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Abstract: Background, aim, and scope The compositions of stable sulfur isotopes in aerosols can be used to trace
the origin, migration, and transformation of sulfate aerosols. The changes in pollution source and SO, oxidation
pathway will lead to the changes of 6*S of sulfate aerosols, which affects the results of sulfur isotope tracing.
In addition, some studies have shown that rather than the photochemical oxidation of SO, in the stratosphere,
the combustion process and mineral surface oxidation contribute to the sulfur isotopic anomalies. It is necessary
to summarize the oxidation mode and fractionation effect of SO, when analyzing the change of sulfur isotope
of aerosol sulfate. Materials and methods The review describes the measurement methods, spatial distribution,
and temporal variation of stable sulfur isotope (6*‘S) in aerosols. In addition, the fractionation characteristics
and tracing researches of the stable sulfur isotope in aerosols are analyzed. Future researches on aerosol sulfur
isotope are proposed. Results (1) EA-IRMS enables the measurement of multiple sulfur isotopes with high
precision, while the MC-ICPMS is suitable for low-sulfur samples. NanoSIMS has a good application prospect in
the analysis of stable sulfur isotope of single-particle aerosol. (2) The 6**S exhibits the following pattern: ocean
area>>coastal area>>inland area, with its seasonal variation being higher in winter and lower in summer. (3) The
oxidation of SO, includes homogeneous oxidation, decreasing the 0*'S value, and the heterogeneous oxidation
process, increasing the 5°*S value. (4) Aerosol sulfur includes anthropogenic sources mainly from vehicle exhaust
and fossil fuels, and natural sources from biology, sea salt, and volcano. The *'S of sulfate differs among sources.
Discussion (1) The spatial distribution of aerosol sulfur isotope is affected by pollution sources and long-distance
migration, while the seasonal variation of aerosol ¢°*S is mainly due to the temporal fluctuation of SO, enriched
heavy sulfur isotope emitted from coal combustion in winter and light sulfur isotope from terrestrial biological
sources in summer. (2) The oxidation process of SO, is accompanied by the equilibrium fractionation of enriched
heavy sulfur isotopes and the kinetic fractionation of enriched light isotopes, which contributes to the difference
between the sulfur isotopic abundances of SO, and sulfate aerosols. The photochemical reaction, combustion, and
mineral surface oxidation of SO, are the main causes of mass-independent fractionation in aerosol. (3) The sulfur
isotope composition contains the information of specific sulfur sources, which can be deemed as a fingerprint
to identify sulfur sources and to evaluate the relative contribution and impact of different sulfur sources.
Conclusions The sulfur isotopic composition of aerosols is affected by the change of pollution sources and SO,
oxidation pathway. To better evaluate the relative contribution of atmospheric sulfur, it is necessary to establish a
more accurate measurement method to further explore the sulfur isotope fractionation effect in the process of SO,
oxidation. Recommendations and perspectives (1) The researches on mass-independent fractionation of sulfur
isotopes in aerosol should be strengthened. On the one hand, a better understanding of the photochemical reaction
of SO, in the stratosphere is warranted to clarify the sulfur input from the stratosphere to the troposphere; on
the other hand, we suggest analyzing the causes of mass-independent fractionation of sulfur isotope in aerosols.
(2) The isotope fractionation should be considered when employing the sulfur isotopes to trace the atmospheric
chemical process from source to aerosol particles.

Key words: aerosol; sulfur isotope; 6*S; fractionation effect; tracing research

TR KRR M E ANy, 2% SHRAaEH, #Zmak ek (Charlson et al,
TR EEN R, FRILMPORE 2= 1992; Kiehl and Briegleb, 1993; #MEA-FIXILE,
BELE R E ORI, 2T RUI S BOREIRIL, 2008 ) . BLAb, BRARER I IL 25K R S0
Gl — RN AL R (Adams et al, 1999; P, XN = A A FI 52 (Ostro et al,

FALE2E, 2003; Bao and Reheis, 2003; XBH[2s, 2010; FHiEE, 2018) .
2019; Sun et al, 2019) . i AJHE I B 5 A0 [A] 48 KATIEE W B IR 56 A o] 4 N AT A SR
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Bt [F) {37 R A TS a0

T SRR — YRR R 3 U B A — AR PR 6 U
Jieo T RSB IR B Ry, ik
AHREMIREE . LG SR YT ShHER Y & i <A
(SO,. H,S M ALY 5 ) M A=Y
(Lelieveld et al, 2001; Lietal, 2013; Li et al,
2020) o H i B R A0 I I AR A 0 O vk
A (Ttahashi et al, 2012; Itahashi et al,
2019) , FricaiEik (SKIEF A5, 2015; Itahashi
etal, 2017) 55, {HIXELT57LG) 2B N 25200,
H R RERECHIWTTL YL PR R IR, X5 JL 50 o
IR MLZTN, AR IR AR A I ks R
e XTI R AN R 25/ NI, SRR E
i [FA32 2R 2H 1ok A 80 3 R A 1) ke 5 RN B
RO — Ry (FIRKAE, 2010; SRR
VK&E, 2014; Han et al, 2016; Han et al, 2017;
Chung et al, 2019) . JR#BIX AR & i A = 4
AT HA S — AR e v, A [ A R B AR e
B (R, 2R 2H AP AR 25 5, JE 3 o 22 S mT D)0y
AEN B ER R IE . R M iid 2 ( Norman
et al, 2006; Ghahremaninezhad et al, 2016; Chen
etal, 2017 ) o JEIEXIHRERER A AR AL [F) oL R
AIBIFSE, AT LA T il R AR R 3R A L,
U b AR R ) DRSS, H8 R AN TR B R K
BB 0 ( Norman et al, 2004a; Guo et al,
2016; Chungetal, 2019) . Kk, A X RS H
LR T RCERIEIAL R AT, B E HAEAR A
Hb DX 43 A AR AE PRI ISR R Eh A i [m] o2
TR R 98 B Jl e A vh 1 W] 67 3R 23 18 e
fiE, I Je B AR R AR it [ 67 3R H AR AE 7 e i D5t
D TR LT, A A I R R T G B AR 2
et
1
1.1

BRAE R B oA IR RS E MR 2. S| S,
¥S. S, HAHXE R AR 95% . 0.74%. 4.2%
#10.016% ( Berglund and Wieser, 2011 ) . fe-Lh
5 [ B A 3 R e 23 2k Bt A7 H B BB 2% ( canyon
diablo troilite, CDT ) Jy i 7] {57 % [E Fr br ik,
CDT # il = , i H A1 & E bR 7 BE VLAY
(IAEA ) #£1f V-CDT ( Vienna-canyon diablo
troilite ) S FRE, HUIAEA-S-1 (—Fh A T4 WAy
Ag,S) X T V-CDT HIfE 6S H —0.3%0, Hilrlfi

LY 8 kR, W
5xsm<%o)={[(Z—SS)%/(Z—SS)M]—H X1000 (1)

K SAREREMFEMEMIE (Ps, *S. *S)
( Stichler et al, 1995) .

