNZOWTHRITL
7o, BIZIXT =T T, 7N LIS R
WTHERD FE AR L S 0 2D T80 (N2 AT
FHEARL 72 80> 30%25E ) , AREA 2hFI H ol
JRDHANEIAEE THY, NH; O fits ju s 2 F
LEEICIDIE H I OB RN e S TEz[eg.,
Sommer & Hutchings, 2001], NH; > HiLAEEL” A7 A
DUNTII N % B AR B T DA D A B IEE D
MELHD, Flz X, b~ME NH; ([ZBURTHY,
Sppm ZAEZ D NHs (ZHkHE S0 L O SEDSEE
2%, MAHIEA AN LD EBFLLOIE IR Bl 3E
DIFRRHEIRFNCAKBARDOBE SN EL, BT
EAET 528, ZAUIFED R IOk H o A
R Lo CHlERIESNDINED, 1974], Kb
0¥ ClE, HONO O LEENLOHKE, 2011 4F0

WI HLEE 2 HIVD[Sutton et al,

Su HOAFFEIZ L > THIO THERRS AL, OH 7 1/1 D
B G IR CHHEL T B SHV72[Su et al, 20117,
L7, 1960 AEARITITRR S BF CITREIS HE AR 7T
AREEIZE T DR D3 O B LTIV [Allison,
1963], ZEFMEARDOIWFEIZ24E R L THEED pH OIX
TROH A AL OTE AR P2 XY, A
NS, TN T ALl TR T HZ LD FD
TNz, BEER DN AT AN T B ol
BEEE D ZEFETZ T T, Misx N O K FICH Z 'O
HAHER R SN2 8RR RO TH-T-[EH,
1966], X RFIXZE AL G AL T VEITT VTR
Ty IERHNLITED, TENLIE NO, B E
M, TNURHESNTZHLOLELTEZLIL TR,
SRERPE ST T TN D HEAH IR TIEOIRARITAAEL
TWHIRRETHLHI LMD, FEFRIZIZ HONO HHWN T
NO &L TRAELIZLD (ENDERLLIZIR) DIEE
U AN DIRIZIRT T, EAEIRIC /e sTobDEE XD
ND, AT NSO NO X° HONO HEH 12 k-
THERSNDAY NI DEM AR R EICE T
HUFFEHA T TV D[Huang et al., 2018, Zhang et al.,
2022], N (ICEAL Th E FH KL OB TR
DO, N EDKE ~OFARNIEZDHZ LT, Fr
KB EALDBLEDN D RO ENED HILTET
[Mosier et al., 2002], ZDIH\Z, 13 B2 R B
ob, ERILEWH AOBREITE T/ HETHD,
JERE I BT A RO EE RO MBI, REE,
BEENTNORBICBWTS, EARKICITE R
EHEMIEIZLVF|ZE SN TND, ZDT®, (b5
ERNEE OB E22 6 ] T EZ ML T 5281, BREE
CNEM DERVEZAR S ECIERIICEE R FRE THD,

2. 2R T—IITRARHMDERTO—
BAEO AR SO EMoB AL BEE
11% & FE & HE 5 S AU T 5 [Ramankutty & Foley,
1999], JeDET/RLIZINNT, ZORLIL T HIIZARE
fil 100 Tg-N OMI:%%%HEH#&)\é%LTb%[nan
et al., 2022], il KD N & EFRAR THHILF
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JEEFCHD0, ZOEAEIZIT RHESEIENH D
HITWD, BUE, R TEL R P2 TR
ANEDT =2y MWEEAFAET 203, 7 —FEvh
BHZIZIRE R AMEIZME N BHHZ LD Zhang HOMFFE
IZES ORSIVTCUNT [ Zhang et al., 2021], 7 2DT
—& 2y DI 2010 FRF T 82-102 Tg-N &V o
X2 ENR DD, TNENDT —F v ME FAO
(Food and Agriculture Organization of the United
Nations ) & L < |£ IFA ( International Fertilizer
Association) DFEFHEZ S LIZ/ERESNTNDD, £
TSI =& EFEM T — 2 ORI AR, Iy 7T
— XD\ [Nishina et al., 201T\ZEHHLDTHD, 7%
BIRNRH FAO 7 —F 2y MIN—Ua )RS HL
TEbT, 7 —#E AFLIRIIC L THEH EN
RRDEVOHMIEGH D, (P ERNEE LS D
HIA~D NZSBIRER DT EIR ATy NE, HEIE, =
FLEBLORTEOEREEHEZD IEMICLD
M ERBEE LIRS TND, ZILHDY — A% FERE
L7- XD A~DO R ANEIL 139 Tg-N 2D
192 Tg-N EHEFHEALTISY, D720 KER A DS
DHTLENDND, ZDTEND, BEROIIGHEEHRET
T—D Tz LN Rb DI T HITIE, £ AHE
ROERBEANRET —F 2y OUE, @IEENSLE
Tho,

W, BHHHOER 70 —Z O CERTDH, 2
ZClZ, Zhang et al. [2021]1DT — 4 MH A L
XDOIL P RAEE S T2, ko & EHH I~ A
HERIFOERAMITE B T0L, LFALEHIINAT
HEAE sk D ZEFEAMER] 22 Tg-N, AW %3 [E
(PAEMIZEDREAE Ny DFEME) LT 32Tg-N, K&
AELLT17Teg-N ODARIMTHONTNDHEEZ DI
TVDR, ZOIBIEHEL CTULESNLDIL 78 Te-
N 2T D[ Zhang et al., 20217, TERHBIWIN LT~ %
FDOL, Fo B HIEAEY OBELER THLHL
TETHE, BBLE 120 Tg-N FE K, KL
WO TEBREE A~ BUHHSNDEWOFHRIZZRY, )
BOGPEEEFE D ZIREY 72 — AL L TOREB R

TWLIENELDOND, B NBRRERKNED
IHAEMEL TR SN EFROEIAIX, EHEFH
7h# (NUE: Nitrogen Use Efficiency) &V \)FEHE TF
FTILNTEDLN, HAED NUE fEIZ2ER YT 46%
L%, DFED, NBRAMDFI L Lo RS rEE R
PEMCRIA ST, ZOZLBERERICkEEn
HEVHFEITIRD, fi#m®}imr$§$@7n~
IZOWTHEME 32729012, AR TIX Zhang et al.
[2021]@A%E?fﬁg$i&)&g XL THE T ADHE
HERECCREAF O SCEROHEFHEA S L C, EH 1k
AMHAD I ETEOTAEMO B IR D%
KT —DY X —HAT 7T LEAER LT (X 2),
TARINZAE B 35&, BIIZIE N B2 b K
(K 2), FEEL TINHES D 53 DIRITKE R
7> TD, T2 LB T 58912 N, ﬁﬁztljm&%
X, 2 ZbDEAMBEI O R RIZE- T, FEHIC
RN REL, BEOSCHEIC b\ffﬂ%#ﬂﬁw
DR EIE 17 Tg-N 725 87 Tg-N FREELBHE N
HHLZELITEE NI THD[Scheer et al., 2020], N,
DWIZKEIRT T 7 AL NH; THY, 4 15 Tg-N
FREE LHERHCX D, HERHIRF IS IRU - HEH AR B3 b
FHEELC 12.6%, HEAET 14.1%E Mo A2~ T
K&L[Ma et al., 2021], O EFFIHZhFE LS
L7201, NHs ORI HE L7225, DV TR
XNT TV I AERTDILINO THY, 8.4 Tg-N EHEE
STz, NO ERICL B o di a2 RS E &9
% HONO [, 2.0 Tg-N TH 523, HONO OHEH 7%
EHEE LT PR TR IR E L T 7L, AL AR D
F AL HONO O HEHOBURIEIZ DWW Tl +431
PR S CTUWR WD BNELIR Td D [Bhattarai et al.,
2018], Wu HDE T /LHFZEDOHERE TIT A ER
D50 NO OFEHIE 7.7 Tg-N E7225>TRY (ZOH
TIEREICIT HENLOPE TIERL, Fr /B =D
WELZEEL, RKAa~BtEns&eUCHeE, 135
PEOFHIEFIZREN) [Wu et al., 2022b], X 2 T
RUTZHE R AR —RDE LD R0 REVEEL
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Manure