A SIS B S DA R | o O T N W
SV o RN AR BT A DGR, BT I TR
R EFEADG, B 6US. 6Y'S I 6%°S Z IR AF7E
FEE XA (Hulston and Thode, 1965)

6°S=0.515X6"S )

5°S=1.90 X 6™S 3)

T I A 1 S 2k 0TS AN %S MBS T R R
HOMRE R, T AYS FAYS FoR, HIFRA
LA (Hulston and Thode, 1965; Farquhar and
Wing, 2003) :

NS =478 [(p e +1)' 1] 1000 @

36 36, 5348 1.90
=5 [(-&> -1 5
A" =0"S~[({500 1" 111000 (5)

M AYS I A*S AT 0 BF, SEINHAFFER IR R
YR BT 5 3 TR AN o
1.2

S AR E B R 2R 1 3 A O i R
K (R« SRR T, RBEBHE 2
HTAL I R A A A, P A T A S S A [ A5
R o0 —LRBIEA A B, B BRSUR S i
FEAIEAT 37 o

TG S AR S 3 BT R e Ak )
A SO, 5 SF, SRS A T3S 504 ( Coleman
and Moore, 1978; Rees, 1978) . SO, #EFER},
Hb S TE R A A A Th AR SO, I, FEEA
% 4 43 M1 Pichlmayer and Blochberger ( 1988 )
P S R AL R Bk e il i =, HoTER
AT (BA) S185E R R gL (IRMS)
WH, B AELRESmaI ik. kLl
T SO, 1y A Bh ke ik alifh, e, Ml
22 &5 [\ 4 R B9 23R (Giesemann et al, 1994;
Grassineau et al, 2001; Studley etal, 2002 ) .

W, SO, FEREAY EA-IRMS ¥ Ir s B Ak ke
mn RN 0.2—1.5 mg, BRI E MRS 5
oM LIRS TR ( Giesemann et al, 1994;
HRUE A, 2018 ) o W0/ HUAE T oK B B H R ek
#E EA-IRMS I35 19— B2 T7 ), IR 3 55
(2020) 7% MBLIEAL R e & L3 T~ —4
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ZN I I F—A A S P BE, S ak ],
FEM AR 0.3% 25 2 3%, TmEEFEE 30—
150 pg, ME{H5EH2Z S 0.4%0 LAN. LAk,

Mo ERFREE-A 4

#1285

S e e R S BEAR i b 24 SRR TR 26 4 A AR
b, S (HFFRENE B 1%0—3%o, ME LIS i
¥S F1*°S (Fryetal, 2002)

£ 1 FUEBRNRTHTE
Tab. 1 Detection methods for stable sulfur isotopes
Ji: Methods s Advantages 5 Disadvantages SCHk References
E sl A B 5 A N 0.15%0, KR ARSI T A Aok e EoR
SO, #EFE  0.12%o0. (02—15mg) B5RSE, 2014
JCZ/MF  Injection  High degree of automation; the accuracy can Disturbed by oxygen isotope; more samples  (Jin G S etal, 2014) ;
I - fasgl] by SO,  reach 0.15%o and the precision is 0.12%o; are needed (0.2—1.5 mg); complex and Fry et al, 2002
i ZE small sample amount needed. time-consuming preprocessing.
i EA- . AUSOMUTRSEE RS, AUS. 6US FATS M4
SF, ERE e T 3 S A HERT
IRMS o K5 B 0.01%0 . 0.1%o0 £ 0.1%o0. ) . Yang et al, 2016;
Injection — - Complex and time-consuming pre- . .
The accuracy of A™S, 'S and A™S can reach . Lin and Thiemens, 2020
by SF, . processing.
0.01%o, 0.1%0 and 0.1%o, respectively.
FFAEFEARBIONE | 5T ek A A 2 T 4
APS Fil 67'S A HTRERE NI IA 0.1%0 1 0.07%0; SR Z SR IN L4550 X °Ar B Sl A0
S 5 o/ as et al, 5
EZIAN G ey R R D (100 pmol S) N S il S
A B R R The accuracy of A¥S and ™S is better than Matrix effect, quality discrimination and I ’ ”p ’
1 s 5
MC-ICPMS 0.1%o and 0.07%o respectively; a small amount spectral interferences affect the measure- o He ? tal. 2020
Umm ,
of sample (100 pmol S). ment results; *°Ar affects the measurement ceta
of *S.
AR DX A AT AR A ol e R BRE s mT )
Mk 7 B A2/NF 500 nm fY B B UR ;
P — ATPUHBRARER LIRS AUALHE TR 5 &S Ki BE 47 0.3%0, it T EA-IRMS Fil  Winterholler et al, 2006;
- Fﬁ‘?ﬁ:};j( Micro level sensitivity can be obtained in MC-ICPMS. Winterholler et al, 2008b;
I submicron region; single sulfur particles The precision of 8>S is 0.3%o, which is s, 2015
NanoSIMS

with ion diameter less than 500 nm can be
analyzed; recognize the chemical form of

lower than EA-IRMS and MC-ICPMS.

('Yang W et al, 2015 )

sulfate; simple pretreatment.

F HA MM ZE, FEaLLSF BRG] ARA
ZIRAL R THE, RSN 2S M1 S, &R
WK FE A H,S Fil Ag,S, e & Ak &8t L) SF,
WA TG0, KRG dH Thode
solution ( Z(HMR . WM FIERRRIR 5K ) #4% wi
YA H,S, 3200 T AR A AR R g s
[a] % K ( Arnold et al, 2014; Lin and Thiemens,
2020 ) . SFq 3% FE 5 K F 0.1 pmol B, A¥S,
OS FIA*°S 1 43 M K 3 38 M 0.01%0, 0.1%o Al
0.1%o0 ( Yang etal, 2016; Jovovic etal, 2020) ,

B EA-IRMS 4, 3 JLAF 2 H2 W Rl 4 45
2R 5 3% 4 (multi-collector inductively coupled
plasma mass spectrometer, MC-ICPMS ) i FH TS
VA I [ 32 2% 1) 73 A . 2 1 .. MC-ICPMS 5 12
B R SR AR 2 100 pmol i, A¥S 5 6*'S 434
KEEE R 0.2%0; 4FE MR NECE pmol B, A¥S 5
0™*'S W43 ARG JBE 1T 3K 0.1%o0 F11 0.07%o ( Das et al,
2012; Kiimmel et al, 2020) . #-5#OCHM . H
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AR TS AR C TS S5 I, A5 A SR A R[] %
JEFE W Fh J7 2C (Lin et al, 2014; Martinez-Sierra
etal, 2015) o EBXT A BARE S 0923 Hr i i
WG RE R 7 3, 1T [R) IR E DN 5 42 HNO, 7 i
T A TN AR B 2l Ak 0 S ISR AL R PSS A
S ( Craddock et al, 2008; Parisetal, 2013 ) . It
Hb, AT L PR ARV | T A A T
P R %MK ( Clough et al, 2006; Craddock
et al, 2008; Zakon et al, 2014; Pribil et al,
2015; Liuetal, 2016; T~ &M%, 2017) . Clough
et al (2006) f5# 7 1 FI J§ MC-ICPMS Il & it
[F07 2 W T vk, IR AR 1 U WA R A A 1) o
I AN . Das et al (2012) R T BHE 138 #t
PEREXTRE A T, BRI R, fh2 2ok
D FIRE ity AL BRI (8] 2 4500 %, dES7 T MC-ICPMS
FEARBARE S oS MR i3k, ATRTFIKIL, &,
PR R A Al A5 o

TRE TS (SIMS) BRI E X Y5 R Y B



e M

V{“/\

FOE A LU, X a2 i EE T H.,
RS T B2 FERT R A e R, X
[R5 B AR AT, R4 B & e i ™
AETWE TS, Gl 2N RPUEE M 2 R
TR i R Z (Chen et al, 2015; 0% 5%,
2018 ) o Uik AR AR S AR A W Ak A 13 |
B 14 B A A8 45 PR 22 A A 1 [ 6 2K L (AN g
HRFE MR FEOLR U, T ZEE R B bR
iR, DRLPRAE PRI R 2 SIMS KR ) —
B (2RS4, 2013; JEEHEGSE, 2018) .
HATC oy T8 B R L 37 5 45 FF
L TR VA o T N 1 R g R R 7/ R R R
J5T LA % 0 o ) R ) AR KN (Li et al, 2019
Shimizu et al, 2019 ) . Kozdon et al (2010) % JH
Cs" BT (OGTE 10 um ) XF JLHHCK R BE P 240
WL TR R T T R ER RA R AT
H ™S Jr Mk BE 43 51 M 0.3%0. 0.3%0 F11 0.2%0;
Bropdr e 20 keV [ 13 keV I, INEER™ (0
SR 1.7%0 12753 0.6%0., FLAHEL, SIMS il
S S AR, WE HEEHTA
e MRS, WA T AT TR
TESATORS FE AR BBAS B GE IS LT, SIMS 78
PRI I TS 1 1B AR A R

B R B T AN R R R T RN
[Tt 2 22 N R v i i A VA== < S R
T A RS FE A BT ) Cameca IMS—1270/ 1280 Al
RS [ 73 BRI (9 Cameca NanoSIMS 45 (4%
FROLAE, 2013) o SRR SRR E B R 2R A6
B R Ak IR BLEH R (NanoSIMS )
VL EA 2S84 98 A Cameca NanoSIMS 50L 7Y
TWREFHRE R 3 . NanoSIMS B FHREN
AAT LA B F EAR/NT 500 nm [ B 5 B 00K Y
ZRER IO R AT AT, SEEE S [N R AR A (Y
M%E ( Winterholler et al, 2006; Winterholler et al,
2008a; Hauri et al, 2016) . % EAE 5 pm A9 %5
6] 43 R R, 07S Y KE BE S 0.3%0 (B 4%,
2015) o BRI 14 [R5 22 4317 AT LATE I 4
FRERAL-FIEAS, DAL N FE Al 2404k A IS B R 5 1)
51k Winterholler et al ( 2008b ) i i X} b I
AL Al RN ERIURAE S B R AL R AL, b TS
IV A T2 e SR 118 SF Yt % HC X 8 (AR i 1 Bk, A
RFERL T A 7.5% B, 15 Ca A OCHY B R
ER R UE T8 By 2R AN S HE Y — IR CaSO, LUK
= W PR A2 R TAE B —IR CaSO,. MM i ik

JE RS E B ) o R 5Tt

R 1 A2 1o BOE S RRE R 2 — 20 20 b A K TRt
FAE YR BRAER ) b A2 R0 S 0 A 2 P A A Ak
2R, NanoSIMS 61T W H T B 2R S % B f1
R R Z2IR AW 53 Fr ( Winterholler et al,
2006; Winterholler et al, 2008b ) .

2

2.1 'S

M2 [ RUBE G AT, A ER B R kA I 07*S {8
TE —1.6%0—28.3%0, <, ¥ i B MR k19 0™*S 7E 73
b b DX RIS 40 1 X R e v, A P Bl X
BAL (F2) , GLERER S ORI 6S 41y R
[Fi] 2 3 g HE 2 ) 25 S 1 228 i I, R b IX 3
( Ghahremaninezhad et al, 2016; Ishino et al,
2019 ) FI#7 ¥4 % Baring Head (Li et al, 2018 ) 3
X 22 v A Y e RN AR VE A i, AR e 0™'S
B v, 2 TE 10%0—20%0, T 55 A — 2L 9% if
kT, W0 H A Tsuruoka, Matsuura, Nakanoto £l
JIN & K Fraser Valley, Alberta 25 3, W7 RIE S
PEATIRRHABER IR AN 7 2 . S E 2ok A
WEPERT, BIRST XN I R ORL & LR, 7S S il
P E(E, T 15%0 ( Akata et al, 2010) ; i
FEME PR AR T, 6™ DI B 32 30T 24 M b A1 1R K
i I8 7 2 (Kawamura et al, 2001; Mukai et al,
2001; Norman et al, 2004b; Norman et al, 2006;
Proemse et al, 2012; Sakata et al, 2013 ) ., #H It
i DI, oAl DX [ 7 3% 8k 2 22 A A A
BHRBERZ M, € [E New Hampshire ( Saltzm et al,
1983 ) . EJJ¥ Goa ( Agnihotri et al, 2015) LI
FE R A I T A 0™ 2H 4 15 2 Ak A7 MR
BRBEAT G AL DTl andb st . REE HA .
WA IR BEAESEIE 0™'S (0 E B P AE 3%0—8%0, F
JrRTTANRCES . B A, SRPHAEHLIX 6M'S fH R4
HITE 1%0—6%o0, JLJ7 kT IR HE 6°'S {EmK 5 TR
T, ik 5 E R 6M'S (3.89%0) TR
)7 (—=1.24%0 ) #1— % (Hong et al, 1993; Mukai
etal, 2001; Guoetal, 2010; K =%, 2011; 5§
MEVKAE, 2012; Yangetal, 2015; FiH 4K, 2018;
Yang etal, 2019b) .