Fertilizer

78 into Crops

Deposition 317

22

N accumulation in soil

Leaching

X 2 2HORFMOEMOZBRIO—DY X —F (7T 5L, REIDKSIEIZHRDT7O—IZLFIT 5, HIEDE AL
Te-N/FEZRT(TEFET—ILDH Te-N). ABRZFEDRAEULZERERIEH (Fertilizer), HAEManure), £EYIHERE
TE(BNF: Biological Nitrogen Fixation), K&k (Deposition), S IIMEMIEL TDINFEE L Zhang et al. [2021]1DEUEZ ALY
Tzo TENLDITTVIREREBED)IIEMIREDO S LZE R EREL -, BRTIROERIEFE(3IGBP-DIS D&
BXEODEBZFREDLHKIVYRT—4I, 2T A ARICLIEMOEBEND ISV ERELTROT =, NH; [ Ma
et al [2021]DLZMEFE, HARZA I T 2HEHFREERLTER LTz, HONO [ZDWTIE Xue et al [2022] DL ABH
I B EEHREZRWNTER LT=, NO & N,O [ZDUNTIE Bouwman et al [2002]MD1L2EAEKL &, HERRIR AR 3 2HEH
FRBERAWTERE LN, (& Scheer et al [2020]IZ & HEEFHEAHEZ RO A2BIMABIXDLE1—DDEMTIENSD
O HEESEL,

Soil 2100

THEE S TCUVD, X 2 OHEHIREZ IV NoO Ji
L, 3.8 Tg-N ThHA, EHRET VI ALK T 1
T MIFFRIZ L DHEESE (3.3 Tg-N [Tian et al., 2019])
bR —EL TWD,

ARETIE, BHOZEZ 70—t T2 OG0 E
FHAJGH O EA R L > TORLZ, 1O
BRI AL, Ny Bz, ~ANT
VAR T AT HIIREIIBR VDD, LT
AT RETII Wb -T2, T2, TE
NOT AR, RERFHOEAEEIZLIHE
DLECTH D, FEIZ NHs, HONO, NO H A X KK FH
MNFENZDIZ, HHEDLO ORI

BB, BT, NHs 1M FIERI OB 5K
HWN TR E D A< [e.g., Sommer & Hutchings,
2001] NO [ZOWTH il 3 <ICHAEE —I03d
V), B [ DA il s B 3 M e A AL EE - (R R B
TIK N9 %[e.g., Nishina et al., 2012], HONO (Z-D\>
TUX, BN TOBINGI DD 72008, fi iR 50
A DOIBITIT BN 272 5 L DRI 38 5 Bhattarai et
al., 2018], ITH"ClE, HONO OEfGEBLHIL AT A,
SISO TEY [ Tang et al., 2020], 4 ?&@éﬁyﬁ
DOERBIYIFESND, DX, HEHITEAIC
LR HENE O f  EZ IR T L TREZHZE, %
H1D AR HARDMBIEL TWAHZH12, RERTOHEH
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Bl kG F T ot R KX By 52 AL
EZHNTWD, Bz, 1D NO, HONO 5 A%k

Hix, BEIEOYET A~ —HhSWH DD,

RN X > TUIEMET, 50 NOy 431X OH 7
DV IRL S5 A b S e DR QA N /AT )
B DML TRV D[ Almaraz et al., 2018, Wu et
al., 2022b], F7-ERINTrx B By EZED SO HEH 236
DUTAER, T CIE 13 NOX DR 503 T% R &
T EF LT EDRELHD([Skiba et al.,, 2021, &
B OZE 72 RAEEAFI AL T, 150 NO BEH
S RECA e il A S & L 72 |G, Aura fg 204
VEERRAEE (OMI) & W - @i ¢ 30 NO ik
HOHEE 72 EBITH IV TS Vinken et al., 2014],

3. TIEDERILEMHRITVI RHIHER

ZZTIEBE AW AD I &2 HIH 35 118
RFAZDOWTHEBL, RRAT v T OB SNHOREZE
B A OHEER, RERAT — /L TO RPN DDE
FALA W 7T ZAD P T D A FEEDARUZ (7)1 T
DOFEBEEH LTz, BB R/ LA W AD TR
TOERAI=ALT, HEFEIEHETHDT2D, K
TIEFEMZR IR II T D720, LU T OSCERE S RIZL
THEITFUTEE S [e.g., Hayashi et al., 2015, Medinets
et al., 2015, Kuypers et al., 2018], F/=ILAE LD A
ZZHE, 2 NHs, HONO, NO 72 &1 3B 72 il 4
KR THDH0, ZZTIE LT TOAEKD 2
Vit oYl

31 EIEERSR

7, THEPCTOMBREEROLIIL, YRR
Hho L EERRK T THY, ¥ 2 TRLIEIDIZEM
TIHMEF IR A ELHEIL DR ADY, FEAR
REZERIRER > TND, ISR RI2LIT, BERO=E
RBPEANFEOT —2E2y ML DERH Y[ Zhang et
al., 20211, BERHEEZATH) ECAGEFEM:D FEA T
b5, EALFIEEIE S > Th EERITITEE 2 7ok
O RHY, REGETIULT L E=TBE

FOBHEETIRET 2L OR0, lEiEE LIRS 5T
D, TOMW S EELLOTHD, EEHOLNHRE L2
EALZERLT — 22y hCTUiE, AL IERHED D2 D
FEEREHL, BARDILT =T BE/EERRED
A KD 7= [ Nishina et al., 2017], 2010 D H:F D
LFNEEREE DO D, IHIEIEDOEISIE 13% THDA3,
KT HIR IV < 3 FIREEE D IHEAREF(A T
& D[ Nishina et al., 2017], B2 13X NH; fH B3 AHERE
BEREEWETHIFIEE N A L7256 13
VDI [Ma et al., 20211, JREIHEE 1AL FE
Botk a2 % BT o2 8%, BRILEWHT A D
N FNERICE T 2D THD,

32 RE

R (7T e=T b, WANEEEE(L) OBt
2= (RO IT) 728 DA L HREHEE AR
TE T HEEIR/NTA—FThDH[Medinets et al., 2015],
A= ) 723 R U A U A % 2 & S R
T20, FlZIEERFTIE 30C<BWETIHHEMEN
L, Ll EickhdEisEAmElshd
[Medinets et al., 2015], —J5C, NH; #ifT 45C<5
WETHFICHEMT 22 L3RS TRY, Zhi
AEYHIFERIREE A8 2 D50 T I3 EIC kDT
VE=TERALARESNDTD, NHyS OF| Al hE &
NHNL, FERE L TRV NH; f 295
EZ BN TCWD[He et al., 1999], F72im\ EE T,
NH; OIFFEEEME F 95288, @miEstE F o
VN NH; A2 L3 TE D[ Freney et al,
1985], BUGHEZEFTFR T ADHTH, NoO 1 TFFIZEm WO
FERAFYENBH D EN LN TEY, #AEMRH O
Qo (JREEZY 10C EHLI=LxDiE o nkk) 78—
A 2 275 3 FREETHHDIZRIL T, NoO Ao
Qio 1 8 BB XD TN RIESILTND[Smith et al,
2003], WE EFI ST, AR O ERIZED
iR & DN L D3 %, i B BB O B U BRI
DERENDZECEAST, AoNTD Qo MARELRD
EMRIK EHE 2 B3 TND[Smith et al., 2003], N DFE
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ABFERIZE Quo SRS TEY (19 8), HeXH
PERICE ST, ZOEWIREREEORBAN S
TCWB[Castaldi, 2000],

3.3 K%

T K oy BT A SN R D BRI K ESE
BTN, fifl, BE o 2B kD EHEILEY
HAZDNT, ZIEND E Ky S a0
T DA CTIF~5 &, HONO(II), NO(II), N.O(I),
No(0)DNEFE L72V[Oswald et al., 2013], ZVER{LEAS
BWEDIZY, HHK 0 EL, SRS TEY
A A R TN D, Ny S (T bt E)
FEAEACREICB W TE—2%E 2, HONO 23
NO KOG HEERIRRBIC R K 53 S 2 R3O
Z&iE, HONO DA D A 2R g <17
AILTNDT, FEEEIRFIZID HONO A3VERKSRT
WEWIFRBAL 22 S 40TV D[ Donaldson et al., 2014],
%72, HONO [ TR E O REHER D /3 fiRIZ L > T
ARSI ORRE B IERS LTI Y[ Yang et al,, 2021],
RLERIRIE TH AR RS FV, — 7, NH3 o
W Bk sy BT L, B BRI A S 7o 7
W, B2 X, IRFBEOREHEZZ 2156, TR
HEAEL CUOGUIE IR O IR /RN ST NH;
FEHOMZONDD, THRENEEL TOHTHR
K[ROWEEREWE L, RFE B RO @SR YED
7212, LFHEO KRB TR FEA K
DRI, NHs BT 52885 5 [Sommer &
Hutchings, 2001], E£7-HENEHE T T4, HEED
KIPIRRES EHL /27 7 I/ X —"Th D, KHDIH7R5E
EPEACIRIETY, KD pH AEITFAUL, KD
NH; 2M#EECT D[Hayashi et al., 2008],

3.4 pH

pH I AEM OB BRI EZ A DL D TH
0, — I THDHIZETEMEDTE D D[ Pilegaard,
2013, Hayashi et al., 2015], Harmonized World Soil
Database (Z&AVIE[FAO et al., 2012], F£JE 12D pH

(13 19K 2.5 OFIG TRBLIZEERD pH) X 3 2
5 10 ETOFMAERL, Btk LHELIEZNS pH6.5
LUF &2 BBl 3R D 49%FRE, Bk fR->T
FHHETENE FEEOFIGIL TT%RE LD,

T pH X7 =T B L > TR EE RN
A—=HToD, pH BT /VAVETHIUE, TR
HFCIE FRERRDOERY

NH; " —= NHj(aq) + HT «— NH;(g) (R1)
FOSHBAE RN E, NH; L COFAEREEDHE X T,
KA~ NH; {95, NH; kD pH ~D L IX
FEFITEL, BIZITHENENHO NH; FH 5 ClE pH7.7
M5 pH8.0 (27272212 NH; BN (5127257
LW ELHD[Sommer & Hutchings, 2001], — 5T,
pH 23 7 LA F OFRYESRIE T CIRIRARIC NH; 2MEEA
EHAEL2< 25728, NH; #iEME T T 5, Lo
TR IR E 58Ik NH; S 2012y ME )
[ZHDN, fEELT-E&EIZ 1D pH ([T BA 525,
PR3E, 7V AIVPENRE, HEREA K A L7255 12id
DIRY TR, Bl 21X, JRSE DK 53 fif(R2) % Bl
(ZHS &

CO(NHs)s +2H,0 == NH3 + NH,* + HCO3  (R2)
IREEK BN ERS I, ZahAFE FTIE FReo
S (R3) D3

HCO3 +H' — CO4(g) + H,0 (R3)
T PHBEINDLZ LIS T, iR FE R
T OJEL O LHIT R PTH 02— R T L
(FFEL T pH>8 1272%) /R L, NH3 A i 2528
DEIHILTCUND[Sommer et al., 2004], — 77 C, NHj
FERCO, MAEMICED NHy B bix Hg i mh %
HEAGL T, TEEREREL T 5, L7eh3 > C, fRFE ]
MBI RIS IC NH; #HEEI R T35, T
pHIFIF AT Iv 7B L THY, HHEOERMEE O
W TIIA T, KDIEREIC NH; f#HEA T4
DINT T m b O A TR 20803805, £zt
BY B OO HEOBMIEELPIESE528bd
HZEITHERBMETHD,

—J5, NH3 L3352 NO X° HONO [IEPESME T
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TILFANT AT D2 E (R4, RSDIFHINTWD[Su

etal., 2011], T TIHMEERBEMEINDLZ LD
Do
NO,~ 4+ H' — HNO,(aq) +— HONO(g)  (R4)
3HNO,(aq) = 2NO(g) + HNO3 + H,0 (R5)

FatE L3 (DR ) TIEA A Tl eI O
RENE 2, FEAEMIYIZ HONO, NO 23475, pH
285 LUF (13 pH LLT 4.5 LLF) TH#ITT 5%
ZHITWD, FILRITEDHDHIRAETIE, FRiD L
IREORES T NO 23 £ 5(R6),

NO, +Fe?t + 2H" — Fe’* + NO(g) + H,0 (R6)
DI SN I F PO DOBLED, NO-
HONO DA I EHE R /RTA—=2THY, Kl
HONO (22T Suetal. [2011]124% HONO 34
DI LA, b AR BIEIR 1127258 B 2 6
T\, LU Oswald et al. [2013]OHFFE Tl
pH7 ZEZ 57 NV F U EEIZ 3 T HONO A3k
HENTODZENFEFRI LT, KOS i T
% pH ISERPETIRNRY, AR ER D TERE CHEAET 2
FNFEAE LW, IR LI2IDCT v UM%
/T’Tj:%i))%@ HONO DFANL, ThAEMIGEHE

BEH T 2AN =X LDPFET DI ENRIBSILTND,

—J7, Donaldson et al. [2014)1X H-HEFF DK Tl
<, BEARBEVEENEETHY (BT AI=r bl
7o B IR ThNL T KB DI REIC L > TEED
S, HEEERIT— A _ﬁ&ﬁf‘z&;é), ﬂ%ﬂs’r%é@ﬂ%i%)%
2SHONO DAY AN THHLZEZABNNIL TR,
AN LD EAEE AL HE DD DNIR T wm D
b EZATHD, NO IZHOW TSN
KDER (T =T L CTHERSNDOERRF LT
UMBARR) BIOWLE IR R TO AL 724 5]
DENHIVTISY, pH DASHPE~T LA UMETH B 23 e
RSN TND,
T3 pH, HHNTEOEALAWiZE T AT L
ELEERY, MR B FFOZEITHLTHY,
%ﬁfocﬁ%lhﬁlll%’—f%é& Bk ST DHOD, ZDR
FRPEIZ DWW TR RAERE R O L7 o TUV [Simek &

Cooper, 2002], FEH DHHIREY, N,O (BLY Ny) fik
HiE pH OBFRITIKIREL THOLMNZ /2> TR,
BLE T 282 ORI 357012, MmO A |,
ZZTIEINLL EOBEERITI L2V, WSO D HAH
IZOWTHRAT LT, ST D R D7 1 — /L REBLHI
T =B % T AZFENT I ST, Bk Tl 38
pH 13 N2O HEHH OIREEI A BIZF T 5K F &L T
ISR TWRWL ef al., 2022], — 5T, 3
pH 2MEWEEETIX, BMELL THRIHENDG T A
(N2O+N) 125D NoO DEIBINENZENZELD

e CHIERS N TETEY[Pan et al., 2022], N2O 3
Ny EFTEITLSNIRNWZEDN K22 E DR 11
BIFDEW NoO B EOFFIZR>TNDHEE RS
WCWA[Wang et al., 2020],

35 BERILEMARAEOHEERER

2 DEEHRBANR =207 Fa—F 1%, TR,
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VR CO; [EE R Z filld~ 5752 Téh% Ribulose-
1,5-bisphosphate carboxylase/oxygenase (Rubisco)
REAR TS, #OCEREE OEARRIZED COy
WIS LS RERIZ &% COp FUHIER EE A 72 LBV e
IEBRD COp WIOHE) ZAR N EHD,

HARTHEE SN TOD EAEM ORMOL & B IS

*T B DRI BT ARSI TV DY,

A, WYX AT, awTF, A lX R TH
(R DM G BOHEE DR F2HE STV D, A1
(i =2 eR)) T, EHRTZ ANV Z =12 TH
Vo BRELIE 2SR E B IE LTSS G S LT,
60 ppb £7=1% 100 ppb DA L & BFELT-HA1T1E
B (A RFRHEM DZE DI LALIZFEETH8E) o/mnm
7 4/VIEERS Rubisco DK FAFEDHIL, £
HIZE > THIE A G E DMK FL7ZZ &M s
TV D[ Yamaguchi et al., 2008, 2015], ZDKE, X FLIZ
BIFDHITADEYRLT IOFRIETHLK LA Z 7 5
VA (RALRBLOW L, g) DIR FHRHHILTEY,
SALBRE DR T b A AT I AWM R E DI T
D—KTHHEE ZHITND,

FOEA R IC B4 B MEICB O TH L
FE AR EINTEBY, aAXFTEy el rassk
DA U VEITEA 61 BT TREWIEDH
HEN TS (X 3) [Inada et al., 2012], ZOEH724
VU AED SRR ZE I ANV B E A aeawy )
IZBNWTHHE S TRY, ZORKRELTENICE
FHA R ROS OIEEREN O MR ZEN RS
TN D[Lzuta et al., 1994, 1999],