BEAb, W98 & B R AR 22 S X 07S (E 5%
M/, MRLAR K F 0.15 pm B, 67'S (AR LA
Ky BLAR A 0.15—3 pm By IR JRWURL 5 0 42 R
F 7.2 pm 1S RSB Y 6'S {H 22 ALK 0.9%0
( Ghahremaninezhad et al, 2016) . Xt It 2012 —
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2015 4 b 52 17 TSP il PM,s, & B H 0*S{H ¥  2014; Han et al, 2016; Han et al, 2017; Wei
1E 6% I F I 31 (Guo et al, 2010; Guo et al, etal, 2018) .

F2 RERERRER IR R RE B R (o 3K

Tab. 2 Stable sulfur isotopic levels in sulfate aerosols

HhE Hif ] by il W7k 545/% E =BT
00
Site Time Site type Method References
B BT Wk SOMESS, 2003
! 1996—1997 Gl . IRMS 10.73* B0
Hengyang Urban site ('Yao W H et al, 2003 )
W IR 1997 4 2 J=3
s tF2 Sns EA-IRMS 6.4+0.5°
Harbin Feb. 1997 Urban site
1997 4 2 T A
25 Gl ) EA-IRMS 8.1+1.3"
KF Feb. 1997 Urban site
Changchun 1997 4F 7 BT AR
= F71H o . EA-IRMS 3.7+2.6"
Jul. 1997 Urban site
1997 4F 3 H
FIA i . EA-IRMS 5.9+1.6°
oLt Mar. 1997 Urban site
Dalian 1997 4F 7 T A
7R i . EA-IRMS 3.8+3.0°
Jul. 1997 Urban site .
% 1997 6 4 1 Y Mukai et al, 2001
, HER EARMS 42+1.1°
Waliguan Apr. 1997 Background site
1997 4F 1 H
. 15 il . EA-IRMS 6.3+0.6
iR(:3 Jan. 1997 Urban site
Shanghai 1997 4 8 M
& 81 Gl . EA-IRMS 5.4+1.8"
Aug. 1997 Urban site
1996 4F 12 T A
F12H ol . EA-IRMS 1.24+0.9°
aglE| Dec. 1996 Urban site
Guiyan 1997 4F 8 b=t )
vang 84 o . EA-IRMS -1.3+1.8"
[ Aug. 1997 Urban site
China Wi J= 8.1+1.0 =5, 2011
Aﬁ{ 2005 Gl . EA-IRMS . =%
Zhejiang Urban site (6.4—9.8) (Zhang M Y et al, 2011 )
AL =AY T A MYk, 2012
B ,ﬁm l 2008 i _ EA-IRMS 4.46—9.87° il
Yangtze River Delta Urban site (Guo ZBetal, 2012)
G THL 22+1.6
s 2010 FEN T MeIcPMS . Chung et al, 2019
Taiwan Background site (-1.0—38.2)
HE J=3
. = 2012 il . EA-IRMS 2.82—5.39¢ Yang et al, 2015
Yichang Urban site
T A
AR 2013—2014 BT . EA-IRMS 34—7.1° Yang et al, 2019b
Chengdu Urban site
i BT AR <, 2018
3%& 2016—2017 el . EA-IRMS 0.5—9.5° Gy
Tianjin Urban site (TaoYL,2018)
2005 gﬁ, EA-IRMS 1.36—9.16" Guo etal, 2010
Rural site
IR 5.86+2.18 MRUKSE, 2014
2008 i . EA-IRMS N IS
Urban site (1.68—12.57) (Guo ZBetal, 2014 )
bt T A 6.6+1.8
4 I? 2012—2014 ol . EA-IRMS o Han et al, 2016
Beijing Urban site (3.4—11.3)
T A 6.0+1.8 i
2013—2014 . EA-IRMS . Wei etal, 2018
Urban site (2.8—9.9)
T AR 6.0+2.0
2015—2016 . EA-IRMS . Han et al, 2017
Urban site (3.3—11.4)

(%% To be continued )
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(£:3 2  Continued Tab. 2 )

Hh iy ] Ul 2R AY W75k 45 /o 27 30k
Site Time Site type Method ” References
1997 4 1 M
1A Gl . EA-IRMS 6.9+0.6"
Jan. 1997 Urban site it el S
ai et al,
1997 4F 7 H
A S . EA-IRMS 3.0+£1.7°
Jul. 1997 Urban site
RBIX 5.1+0.9 A, 2015
2014 S EA-IRMS . LS
Suburb site (2.7—6.4) (WeiY etal, 2015)
5 = ZBIX 4.15
= I 2014 Sl EA-IRMS . Guoetal, 2016
China Nanjing Suburb site (3.5—4.6)
RRIX 5.7+0.7 4%, 2018
2014 = . EA-IRMS . HH
Suburb site (4.4—6.8) (Han X et al, 2018 )
RBIX. 5.6+1.0
2015—2016 . EA-IRMS . Guo etal, 2019
Suburb site (3.7—6.8)
RRIX 5.7+0.7 SEAIAE, 2018
2015—2016 U EA-IRMS . 5T
Suburb site (4.4—6.8) (Chen S Letal, 2018 )
E B Z2 id) I\ 3 )ﬁ
%El %?%Zﬁﬁw\” 1980 i ) IRMS 0.8—3.5" Saltzm et al, 1983
America New Hampshire Urban site
2009—2011 M
. ] ) EA-IRMS 5.0£1.0°
I SR 4 Winter Urban site -
. Agnihotri et al, 2015
India Goa 2009—2011 BT .
. EA-IRMS 9.0+£2.8
X Summer Urban site
LS Eiﬁ] 2015—2016 e . EA-IRMS 11.0—21.5* Lietal, 2018
New Zealand Baring Head Coastal site
1997 4¢3 R AR
. F3A ol _ EA-IRMS 3.4+13°
Linlia Mar. 1997 Urban site .
Tl 19974 8 A freey Mukai et al, 2001
sukuba
. EA-IRMS —0.7+1.1°
Aug. 1997 Urban site
nl~ = Ly
T & 1998—1999 (s @jﬁzfﬁ IRMS 1.9—5.9° Kawamura et al, 2001
HA Kyushu Island Coastal city
Japan E5 X WY 5.7
g & 1993—2003 " &ﬁﬁ,ﬁ IRMS . Akata etal, 2010
Tsuruoka Coastal city (1.0—15.1)
N ; 5.58
L] 2004—2006 S EA-IRMS ,
Matsuura Rural site (4.15—38.67) P
akata et al,
Py 0 5.54
it 2004—2006 éﬁi EA-IRMS 5
Nakanoto Rural site (2.70—8.67)
IR iy
I 1989—2000 ﬁﬂi“‘,‘ EA-IRMS 9.1—28.3" Norman et al, 2004b
Calgary Urban site
] 27 1 T A
PR 1998 —2000 R . EA-IRMS 9.0+£4.2° Norman et al, 2004a
Saturna Island Urban site
JIEDN ATk 4
1998 —2000 EA-IRMS Norman et al, 2004a
Canada PEEILS Coastal city (-1.6—9)* &
Fraser Valle Wi
Y 2001 " /E}tﬁifﬁ EA-IRMS 5.8+1.9° Norman et al, 2006
Coastal city
MRS Tk X 83+1.7
N 2011 ik . EA-IRMS . Proemse et al, 2012
Alberta Industrial site (6.1 —1L1.5)
D t d’Urvill
umon . e 2011 ﬁéﬁ& EA-IRMS 9.2—19.4°
Station Antarctica Ishino et al. 2019
shino et al,
iy [X 18
BB Dome C 2011 m*ﬁ. MC-ICPMS 8.3—18.8"
Polar zone Antarctica
T Ghah inezhad et al,
:ﬂiﬂ.i i (G30Y AT PrET ahremaninezhad et a
Arctic Ocean 2016