40

T [(fezsmx
“"E 30 []60 ppb 0%
3 ab b be @100 ppb O;[X.
\% 2 H Two-way ANOVA
{:\P( 0 kK
= o

ZIE}( GfE ns.
o 10 Oy X il *
% 0

615 A FALY

3 OLF¥ 2 REEMGE B, OARILF)DLE
DI EREEIZHT IV DELE, 10-17 B 60
ppb HLLIE 100 ppb DAYV U ERETELI-, FILEREXT
EEFZI (10-17 B) OFEHAYV U REEH 13 ppb, AV
REBA®% 31~41 HE DAIEIE, Two—way ANOVA: * p
< 0.05, * p< 0001, ns. = not significant, 227 ILI7
RNYbDDOWERICIEEELENHS (Tukey' s HSD
test, p < 0.05), Inada et al[2012] &Y EFR] 15 THER,

42 EROIREICHT HEE

REIT & AR EEMD D —E 2 PP &> T 9
DN, FDFRGG ZAL > TR LM IR Z TR L TRk
T DEABIE, 1981], DT, A AL HM
S BORFE DR FIERAEY O B RRCIR DR T I
DIRND, AARDHFTEFFITIL, A LD
RN EDE FIFIAR, Favl, a~wyF, ~"YhxA
a7 TREIN TV A(e.g., Kobayashi et al.,
1995; Izuta et al., 1995; Yonekura et al., 2005a], 1%
(fnfE = e )) T, b EXREe BB LSS
LT, BPANREED 1.0 57213 1.5 SORED
A U FRFRZ S T EDIK TGO LTS (K
4) [Yamaguchi et al., 2014], ¥ OWFFEEF]TIE, =
L, XA, DX TAE, AR, N\TERIAVRE D
SO AT AT LB T2 Sh T
Whle.g., /MK, 1999; CLRTAP, 2010; Feng et al.,
2022; Gupta et al., 2022],

BAEMOIEIZ BT 54 S I B W LR
M7 ZN TS TERY, AATHE SN
TV Tl 28, ¥ AKX, FudikeA, I
DAY ARSI HHRA =S, RTERas oA
LFEDZFUTARN[BF NS, 1988], FRKDHFFEH] T
X, BaLx, FARX, DEDOHY A ES VR
@<, DAHAETHRE, A RChyEra i (g
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30
[ #fezesix
"o 25 10X 05X
ij 20 B 1.5x051x
ﬁ 15 Two-way ANOVA
@ 0, sk
ﬂiﬁj O3 X ns.

(=] w
T

4 HEZBPOERLGSI R (RIE:2EA))DIRE
(RETZIOREE)IIHTIAVODEE AV VEE
EEHNEED 1.0 f5(1.0x0,) HLLIFE 1.5 £ (15 0;) [
e ERERIEILCTAY U ERE LI, 10-1T BB THF
WAV UBREIL 9-10 ppb (BILZESX), 27-29 ppb (1.0
X 03) B LU 40-43 ppb (1.5 X 03) , Two—way ANOVA: ***
p < 0.001, n.s. = not significant, Yamaguchi et al[2014]&
YEFRIZ 1S THER,

IRV ERnmEIN TWDeg, /MR, 1999;
CLRTAP, 2010], A VMo G 2 iT=~Y
T, NI AF A, ARXTHRESNTEY, 43Tl
WO AL L2 & A RO S 1 34 sz
MENZ DA ST D[ Lzuta et al., 1994, 1999;
Yonekura et al., 2005b], ZDXH72 N EIZEBITHAY
VI ME O RE R 7 MR B A T O EI K &
LT, RAENLZEEDA Y VR R OE N, B
PIZHIT DAY R ROS DIHEREDENRE X
BV T b[e.g., Emberson et al., 2018],

MZRE Z DRI 54 v DRBITHE B
THE, EREREITHARTIRIZB T D RAL T 23
FELNWZEFAY UEEORHE CHD(e.g., Nouchi et
al., 1991; "5, 2018; Yamaguchi et al., 2018], ZD
HHEELT, EREITIFE THLEINE LE
MBS EL T D2 LIS Ko TED R 2R
L, AV UNCEDERDERAR T 2N TV HEE X
BIVTOVDIEFA, 2001], HROEEED OLDIZEKD
XFFRHY, A TITHRARE TENDBEUR DO E
RIS EIL RO, DT, A NI AIROE
DR BAIRAE T BAROBEURBE FE DV A % @0 5
AlREMED FE ISV TN D[ Yamaguchi et al., 2018], £
2, WEZT T, ZARDEELAY VIZE- TR
TTHZENHRESINTIY[Sawada et al., 2016; {5

0 0

[e) o
(a) (b)
T:: 02 | o 02 b o
2. o
(=%
X L ¢} 04 L o
S 04 0D 0.4 -
o, o o]
~ 06 | 0.6 |
© R=-0.740 R=—-0.745
(p=0.023") (p=0.021")
08 P 08 e
0 5 10 15 20 25 30 35 30 40 50 60 70 80 90
Al (°C) ARSCHEEE (%)

5 INYAFTAOAVDEEAY VEEHTI-Y D T EE
BEEDAJUIZEDEILIE(C/[0s], % ppb™") &k HEHAR
FOEHRE (a) BIUFEHHEFHEE (b) EDOBER, i
TE: METHEHM(LVHOPIKRIBOEHD) , ELE
(C, %) =((FELEERNEEE/HLERRNEE
=)—1) X100, HEEHDEHIMELNAD, RLEEDAY >
FREBELTEAVUENBEETHDILERL, [UELH
SEELEDOHELNH D, FES[2018]kVERSH,

5, 2017], IE7Z T TIEEHE CTEWA Y 2 Lb
PBEHHR I B | E oSN D ATREME D D,

43 MORBERLDEEFE
KE CORED EFRLZ U RIR ES7e L,

A ORIFERE IS B AT 22N THISH
TW\D[drias et al., 2021], ZOXH78EEA LIz L~
TEAIEMOA Y EEDORENENT DN
ITWAEIED, 2020, H ARDRIEMZ TG ELT-
T LA DB SR & DA 5B AR
D CIRLIVTWDMN, NI hFAarta<V T
(3AY AL D BERFED WA % &R CO D3 EFNT
DR 72 A BN STV D [ Yonekura et
al., 2005a], AN O FESA 2 A2 AT LT3 ST Hs
WTh, AV LD OUEAR F A E IR E CO2
IZE o TRRAMSNDZEDHE ST D[ Feng et al.,
2008, HZIAR AG [AIERICAY VB EA R 52
EIMF AR ETHRS IV T DD e.g., Kobayashi et
al., 1993], ZDIOMFBAERMDFED B2 > T
HLHLHKED, 2000], —J7, A UEEENEEIC
RHEVHIFHENZMEREZL LT REERLH D,
Bl ZIE, [IEDNEWEY KDY I F A D
JREAR T oA 2D Z KD G TR DL
DHESITND (X 5) [ HD, 1988; Lzuta et al.,
1993; #EEH b, 2017; H1/55, 2018], £/, BIEMIC
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BITDAY LR EE M & O RS A A3
HEENTUWD[Izuta et al., 1991; Tatsumi et al., 2019],
ZDIIREE D AT = A LIS 5 T
TRV, D BREE BRI AN ALBR EE (Y RN ) &
BERN DTG VERE R R OTUR L E IR SOl R TS
PE (Y > D ERET) OV, HLLILE %
FALESHALZLICL S TAELTNDEE X BN TND
K7, 2016; #HifD, 2020],

5. REBIZH T HA VDRV
5.1 RBAYVVIREICE DV EHE

SR T 24 B EEEBROFERD D, A
VICEDIN B T A R ERE OB E R T
IWEDAY IS E DR T, BLAE
RALFEE T VR LI THEES A
FELABDEDIET, A AL DWIN A HEE
(VAZZIM) 52N TEDleg, KA, 2016
Kobayashi, 2022; A5, 2023],

R T DA L DRI, BBEWIHIAEL,
RERESWELVIAZE THD, ZDT, A ki
JEE BB O B ENTIE, BaE IS LT REY
DI BZ A D EE RIS 24 L RED
FRAE (BA &R ) 034 BREBRIEELL THVS
NDHTENE, ZOEEOR T &R E DA
Y DBEANTROEMEZ R TR E DAY DI
BRI RETDHRED T RSN TND, T—ny
NTHRESNTA YV OREHEEBERELT, AOT40
(Accumulated exposure over a threshold of 40 ppb) 3
&HD[CLRTAP, 2010], ZiuiX, HFRKE (H K &350 W
m 2Ll E) B LT H FIZ, BIETHD 40 ppb ZiHil
L7y U (1 B[R o Bl @ 2y 2 fe E S h
IRl THEA LI ThHD, 2D X574y
COFABRBEEL TN EOA Y RIS
Bix, AR <RESHTVWDR, AART
DIFFEBFNIIRON TS (X 6a) [[zuta et al., 1993;
Yonekura et al., 2005a, b; Sawada & Kohno, 2009,
Yamaguchi et al., 2014],

12 12
(a) (b)

10 10 g
o 0
08 \ 038 \@

0.6 0.6

0.4 04

A FOULE: (R HE)

0.2 Y =-0.039X +0.975 02
R2=0.923"

Y =-0.487X +0.996
R2=0.955""

0

0o 1 2 3 4 5 6 17 0 01 02 03 04 05 06
AOT40 (ppm h) POD,, (mmol m?)