a FRAUABHEN Caerosol) , JESCPIORARIE R b f8 BEIF MR (TSP) 5 c FEUIBURY) (PM,;) o

a: aerosol samples, no particle size information was obtained (aerosol); b: total suspended particulate (TSP); c: fine particulate matter (PM, 5).
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BEAb, T B A% i s i ) 2 Ml R A ) 7
F 25 [ 43 A (Karnieli et al, 2009) . 6**S #F5¢
T P EBREEHE R 2 B TR, X H AKX
WA ERA EB KTk (Ohizumi et al, 2016) .
H 7% Matsuura il Nakanoto b [X 2 Z= i £h A7 1R 25
SIRIEAE A 6.3%0+1.1%0, X5 [E L & F 4%
PR 67'S (6.7%0%0.8%0 ) AHIT, 3% 2 W AL )5
A Ze B IRBE T BE 1% M IX I PR FE B R ( Sakata
et al, 2013 ) ., Nriagu et al (1991 ) A F{1983—
1985 AFAU M X WU L 0™'S {H 5408 . Hh HL 45 L
R S 6™'S (EMIML, 45 A KA M#Lmik
Ry AR DX Il R A R o R R TR . kA, [
— Hb XA T BB AZ B WA 2 2 A7 1) B A% i ) 5
M, Wei et al (2018 ) F| FH#Lil B ZEH Flexpart %
AT T A B R Eh R I A2 G R B AT RS 1Y 5,
KK 'S AR (4.6%0=0.8%0 ) 11 i 2 £h ok A
BT RIZR T, MERE (6.7%0+1.6% ) 15k
ok ade oy mvade, Bk, FEE R E A R E R
S IR R 1 I8 B B A% i ke s oA AR
2.2 oS

[eil s A% ) o7 28 LA AR TR AG 0™*S fE, TR B IX.
S AR E B IR FAEAEBUE IR 2 kAR
Ak, JEHTHLIX 2005—2015 4RSS 0°'S Y{ETE
6%o /247 (Guo et al, 2010; Guo et al, 2014; Han
etal, 2016; Hanetal, 2017; Weietal, 2018) ,
B 5L X 2014 —2015 48 8 I [R) 2 R {E
1E 5.1%0—5.7%0 ( Guo et al, 2016; Chen et al,
2017; BREAISE, 2018; #EMI%E, 2018) , fHACH
T s 2 m [F) 37 R 2H 8. Akata et al (2010) 43
Hr T 1993—2003 4 H A% Tsuruoka K BRIR £h 1A
JiE 6FS MEIARL, &I H 2000 4 LUF SHEHL 67S
FOMEAT W A5k, AR 0%0— 15%o 4 Z 0%0— 5%,
XGRS T 25 A ik
PR AR T G R AR TP R R &
Ao, ARSI Y E BCER AR, B SO,
SEEERGREMN R, MBI 6™S 4w
% (Derdaetal, 2007 ) .

Ieoh, I 0FS FEAE BT AR b, H ARV
T 3 T AR I R AW I B R £ ( Kawamura et al,
2001; Akataetal, 2010; Sakataetal, 2013 ) Fi
E Jt %7 (Han et al, 2016; Han et al, 2017) . &
#5 (Yang et al, 2019b) 51 A IR HRRRE: 0*S
BRI AR T H BN B
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OMS AR LB RS (1) &R PR
Sl B IF 2R SO, T 2 ki A P IS HE AR
WY RI R B (XU ERAE, 19965 A5RHI4,
2016) o (2) SO, Afb@EmF ik, &%
DI AEA 32, iR E JEmFa R, ZEL
PIFSAA A £, iR s BmE AL E (Saltzman
etal, 1983; Tanakaetal, 1994) . AR}, ANEIEAL
AR B[R] L 2R 0 AR R 2 A7 TR R R T
(Harris et al, 2013a) , S50 £ WHE E &5
1°C, BilR k6 [7] 17 2 F k¥ 0.08%o ( Caron et al,
1986) o 5 LR ZEAARACRAEA R A2, ENJETY
# Goa HUIX B S0 I 0™'S (H (9% ) Wl = T4
ZE (5%0) , XAEH Rizh X 5 S8 I KB ook
U520 30 AT AP Vg v v A Y HE R FE AR )67 R Y
TSR (Agnihotri et al, 2015) o IEAh, &[]
o H R BEAR, 2 T SO, B4 e, K
8] S 0°'S 42 T H Al ( Yang et al, 2015;
P H ik, 2018; Yangetal, 2019b) ,

3

3.1 S

DAAE G [m] o7 28 90 U8 2 o7 A DA TS U 28] <0
FEE T IR ER I 1 sk A v i [R5 2% AN T A 4 1R 1Y) L it
b, 1 SO, AR (SAESA AR AH AL )
PEREE B R [R) 0L 3R 0 1A 501 A R E AL R Y
N1, SO, R ER AR S e [ 57 2 AEAAAE
25 (B 1) (FRRUKEE, 2010) o SO, %A fbA: AL
MBRIRER 5 25, BRiRER 0™ Z R R 4T if sk
N ARAEBA s, ANBEEDWFE S s YR (SRIEVKEE,
2010) o 4 T 4 R IR IR Eh R IR, w5 XS
SO, Akt 2 B A 2R A I E A T 1TAR 43 BT e
FhEACALHIXT R BR R ER B DT . 8 LA R %k
o KR SO, FHAE IR IRER Z 8] Y[R R 7318
AT B AS [RS8 Ak 38 45 B9 A0 X 5 22 (Saltzman
etal, 1983; Chenetal, 2017 ) , HJ:
5Sqor 5"'Sq

a=( 0 +1)/( TS 1) (6)