6 1DIRE (FEXHE) &EAY 2D AOTA0(a) £fzlE
PODo(b) DR B 3 ISRLF-T—RITE DL
(Yamaguchi et al[2014]KYEFRI %1 TEEL) . FAXHE:
FEERROIREE 1 ELEBORLEROINE,
* p<0.01, ™ p<0.001 (Pearson’ s correlation test),

52 [ALENLIZEOAY UIRIREITE DUV -5
2 ETIRATZIEY, KHF DAY ATKAAEITL T
BENIZRINSI CEERZREBLT 2, KALIZED TR
SR E 72 E D BREESAFIISUTHPAL Tnd, LTz
BT, REAF DAY RENFEIC TH-TH, HHY)
Z B KRR EE VR EE 2R E DEBREESIFITIGT
TRALBHE R 7220, KALZ AT L CHERNITRI S
LA DBENET DI, AV UEEORED
AT D, EDTD, a—my/ N TIERBEAY VIRE
(IS NWFRIE Th D AOT40 A Sl LizA>
RBISEBRIL, A KD RI RO B L
Z RS DT o TTH E R A2 5 CI3fE A E 7,
VA7 D@ OO Z e E D DT e HELE ST
W5, LTIEi3oC, BRAEMOI BI04 D
BOERRFHMEIE, KALZTUTENIZRINS L
7oA OFEH & (POD: Phytotoxic Ozone Dose) (2
FADOWTTHIMEDNBHDH[CLRTAP, 2010],

POD I ALZITLI=EED A Y W G FE (Fy,
nmol O; m 2 s ) Z—EHRNTOl->THRAETLHIZE
IZESTRDDIENTED, FENDOAY VREEIT 0
ppb LAE TEATZD[ KBS, 1979; Laisk et al., 1989],
FylX REAY VRE LA O m R TR L
ORALZ H I8 A (g) MHRDHIENTED, Z
ZT, KDOBSRRKIMRE R E DBREESRIFITIET T
ZAbT D g OHEEDBMENTI2D, EDI=, g HEE
T NVOREFPRANIE X S 2H5H, AAT
1 3A RERRELIZET LORBHRESN T De.g.,
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Yamaguchi et al., 2014], gs #E7ETET L OFEHIIZ DO
TIE, IaR21EZZ Iz,

Fy OFEGE MU EE 243 2 5 B i 4t
Gill, BRI TII RN EY T D
BICRRESNDIEN L, £, ERIZITAY

WS 53 BE | BRI (Y nmol m 2 s71) 23R T HZENZEL,

PODy DJDIZERELT-BEZ T & TR, X 6b
\ORULTZBICIE, ZORMEIL 10 nmol m™2 5! THD
(POD1o) , ZOBIMEDFERILIT, FEITRINSHT
FY o D—ERmITEWRFHERRE OB ZITL-
THEFLEINDENDE ZUTIESL, A VW IGE
DEMEY X, 2Oz —EMRTRLTVNE, Z0
R HL7= PODy Zffi > TR IR DA B
ZISE B O BERIEIFRKA~OH TTEV O REND
HIRr S TERY, 1R (WFFEFH) 12k > T
TWD, LILZRD s, IEMERE R R OFRE L)
B OYR B FRIEMEIT I — & TIERS, BREH
RIZE-TENT D720, —EORIEZZRTHI LI
EPFRNTELWEIEE R R, D7D, 208D
IHERIDOEEBFE TER TETORWEBLEREIC
BT, 7Y URIEIZIESI0Y, BREBRITH
STHRBEAY VREICE SO CRHMEL =5 28 B
VI E 2B D[ Musselman et al., 2006], Z D78,
KV EMHEZRV A FM O T2 D ITITEENIT B T4
DIEERES) D E BT AL ETH D, Flz 1T,
BENTOL IS E P T2 AR R 5<E
FINZE ST, TRTFANMAFET HT AL
BRI LAY v Off R OFHM 2SN TNDHD, Z
DIHRAFFEIIBRSI TN g, BFND, 2019],

534V DEEEEEBLEMET IVICK ST
OO % RRE LT L EIT, ZOHR
FENFEIL Tho THERIZL > TH/ LA E
TRIIEE T D, 2OEBZHATHILT, JVIE
7R AT FHIIC 7223728, AOT40 <° PODy &V
ST VBRI AR L LT A v B G
BB OBRE NS T&zleg, KA, 2016;

Kobayashi, 2022), —77, € OZEETFREFHR H O
FY AREE DT T, BAFM O R HE D
FEHAZ2 S L D@ N K> TH AL A Z L BB fiF
Wiz L= TREI TV b [Kobayashi, 1997], £Z T,
BAEM DR E A2 2L — N CELEWE T V2 F
LT-RHIE R RSN TV, (EET V21T, 8
RRIRRE DERER 2 ATMEEL T, HERL,
W, JEBRPEM DR E ~DITELIRE DRk % 7o
T RSO TR EEHEE TEHET L TH
%le.g., Masutomi et al., 2016], ZOK A 7 0|
T DB AIAT LT, EEEAEL
IRISOAY DR BB T, VN8 D
INEAR N2 20 B TEHZEDHIFRFS N TS,
ZOFHIEAFENL T DT, A RSN E
FREE D5y FLE N ST BB DR BT 54 7 1
BATK T4 v DR E RIS 2L
MARAIRTHY, 5% DHEELRRBETHD[/MK,
1999; Emberson et al., 2018; Kobayashi, 2022],

6. FLHESEDIRRE

VEMRESC S AR, BRI E SR> TR E T RS
0, BAEBRISN TWAE Y OB E L EAEM DKL
EROWEOK P25 RT3 Thd, 208
1A v DL, WL DOEIZ BN THES
SHESINTWDD, I CIXERA B X 7R K
RIGROFE FIZh ORI B W Th R EIh T
D[ A, 20211, LT, BAEDITH T 04V D5
B3 A ARIZROLNEE TR, Bk E, AF
BREICBWTHAERICIRESNTRY, AR
SN Dle.g., Mills et al., 2018], KK T, =
DS v DR EN O R E T HZEE A
CUTEBRBEAMESE N EIN TNDA, B AR TR
BESH TRV BRBEA, 2022], D728, EIEWIC
XD L DFEED E BRI S E T EE D
TR RTE DT D DHAVTF A& b O SR EHLE
DEREZANT T, 5 E TSR BIEMICT 5
T DVAY AN ZED T L ERHDH[ 7,



1989; rE I -#akt, 1997; KA, 2016], Frl/EWE
T VAR U3 T R s R T 7 L Lo BN
PER &L, 2O AL B E T 5L, A% EERYA
JEHINEIZ e DB 2 BID, LLERND, (ElET
NWERIALIZAY v DT MIZB T, JEE K
REN 72 E DA v B FEINEBIB N MBI D, 2D
MU EL X, A% RIS TV D KIE B0
MK BEOENSEEBETHE, KILEN LD
A W (PODy) Sl Y) ThHHEB 2 DD,

L2AL72736, PODy (FFHREAETHY, FEHIfEL DL
LRSI TORWVDNREIR THHZ LD, BL5HE
HE DRI FE/R E I L > TREEL TUOKWLERH D,
FIEIC, 5.2 B CR~7ZXH7RBENORERE N OE
EHVFHI A ED DL D, BT, YAZFHEIIZE
STHHEN T2 @Y AT MBI 3T, BAEW I KT
T oA v DEBERGET DX B TOMME
BE=L)THED T EDR DD,
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Atmospheric sulfur cycle elucidated by isotopologue measurements

FRHRE T 1

KEFORFFHEMERL, KERT O/ (S042) =7 ay VEERTHIETEETT, L1L, fiHED
BRSSP A BT B G- DAL BSOS IZ DWW TUIAR R AL WO R BUR T, LERNM RO,
Bt 28 DI R KA L SUG & BN 2720 DN RN F BT, &1L, B ORIGAES - (7 A
VIROZ) DT FIEEZBZL, KK 7RG T 1 )L~ 5, =835 EAL A A
ALTz 3 T RRULFMIEET NV ED A NS LT, KRB EIEEROfEIAZT> TEELI,
KFIZ, SO DEEFEFINL AR DE & IEK 7757 Bl (Mass-independent fractionation, MIF) |, fififig =7 7>/
NDAERSOE (= BRFADELIR) OFENTICA RN T, AR TIE, =FRFRRALAKLAA AV 5 it B it
Fe 7 v L DA FOBFEOE T LB MR B L TR 351, Z O fLod KR 16 B~ D [FIfL
B3RO B EFEITL, 5% OMFEREICEL TREZR~NET,

1. [FL®HIZ

ZOREE, BARKULFSEMEATEE, K20
FATHEWNET, AL 2008 LV HR T EKRFOH
H [ 5L R OAFFEE IR L, Bt O E AL
Ko i & B U Bk 7 - BR BRI B3 DA 984
D TEEL, BFIEE B IRIX T oAb & Sl e
L7eHFZEEE CTHY, AFFERIGUI R T FEITIRS T,
Hx e IR RASNAIFRECTELELL, 20D
728, BB REACTFOHFE LR HIIET D0,
ZHMBELRROHEEED TEIzfod, 40
ZEIIKREFh ATV ET, KRYIZHVREI TN
7

ZHIVET, BERNARG D o Flka KRG
BHZEH o0t 2D TEELZ, 7272, JVER
DB LA AR T 570121, Kbk
ETINED BN EEZ LKL, 2017 £ 5
GEOS-Chem =Kt KXALF k€T L& Az
WEFELPHAR L £ LT, AR TIE, FRIZ = iR [FINL
(S END R SR B el 1 v Yo b O [ VAN e e |

ERGULFHIETT VO W RO — & fE T
LIz EBWET, 20k, ZENA THDH R H
TRERIZBIT DN ETONIIELIK 1 ITELDELTZ,

2. T 7RV ILEFDERIBTE
21 BT 7OV IL

il (SO4») =7 e/ L iE, KK=7ry Lo EHE
IREGTD 1 D THY, HURHFRAHEL/ I, ECRE
KD FEMEE EEEREEZ (CCN) SKEZ (IN) L TEAL
SHHTEICIY, KUIEICKTHAOEELH X FT
[IPCC, 2021], 151 21X PE 3 Foein LLRT (1850 A7) 22D
FEET(2014 4F) 12 TDO N A7 —ERIbhG
(SO2) BRI FED A 2B i ) D28 kIE-1.03 +
0.37 W m? ERFELOIVTCUWET [Thornhill et al.,
20217, BT, Wi 7 oy L idnr R ATy 7R
EHEAAXOFEALEICBNTHEERERTHY
[Wang et al., 2016], KK{GHIZIU T BHE 0% H
ZALTWET, SHIT, BIEROREICEAET 52
L THEE T [Sequeira, 1982],
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Stratospheric aerosols
Reducing radiation for longer

S0Q42- ------mmeeeeeeee- > time scale, Os depletion
Stratosphere OES =0
....................................................................................................................... feeerre e e e aaaaas
Troposphere : :

Aerosols .

Impacts on " T . Transpdst,

radiation budget ¢ ~Preservahg)n

& air pollution kS

S042-
ocs 7N .
02 v

K1 ARBTRYRSASHREER.

W=7 VT FESEHEMLUEZD SO, DHEH D
HERIZEDEEINL, 1970~1980 4D AERII7215 Y
% CRICK A N HITR DS SR A BV E L T2 [ Crippa et
al., 2018], ZD SO PN K E HM THE AT
ANDER ST LW E DB D[Cohen et al., 2017]
—J57C, 1980 FLIED SO, OHEHINHICH DL
+, RRT ORI T 1 L B O 13500 T
bHZ LRSI, HEHIMHIR S RAIT/ERL
TWRWZENEE 2> TV ET [e.g., Hand et al.,
2012; Hattori et al., 2021],

22 RRFICHITHRET 7OV ILERETE
ST D SO, DERKIZED SO ERSUGR T
F12(60~80%) ZEKH TR DIEFE &> T
& FE I [Faloona, 2009], SO, 13 EITE KIS
L S(IV)f# (S0, H,0, HSO57, SO5*) ELTHFAEL, i
ek FE (H0,), V2 (03), EBREGREB AL
(Transition Metal Ions, TMIs, 1z 1E Fe(III) <> Mn
(ID) IZfibifEsinsz O, 7Lk SO~ IR bEvE
T, TRV D (20~40%) D SO4Z1E, KAHHZIVTK
g7 7L (OH) 12X~ T SO SRS ARk S

Ice core

Polar ice sheet

Ocean biosphere

F 9 [Seinfeld & Pandis, 2012],

WARIZBT D SIV)DIEAKIE, FIZ H0: 12X D
fBIZEsTESHENTWEEZE XL TEEL, 7
F7eh, S(IV) + O3 #R#K 1T, T\ pH IKFIEEH LT
BY, K pH BREE(F 4-5) TIHZEAEHAELLRNE
E 2 HNDH)S T [Seinfeld & Pandis, 2012], LA>L,
KLZDEEMEEE IR —ThY, SenfElx
VP LS IELLDHYVEE o ZO IR LR
FH « A T OAL S O BAGRITE A2 O B E AN
FRZRRERS LUV ET [Pye et al., 20201,

KR T ORI AR R DEWE, =7 e/ /L5
R BEELZZ25 ETHEETT, KHRINIZEST
A RSN TREER T A (HaS04) 13, KEARRIC L~ T
LR FTER (NPR) (23 5-L, &G ICEk> Ty
NWEEROREZRELET, )7, BAROUEE T
ARRESNT-EREIL, =7 a Y L EEHEO YA XIT
WELHZHZENTEETH, FILORLFE BT
HZEILTEER A [Kaufinan and Tanre, 1994], FZEE,
SEET AL DHI 32— a0 T, SO, HEH &
DI 3 LB DOEENEE DR T IS, KA S
IZED HaSOs AERMNIFEDHZET, =T/ LDk
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AT AL UAE R E LT S b 2 k3528
DSV CUWNET [Turnock et al., 2019],

2.3 EE&?&W&W@W&%L\f:i&ﬁ#ia)ﬁﬁﬁﬂ

RN (R, 72& 213 170/'%0 <° 180/'%0) 1%
aft*ﬁr@ FALAAR L (Rsample) & E B HEM) B D [RIAL AR
bt (Rstandara) 2 FIWT 8 EEL TEHRFELSILET,

3X= Rsample / Rstandard — 1, (D
ZIT, X TR THRNMAR (70, PO, MS F) T
HY, 5 fﬁ 1FXELSTF0 5% (%) TRSNET,

R 1% 1%0, 170, B0 @ 3 DRI IRAFFIEL
E3x a8 ﬂﬁﬁzi@ FEAEDWEIZEITS 0 DR
X, BHEARIT (870 = 0.52x880) 120 7=
6'70 L 80 fEDOBIEEL THEOH 2D ‘;ETT*‘L
7o LInL, R&EHO 03 ki, ZOERNCHED

TE ®IEIK 1747 51 (Mass-independent fractionation,
MIF) 1280 70 2R AT 22 LA mbiu T
WET, 2072, "0 ORMEEAWE =R AN
AR (A0 = 8170 — 0.52x8'%0) L THW K ~7=
e, 02X H20 13 A0 fERNZIE 0% THHDIT
%L, O3 D A0 EITHI 25%0 Ui O JFE1-13K)
36%o) LiEm<7RDET,