SO, fELIRFE A % (FOH) 4L 144
AALT R AR B 155018, AL R N bR 7
iR RN R, A s i ES
I A RERYIE 25 F B R ARV T 1 (Tanaka et al,
1994 ) o AH K FP AR fb 23 B i 8 A8 0 B 28 i R Bl




IR E R R L R B F T

T, 'S i R AT BE K T 1 (Leung et al,
2001) . EIEMFFREY, SO, LI-OHAE LA,

I3 M8 Z K0 H1.0089 +0.0007 — [(4+5) X 107°]T(°C)
(Harris et al, 2012) .

YN

wv

iR

Stratosphere

SO, ¥R (LL-OHNED

Homogeneous oxidation

SO, +-OH—~HOSO,

Xz
Troposphere

[ifith /=% Terrestrial

Y4 Automobile exhaust Emmmm—m"

HOSO,+0,~S0,+HO,
SO, +H,0~H,S0,

SO, AL FE

Heterogeneous oxidation
SO
SO

SO
SO

+H,0,~H"+S0; +H,0
+0,—~H"+S0; +H,0
+0,Ms0r

+2NO, —SO; +2NO

2(aq)
2(aq)

2(aq)

2(aq)

WPEAEY) Marine organism
W Ocean

Jkill Volcano

B (5

Jk (hED  Coal (China) m ;kcﬂz,al(world)

30 20 -0 0 10 20 30
0'S /%o

K B Thode et al (1961 ) | Eriksen (1972) | Reesetal (1978) . Calhounetal (1991 ) . Hongetal ( 1993 ) | Tanakaetal ( 1994 )
The data were collected from Thode et al (1961), Eriksen (1972), Rees et al (1978), Calhoun et al (1991), Hong et al (1993), Tanaka et al (1994).

Bl SRR R L R 6™'S AL R HORIFISR IR 67°S S

Fig. 1 Variation in 5**S during the physicochemical process of sulfate aerosols and the 5°*S range of different sources

TE = M+, UL H0,. Oy, NO, flit i 4
JE BT (transition metal ion, TMI ) “HEALFIIIF
AL R, G E R AAAE R o, (0 R
sl 1 2 AN B /N T4 434 (Saltzman
etal, 1983) o Mo 4a b SR =4 ) 2
AL, 6S (T2 16.5%0, 4118 RECK
F 1 (Eriksen, 1972) . H,0, 5 O, A& fLFIAT,
S [ A AL B R R 1.0167+0.0019—[(8.7+
3.5)X 10 °1T(C), o8RRI = PN ERIRE 2 5
WARBTE, BB RR A L SO, & & &S
(15.1%0—19.9%0 ) (Harrisetal, 2012; Harrisetal,
2013b) . NO, %1k SO, i, B[R 2408 R ¥k
PR B S AR BE AN, IR /N T 33°CHT, AR AR
Y EE AR SIRE KT 33°CH, R
PEEWONAE; RN 8—33CHE, /MERECRT 1
(Yang et al, 2018) . TMI LA ALAT, AW
TR ER B BB A R 'S (—9%0+3.1%0 ) , TMI
A3t IR EE AN A (0.237%0+0.004%0)- °C ' ( Harris

etal, 2013a; Harrisetal, 2013b) . #F5¢%M 19C
i TMI AL AR Y 53T 3500, @, 47 0.9894+0.0043
(Harris et al, 2012) .

— 2 AR R SR R AR IR I AR R T SO,
AL E AL R HUR AR B IR A 2R o o A U A i
T, ZEFFAKXEAL T SO, AEHAH AL A
AL R IR L S I AT BTk (Seal, 20065 ik
W4, 2011; Guoetal, 2016) .

0S50, 165X fry = 9X frypy =98 (N

Samtfym=1 ®)

Chen et al (2017 ) & B 54 2= SO, A AL
BRI A2, ol H 1.0014—1.0075, S AH% 1k
B BTHER N 40.7% —64.8%; T1ERE i B Z=H K
W], a {5 R 1.0024—1.008, HIHH4E LT
BRE N 51.3%, B T 5 AH AL 1Y DTRk 36 47.3%
(Guo etal, 2016) . 43RBT IH P F 6 [F
PR BNRBERY . SLEF9E R . -OHAE N
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Ak B o 14 3 2 35500 ((0.004%00.015%0)- °C )
W A T H,O0, T TMI AR Sy S0k 5 s i) 3 B2 58007
((0.085%0=0.004%0)- °C™",  (0.237%0=0.004%0)- °C"" )
(Harris etal, 2013a) , Winterholler etal (2008b )
ST T IR BRERER MR [ 2R AL, S5 A BRI DI 4F
s K B AH A AR X BRI ERTE B TR AN 20 2
90 AFEARHI Y 50% 4 £ 2005 4 1) 60% —70%.
W F NN FEIEH SO, 1 O, Akt FEA I, —
J7 16 R R RS O IV BESE I, DL O, S Ak I
SO, F AL TTRREI I, I3 — 5 HE K R O Ak
HUR 5 pH A7 C, BRURS pH MR 4.4 25
4.9, O, FALH RN,

KU 7S (H— 7 WS T5 YA 56, 154
TR P ol 28 B AR Bl BT R R AR A 2 5 R AR 67'S 2L
g, AR X FR AR Ak T g T 22 M2 e ) O A R £ 1Y
0MS. H—E S SO, A IR 3, EEIN
TR BRI 6¥'S, JEHURAE TIRBRERER TS Y™
AT SR — IR A R R 7 2 1P Ak AL

AU 2015 AR5 QIR TTRROBE TS ih L, {5 9 KA
FETT G R 075 YL PR DTRR B AT W] s, ER

'S H XS, XREFEHT SO, AfbiRfEmAE L
1R (Fan et al, 2020) . K, SBERELFENL
F 0'S MAE kS R T HERCIR 0 75 A A S bk
A, T BB EEHAR S AT AR R R Kk
TRIRER 1 TRk R S H: 0™'S, AL S e Wb by X5
Wi TSI 67'S BYAE K
3.2