BB ALFNT RS AVOEEATHIEMND,
FERLRFRIC LS TAR TS S04 D A0 fEITE
ROET, AR TIE, LLFD 45D 08 (R1 225 R4
X, X 2) 126135 AVO EIZBIL THY BT £,

SO, +OH — A70(S04%) = 0%o (R1)
S(IV) + 03 — A0O(S04*) = 6.4+0.3%0 (R2)
S(IV) + H,0, — A70(S04) =0.8£0.2%  (R3)
SAV) + 02 — AO(SO4*) = -0.1%o (R4)

BOSHEREEZ LD A0 EICRIT 25 LW A
1TEE DO E DR L [Hattori et al., 2021; Ishino
et al., 2021; Wang et al., 2021] Ciim AL TNVET
DT, FHHEZIRLUTITEIN,

e
OH

O — HzSO0u0 [l 0%
CEEE
o> —— 50,2 [ 64%
i H,0,

SO, HSOs S0,2 0.8%

2 REHPDEGHRBERRISEZD A0 B, XES
[FARXHER—THD,

2.3 RRULFEETET LAV

KEGACT S DFREAT I I3 W E i s &7 v
(Chemical Transport Model, CTM) 23 VG4, Biili
ARG RRIZ B ChIT IR R I R M Tl TV
I B 20X, HE, 2022], LacL, 1990 FERFETEK
@ pH I +HMENEZE XL TEY, CTM fzﬂ%mt
WFEIZEB W TH SAV)+O0s R EAOE (R2 20) 1FLIE
IR SN CEELTZ[Chin & Jacob, 1996; Koch et al.,
1999] , % # 28 £ 12 W T & 7= GEOS-Chem
(www.geos-chem.org) TlZ, version 12.5.0 (2019 4F
%%, DOI: 10.5281/zenodo.3403111) (238 TEK
@ pH MFFETELHIDNT/, JAHTD SOF Rk
BILTH pH OZEALEBE LT FREL/RDEL
Too EFZX, ZOETNVICBWTEERICT ED
Witz Bl 2 IARAF T HI01Ik B L, AVO fE&FHHE
TEHIDNUI ECBUAIE i T A e 21T o C&
F L7 [e.g., Hattori et al., 2021; Ishino et al., 2021;
Wang et al., 2021];

72, NAHYEH AL RN OB RN HEA TS &
T, 1750 FFNDLBAEETO N A EIR B RWE O HE
HEAZZELESE Y32 —2ar WA REICARVEL
72, Community Emissions Data System (CEDS) %
AUTBHR S 1750 05 2014 0N TG
P A (B 21X, CO, CHs, NH3, NOy, SO,, FEAZ
IRALKFBALE W2 E) DAL~ N [Hoesly et al.,
2018]&VE 3528 T, EEDIL, KEHE—EIC
L7z BT, ABWEOHHEDHEZELEHE, KA
(b5 S D JE S B 25 B 2 AT L QU NE T [Hattori et
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al.,2021; Zhai et al., 2021],

& TlE, KRXE £ 7 /b The Community
Multiscale Air Quality Modeling System (CMAQ,
https://www.epa.gov/cmaq) (2% [FIER DI R A= Bl F2
ZIBPRT DA — L2 S L, T VT D KK
(LA FES BRAA L CUNE T [Ttahashi et al., 2022],

3. ZHFRRIMAMEBORI[MEBRMAEA
D i A
31 =SV RKRAT~DEA

FIRLTE72L91Z, 1980 4ELARED SO, HEH B
(CH DS PRI T T 0 L R EECD AL TV
HZENHHILTWEY, ZOEROREIXSH DK
SALFBOREZ N RANRETH L CTHERERETT, £
T, ZOERNERFEL, A=A LEHfRT 570,
EHT7V— TR B — 2 (SE-Dome) THEHIS
N7 AA2 T [lizuka et al., 2016; lizuka et al., 2018]
DEREED AVO EZ 3T 9528 C, i EORREE R
RO ZEDOE LI E LT,

ZORER, 1970 FRZFEDDIAEIZ)NT T SO4&

a

D A0 EDY 1.0%07°05 1.7%0lZ _EFH-UI2Z L3RRS
NELZ (K 3a), 20 SO&D A0 D 1T,
AO DS 6.4%0& i\ Y SO, DIRAR O3 R {K (R2 ) D
FHHEDP10~15%FE FE o TODBLIIAYZRFEIL T
T R2 ROKRIE, KK H OBl MR (717
UMEEE S EY = SEKIFR D pH A3 ) IEE SUGHE
FEDR RN EMM STV E T [Seinfeld & Pandis,
2012], R, 1970 FARLIED SO, HEHH EOHIHIC
Fo T, RAFOmHEWEOREIZK FLTE/=D
(ZXIL, T E=T (NH3) 2R E DT AT VI E D
FEITITEINL TR, KA OFE 3K F W
(EFHD pH IE LS IV ET, T72bhH, K&
FEVERE D _EFIZEY R2 KOS ET <R DB
BEAFAL, FERELT SOF AN EE->TH
HEEZLNET,

3b,c 1% GEOS-Chem % FHV VT, 1964 4F7>%52013
FETORZIHFTD SOF LR (n: 7V RAIC
FoHREE AR (P (S04%) EFIHTED SO, & (S
(SO2) D) ZFHIL72b D TT, ZTOFERN DD,
Eastern North America (ENA) Jik & Western Europe

Observation from SE-Dome ice core

[WITRERARRRRARRRTARRRRE ARRRA RRRRARRRRARARTIRRRRARRRRL ARARANER

2.0 7 Olce core  ® Surface snow B
3 1.5 M e
a3 i
S 10 Q/Q—Z}Q’w i
<
0.5 — —
0.0 L
IIIIIII|IIII|IIII|IIII|IIII|IIIIIIII|IIII|IIII|IIIIIIII|III
1960 1970 1980 1990 2000 2010
Year
b  Eastern North America (ENA) 18 (o Western Europe (WE) 18
-8~ 5(S0:) = S(1V) + HOBr
60 & P(SO*) :s(l;:lc}o:gm)' 16 % 60 /)x\\\\ 16 %
50 Sgg::: 14 g 50 \‘\ 14 g
40 12 'o‘ 40 & ‘\ 12 9!
~ i 102 103
g SN ] o Zg4 e k
<N mm s R 8 5 < 8 %
' ~~as ~ ~
20 - 6 3 2 - 6 3
4 g N S 4
- o (72} \\ Y (7,
10{- -3 - B s e w0 . Sl ow
1o ~ 0 0o~
1960 1973 1986 1999 2013 1960 1973 1986 1999 2013
Year Year

3 J—2S U REERF—LA(SE-Dome)a 728115 SO M A0 {EDETTHER(a), GEOS-Chem ETJLIZKH>TEHES
1= Eastern North America (ENA)1(b)& Western Europe(WE)E(c)IZE 15 SO, hvid SOZAD RIGINE(N ), Hattori et

al, [2021] kYK ZEL TEBHEL =
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(WE) kD J5C, 1973 45 2013 FTHhiF T
SOZ A RN N 10~15% EF-L, ZTDOHERIZR2 K
JEDF G KN D> TWDZENERSNELT -,
IHIZ, ENA & WE T SO AR 59 DR 4
FOERROEIG B ERHZEND, RRIEFEKIGR
SO A RN I I - E DS LD AL, 20 RAZRHI
BERRAZ I X HUIR ORISR S T BEH R B SR S BT
HHZEL B BINEZRVE LT [Hattori et al., 2021],
:O)Jiﬁfi@?&@ﬁt’iﬂ:?%@ﬁﬁ"éi’@?%x:
TNRAFEIL TS SO L AVO EITIZIZME—DHF
TR EEZE 2 DN TEELZ, LvL, HﬁLEﬁ (=2
FADDRERAL I IS Lo TRA P TR
Wil 7 2 &2 D RN AR ZE 95 55N
BAFES AL, PE S L0 LART (BRI A BT T BART) DK
BEAEED A0 (SO) ENBAED KA TOMEEND
T ZEMBGNEIRDE LT [Peng et al., 2023],
PESE M PARTIE, BUEIZHE TS E Ok H 23
<HAR pH D@ -T2 EN TSN, BEO KR
TIEKAM S LS AR UGS A LT d o 72 rREME
MENEBRTHIENTEET, T7hbb, BED
il =7 = L CILRAH - RAH O & 5- N BUAE & e
0, BRI A RO AUCLED BAE RO R B 7
STWeZEL TRITEET, BEOHB=T v/ /L

NEDREEHERD KIS TEETHT2), Bl
RN OEER A, EOBRDT-DITH I KIERED
RIS D KRR IGER AN EHE THY, 5% HHY
A TNETZNEEZ X TWET,

32 W7OT7HIZHITHE AR

W7 TSR T DR = g, REZRE
DI SR PEH IO K KD FHIBICALE 5 AR
IR E R BRI ND 20, B KRB OB
MOLEETI[FIZIE, i, 2022], LasL, 3.1 T
L7230, B TIE 1970 4R LA O HEH I
HEDLL T BRI T = L O FIEA RS
NTCWERA, I, WTYT O SO, HEH Rl
B LIRS TOWET R, S %O T 0/ )L EfE
PR DT VND SO AEGRE 7 vt A
ERRAET DI ENEETT,

ZO7=, FEHGIX 2015 FNLREE B ITNLE
T8 RRKFORBEA——H% Ak ((NOTO
Ground-base Research Observatory : NOTOGRO) (Z
BILZT Y VAT L, Z0 S0ZD AVOfH
DM EATVELTZ, TDFETRL CMAQ EF /LD
g a L ELT- (K 4a, b), 7 74/VRD CMAQ £7
JVCEESNZ AVO fE (BEHR, Experiment A) (L8

= Standard CMAQ (Exp. A)
= CMAQ with dust (Exp. B)
CMAQ with dust + high iron solubility (Exp.C)

% :: a 0Ty Direct emission
2 10 - [ 227 i Boundary condition
g 8- L2207 I S(IV) + NO2
= O 1.5 - o\ |
8 6 - + é/\ L 8" é % S(IV) + 02
c o i - |
N 4'0/~# + Fog O m S(IV)+03
g 27 0ot 057 I B S(IV) + H202
o lllllllllll 00 T T T T T T T T T T T
234567 8 9101112 234567 8 9101112 B SO2+OH

Month in 2015

¢ Modeled oxidation (Exp. A)
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e Modeled oxidation (Exp. C)

Process contribution [%]
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4 NOTOGRO [ZHIFTEIHEET7OVIILEEQ@QRUVZED A0 EO)DBREETILTOLE, B1:5 CMAQ ETILDEE
7 (Experiment A, B, and C)IZ& 1152 SO £ BBIEDF 5 H(c—e), ltahashi et al, [2022] LY REL TIBHEHL =,
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NS DY R LT, 22T, /T VT TR
#7022 DDT 75— (1) ZI T AWFERLTE W
ENBHHR SN D KREAL AMZ LD KABEMEE DR
{t. (Experiment B TH &) +22&, (2) 77 Tl
ETNDT TNV EOROEIREEH 5
L, ZEE LG R LICET L (AR, Experiment C
IZBWTEE) ICKBT2ZLTRAIEET LD
ATOENREY —E T B LA GLNNTLELTZ (X 4b)
[ltahashi et al., 2022], [X] 4c, d, e Z LG L TN 2720
HLDINHERY, T 74RO CMAQ TIFAUHHSUEG
ZIVEHLTLESTEY, BHAKISNIELEA
TETWRWEZ A0 EABRGET 528 Tl
FTHIENTEIZEERET,

4. TOMDARSRERREAR
4.1 KIRBENILE X DHELRIEER T

1991 FEOEF VAR KUK TIE, SO2 & T K
O N AEE R, g RR T 7
VB ETCRE U E LT[ Mills et al., 2016], ZDLH72K
FIASLK LB K T, B 7 1/ /WD 1~2 4E)
T CREROHERE )RS 0.1~0.5°CIR L
T2 EMFBIVTUWET [Robock, 2000],

W ED K UMK FEEREE LT HFIEEL T, Ml
IR ERIR DT A AT D SOF Y FEII AN 7IE T,
LML, SOZ 721 o132 ok (L Tk g 1 &
TEIFEL THIERZ 1 0 U 7o KRN K ) 2 [ el 1]
REECTLOEEE T RELEIIREN ThoT
INBARE K | ClooTodE X BT 52 LIX R EETLT,

REE THRAET D SO, b F RIS TIFAMSH

DREEEIZ ¥S DR FRESNDZEDHONTWET
[Baroni et al., 2007; Hattori et al., 2013; Whitehill et
al., 2015], ZOFEZ VT A A3 7 ) bHid 5=
2600 FOKILPED SO Y —7 DRt 25 [N AR B 5
(AS # 0) T DT, KRB K & Ak e P v
KZE2XBILELTZ[Gautier et al., 2019],

FHIT ERRFFEO T T, BS DSOS KIS
KEHESNTFEIOY S 14 B ORiEEE—2 D A0

EDOZHEHYL, 2056 11 FEHE A0 52 3
~ 5%k T MEE R LTZDISHF L, 1259 CE, 575 CE,
426 BCE &) 3 DD K L —27 Tl 0.5~0.8%0 K
WZEEFFRLELT, ATO EAME 3 [FIORE K X

(2 =PRI P AL NV A=A kf&;o
e EBTRISNDZEND, KD E O E B F TN
BEELY, KEO a7 ALEWRKREKEASI
70T HTET, lHEERRD KRB RIZL0 A
L7z SO2D A0 fEAMEDST=DTEEE 2 BiLE
T, ZOLIIT, i E 2600 FITHIERBIUR O K i 2
Zeo| ER T U7z piE P K LE K & XRIL, A0 D
HZ DB HEE T DT IEDHELSIVTVET,

42 BAEALRZILDIVI T —RADETE

Ak AR =1 (COS LI OCS) I, *HckEI
%) 500ppt FFAET D REMFEA LAY TT, Eloxtii
[ CLE ThH-, BB E IS, B P
ey LOELDHHAMGIREL THIEROA D
TEBRE G LCOET, EEITREREICR T
% COS 53 fi BT 31T D s[RI A 53 1) A I ML e
[ A8 O W 7E [Hattori et al., 2011], F x> 73— 325k
[Hattori et al., 2012], FH5EAL - [Schmidt et al., 2013;
Schmidt et al., 20121 BHLNIL TEELTL, Zhb
DELNG, COS A3 E BT v )L O fie
L CIRNLARIZ T B LR W E BN EL TOET,
7o, BB =T v L, BRI Ao T
HEINL CWODZENEIBIVTEY[Kremser et al., 2016],
WA VR = VIR E O E DO BE N FE S v T
358

WA VAR = OB 2 BT DEIR (V) —2R) &
LCIE, MDD LR, (LKFREDASAF
~ ZBRBE, £ L T ANBIEEN OO R A BV TN
FLIZD, K9 60%DRIEA AR, DFVIy 7 —
ABFIEL TODZER RS T E T [Whelan et
al., 2018], TDOREIRAFFE T D2, EH XL ER]
PEARSIHTEE (IRMS) 2 FIWTC "7 57 A M lE S
HZET, R THID T COS DR RN
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FIEEBAF UL LT=[Hattori et al., 2014], ZD F1E%
KB BEREIEMNEE [Kamezaki et al., 2019 /A5
, W7 OTHAEHLELZ, ZOREE, COS DI
YT =R L CABERDEE R T 52 A
L TCWDZENHLNZ/RYE LTz [Hattori et al., 2020],

5. FEBHESHEDEE

FLWFENLAR Sy 1 D43 BT FIEE B L, KA
B+ 528 T, ZRETHLN RS TR
REAFRIEDEREME T 5ZENTEET, 2
WETEICHNTER TR L E RN AR SHTIC A
WOV TEIZ L ERNAREE & 313 ARMS) 721
TR, KRB W~ L FalL 7 — R EES
T I RE BT R (MC-ICP-MS) 04 —E 7>
BB HT R OTE N X% a8 e R A4 B D R gk o
RBTLWFENLIRFEDOBIR AT TlThaE>TWET,
IRMS % W23 BT ClIst G b & D 77 AL D628
THHDIZHL, MC-ICP-MS A4 —E oy 7/ E &
SINTEHIE IR OB AR R THY, WiRH D=7 1
S IALE DN EFIPER BL, A1 O KK S
BRIFE~OIS ARSI ET,

FRZ, A—E Ty 7 EEOIEIE VT S04
NO; DITU TR AV =7 (3481850 X° ’N-B0 2 &
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