AU B[R] 7 2R A A AR B AR AN . A
PV IR [0 3R 1Y AE B & o0 180, A B TR
R BE SN i R e [ 67 28 43 IR AILEE A3 AT T
SRR R ER I L, 1 R R RO Pt
& (Romero and Thiemens, 2003; IhZl 4,
2010; Thiemens and Lin, 2019) . B2 F AN
T A A ) 7 2% 3 B & 4 1 5 -2 SO, 11
HoAbF A A AT Ko /N T 310 nm 1 Be SR AR 5%
W R, PUJZE SO, G A A iU R #h U e
e kA AL R AR E MRS, MRS RE
RAEAL BRI R, SR 2 SR e 7] 457
= ( Farquhar et al, 2000; Farquhar et al, 2001;
Savarino et al, 2003 ) . fF5Y & B H ] ORI 9t 3l
FRER IR I A7S AR A 15 il K 0.081%0—0.386%o,
ASTERITE —1.24%0 ——0.14%0, A”SHIA*SAKIF
TE W EAHSC (ERIRPKAF, 2012) 5 JURTHLIX PM,;
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PR ER AYS E& . E ARk =425 40.300%0—
0.480%0 ( Wei et al, 2018) . iR 55 i & BLEY
SRR R Z AR T M (RP AYS 1 AYS A4
T 0) ATHHETFEFZE SO, etk b r=A: 4k
TR NI 2 AR s S0 S AU 5T R W
SO, 7E A S fbad B A7 A W] i A 1E AMS Fl 7
A*S XZ (Masterson et al, 2011) .

I ) — S BF R R B, R e i B A )
7 2 11 A9 A8 24 RH B It AT S BORR [R) A7 2 JE R i
Iy, Jb BT 2015 —2016 4FE & F S I ATS
<0%o, TR NI — 5 HIZ P R A ZR B AR 5
S BRBE TR R A APS<0%o BYIE B A8, X A
Bl R R E SR 2 KA s — i 54t
AL AMA X, LN RIS
IE TR EM A (Lee et al, 2002; Han et al,
2017 ) o SRMRPKZE (2014) BFSE T b5 e
2B IRl 28 1R AR s A IR, 454 X B 3L e
(CAPE) Zr#r & HLHIE sUbLHI bR 5P )2 SO, ot
b A I N A, AT RES & B AL A P %k
Be g & (Sunetal, 2019) . Linetal (2018a) %
FHTBCS P IRl 28 S R HAth D Ao £ 5 [) 437 2% 45
BT R BLIRAL R S8 R, A AYS<0
5RO R R AR BT, AYS S|
RE 5 1A BARL B A ) o A B o 2 v OE 1 ) 4
MR A &, Lin et al (2018b) T B (R #F 5% Fl
Il {57 28 I iSRS BE 2 Hh B AMS S
(—0.67%0 = 0.20%0 ) , 2015—2016 4FJb 5 i 5 Y
H] i) thn O B AR L IR AMS (—0.664%0 ) S5
(Han etal, 2017) . SR CHI RS FEHR
W AVS R A™S Sy, kT RE Rk bed R P 3L T
RN, R AL N (41 SH+H — S+H, .
SH+SH — S+H,S. S+SH — S,+H % ) #J fE 35
A I A i B, X N 5 TG K ((Yan
et al, 2005; Babikov, 2017; Lin et al 2018b;
Thiemens and Lin, 2019) . A, SO, 7EW #kik
AR 2 T P I 4 A 4R A s 7 A R A [ 67 3R Al T i
B —A~P] BER & . Yang et al (2018 ) Fil Yang
etal (2019a) B 5% 1\ & SO, i # M A 1k (TMI+
0,. *‘OH. H,0, fil NO,) i & i & [A] v 25 43 1
FEARBEM BRI T IR ATS B S, S IR P
T2 X E LT, W] Re ER &AM A AL T 0
H ¥, T Genot et al (2020) [IBFFES8H, A”S
() 5 AT BE 55 0 0K 2% 1T 9 R A R A K



e M

V{“/\

i bR, wIFEARAR BB AL A VR 2
AN E P, T A B LN ok 44k BEAF 5T R
IR Z B A E [ 3 AR i oG i ALER AT 2
ARARHZRIBFTTT 1] o

4

FIABR IR R H SR FE B2 AR Ak, X L 45 A AT
1776 B IR A 0™S il T LU 22 0F 5% X 3B IR £ <
R IR . AR IR A 2 TR e, A
FH 0™'S A] L a2 40 M B R 19 52 Rk 3R ( Moncaster
etal, 2000) ; HERIERKFIFES, o] LLEVEST
R, 45/RJRVER ( Shanleya etal, 2008) .
4.1

JHE S MR o R A2 388 HE TR 0 T DX S TS
1) ok 5 (Wadleigh et al, 1996) . 7& i 5l
L, 1 i TR) A7 22918 BB AE —30%0—30%, 1]
w8 ¢ ] A AE —10%0— 10%0 ( Hong et al,
1993) o H [ B 7 T I R 0TS AT B, R
—1.24%0, bt 77 B B B [6] 457 2= 7 41 {8 R 3.89%o.
FRIRUKAE (2014) KRBT RIRWN 67'S [H4E
HTE 5%0—6%o, 5 At 5T HiL DX M5 o 7 [R] 47 25 4
(4.75%0 ) $ik o FWIE BB H EI TR £
S EERJE (Hong et al, 1993; Motoyama
etal, 2011) ., Sakata et al (2013 ) WF55 &KL H A
PO R AR I Z A B AR AL RGN, SOy il g 2R
B E LR

BRI R Be A, 52 38 HE Tt 2 38 T A I Y
AR, WESE  B 2014—2015 4F R 50 T A
JE 6™'S 2 2.7%0—6.8%o, LA E 4 Hiu 1 I 44 %
(4.6%0—6.6%0 ) F1VA % 2R (4.6%0—9.7%0 ) [
OFSAEEF 2], Mg B FRER A I Bk
TR Y HRIE R R R A (FRFIAE, 2018)
Yang etal (2015 ) 7EFI M [NOL]/[SO; ] Bt
FbAff o [ ¥ Y IR RS T YR i Sk L, X L
S 6™ e BRAZH B T 0B ) 32 Bk T 2
i 2 PR BE (07S, 3.68%0 ) FIFEN IR % RS
(6™, 5% ) HYIRAHER . WS —Lesknr,
BT P4 2% Baring Head . JIEEK Calgary 53 X {5 42 2
SHEBUR: R BRIRER 1) EZORIR . AT R BUHTIE >
Hi DX R AT IE B HERL A 67'S (3%0+3%0 ) 5 IR
TRl ZR AL (3%0 ) JLP-—2 (Lietal, 2018)
JinEE K Calgary i X 35 45 B2 < SO, A< I8
i 2 5 19 W) 57 28 A B0 0310 R 9.3%0 i1 10%0, 157

JE RS E B ) o R 5Tt

AR A IR L =2k UE (Norman et al,
2004b ) o GMATE, HE ST A AR R
Fh FEEOR WM BAMRBE, 0228 HR AT fE 2 AT
22 RN ORI

4.2

421 YA
A7/ R e o = W A 7 R R A e 7/
HSMS MM 28 K. il b A= W i 0°'S B9 L £
—10%0—5%0 ( Nriagu et al, 1987; X R4,
1996; Mast et al, 2001; Norman et al, 2004a) .
HEEYH RS S A 2R, AW A
YEFHBA S, IR AF A b DX AR ) ol DS T 6 BT ik 3 T
11k 44% (Norman et al, 2004a) . A= W) % 04 B¢
T JURE P R B R R AL, & R R R BB
T H BRI R AL REAL, XS R
W 6M'S ZE Ay AR AL B L R A (Nriagu et al,
1987; Mast et al, 2001; Guo et al, 2016 ) ., Han
et al (2016) %I 6'S (HARRIL St R ILHLI AR
U5, KRIAYGLE R =R R E 2k
TRE VF A ) B I 2 52 ) VR VA X3 R A< [

PR AL, ok O R A BTk R AT Rk 79%

( Arimoto et al, 1996; Lietal, 2018) . ¥ b
75 IR IR D B ) — W ik (DMS ) 4
AL TY 111 L R R U I 7S (LA 15%0— 19%o0

( Calhoun et al, 1991; Wagenbach, 1996) .
Norman et al (2004a) 55 & RIS K Saturna &S,
W S (51 vE DMS 19 0™'S [EARE, FHHE T
DMS X I K e 6 A B BTk, R
Yre A B R ER7E Saturna &+ 5 AR ER AR R £ 19
30%, s FEORE ., FEACIHBIX, B
X EAR/NT 0.49 pm (4 240 FURE A R R 08 I 1) BT Rk
X E ik 63% ( Ghahremaninezhad et al, 2016) .
Lietal (2018) FIHBRFEIZRSHTHE TRKRKFEZ
IERRRER (R U5 V2B DMS A= iU B R £ o
TIRBRERER 1 90% , 33X K B A W T sl A
TR IR EY B I S B N R
422 gELEA

W R 4 R k. 0™'S {H = TG VE £ ) DMS, 24

b 20%0—21%o ( Thode et al, 1961; Rees et al,
1978 ) o VVE b 25 p IS 55 7 AR I HE 2R A IR 3L
WA BIE RS, 23 %04 1 1 Hb X R S R 31
S 7R —E S0 ( Kawamura et al, 2001) . #f
¢ R AL, WV TT 4 H A Matsuura il
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Nakanoto 55 1 IX ¥ i 32 5 8 S 2 e, 3L

O™S fH fii = 0.2%0— 1.3%0 ( Sakata et al, 2013)
T 6™ - 5 R AT AL A U AR R b
( non-sea salt sulfate ) i 6™*S,.:

3 534850:1\\ al.cr_ ( 1 - [ Soii]nss% ) X 534Ssea\\'atcr
6"S,.= - ©
[SO/1..%
o [SOYI-([SOY 1/ INa Dy X[Na']
[SO,1..%= (10)

[SO;]

K [ SOL 1% F8 AR 5 S i I UK SO; .
Na" ¥ B 15 A9 I 167 £5 A7 R £k A0 L 49, 07S, AN
™S seamarer 7N 16 I VR R B TR A0 IS AR K 67'S
{Ho FIH 6%S, IWTREIITY, — R [ HERR
ERBERER I SE I, URAL T8 R 3R B R FE R
FE R EENESY, R A AR AR
TR IR A DTRRR A T H
423 KIgH

LIS A B SO, A5 S 4 BR A 1Y 2R IR 2
—, HHAMRIEAR L, KL BT )2
15 88 K i85 —4F ( Andres and Kasgnoc, 1998; Elias
and Sutton, 2012) . J L& B B R £ <
I R R AL, IS WS SRR (de Moor
etal, 2010) o JCHY LT I 40 35 B UM A%
2P Xk, SO, &tk s AL sy & AR R i
AR, ACS FT LR B Ll e 1 ) 57 9 2
KA SO, A AL S b A1 iE # i £ ( Baroni et al,
2007 ) . Bindeman et al (2007 ) 434 &k 111 K H 8%
PR & R 6 28 Jhc IR AU Ll 2 Bk, KL IR B R
A®S 58S BRE M, A*S5H NS BRIFMIE,
T /N KL M 2 it DU TG AR OGP, 3 AT g R R 3 ok
1M & SO, 7613t /2 18 - O HA AR 48 A A= Bl iR
£, MmN A SO, FEXT 2 R R 1 &
HEALON A 5, Martin (2018 ) FHBLEZ RN R
R KRRy, EIAFEEN SO, Al
AATRERAETE AR . MR ZeCEmZE T
5

AR SO I B R R [R5 25 A9 43 b ik
S AREAE . A3 TR ALIERTHAE B R R R R B
NPT T RZERIAYY, AT FELES.

(1) EA-IRMS i& FH T Z il 2 1 sk B o
Hr, MC-ICPMS & H T{RERFE 5 708, NanoSIMS
T T AN T B Ak 2 i A B A B0 J50RE AT B R
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53T

(2) SRR e R 2 28 (B 53 A 3z 15
YR AL I BT AR FARE IR, 0™'S 23 )43 ] fij 2
UGN A s BRI > VA X 3 > N B X3, 7S A
BT AR R AR B, SR ENANEMHE
IR SO, WA A K

(3) R IR i [F) 57 22 A7 A o it 431 Al
Jr o, B A4S SO, AL R OE,
S S IR R 7 R AL Je & 1A T SO, etk
AL b BRI RO T A AR A N

(4) DUEBRBRFEFIRAE RS E N R A
T A 1 22 PN i 300 1T A TR 5 ROV e 1) Rk IR, B
Ze ) R B Y TR A AN 2 2 T I R A R R
TR L 2 6 3 3 DR A% i A R JHE ] 3 DX <
AN AL L N

FI AV I TR 432 28 0 I S k4318 i 67'S AR
TR B SIS LA VF 2 RS, &
WA 5 PRI RN sE LA JL T T A -

(1) T S e m Rl 4o 28 3F o i o
— 5 TAT I 588 - L 2 1) K 3 )2 i A B R I, 5
— 7 TR A BT S B R0 28 A ot a3 1 i
B, BRSO, Mtfb2i i . B i 2w A ik
Gb, A HAh AT B8 Y I A AR AR — 2
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