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B R AT BRI AR OR Rl 2 B Ss B 1 R AR ( MC_TCP_MS) ANy
B A RAL R A (TIMS) ML, fEdfegifa g FAiE ( A4 Li Mgy Ca. Fe. Cu.
In EgJEnR) WA T CERRE, EAME R S ERhERAL 2R ER ),
PN TR HAs ABIERIL S IEERC A . TR SR SR A2 U,
IS BRI R 1. ARSI R 0 2 R Se B e 1Y), 2 H AR AR AR Xl 5K
SRR, R IR S e SRS ACEART J ( [F) A 3R W i 3h 1 B TF R K F & T H
MLFRRGEHE R R, ZEPR E AR LG E R R WIS 5 4 St [ A7
AARZILF A4, (HEA X, JeHE AR R SR e AL ER AL — 288 X 07 A W™
J&, JEA IR AL R B R AR OSBRI a5 X SR T ), BRI . — AR R
RN AR T 0 TR %, 7 L T IO e AT ST I o TR B R

T RHSE L ER 1L 22 00F T B R BRI 78 SR ALK SO T AL g € R R (Hg, Zn,
Cu, Fe %) (EMBEHIERIL AT HIMIWI AL, FFRIIE T Ga FILLERAER P02 1 W P L 2
R 2R 2 RAE AT 7T, A [ B OB T R o IRFE IR e i T OB FEAR SR, A
FOITIE T AR R RE R (Ga) RIGLER AR K ok (He) [RIAZ AR SR TS A
7t LAE:

1) LT AT A SR E B A, SN Ga £E D7 M AN BRAT 2R i X
B P BB AL, TN 5 S UME 2 TR B R

2) HiE AL IE A K R R R R B, IR TR K SR SRR A He
WP I FIRLZR AL, Ui IR CAt YR A FE B AR Al X R He R 3R X Hr
EEER- AR
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Abstract

With the development of mass spectrometry technology, research in non-traditional stable
isotopes (including Li, Mg, Ca, Fe, Cu, Zn) has made great development. As new and potential
geochemical tracers, they have been widely used in astrochemistry, petrology, environmental
geochemistry, marine geochemistry, mineral deposit science and many other fields, and show a
great potential for applications. The traditional isotopic fractionation is measured by
experiments, while the multi-natural process is difficult to be simulated by experiments. Hence,
theoretical calculation of isotopic fractionation using the basic theories such as thermodynamic
law has greatly enriched the isotopic tracing theory system, which is now an international
research hot spot. The theory of non-traditional stable isotopes has a lot in common with the
traditional stable isotopes, but there are also some differences. In particular, non-traditional
stable isotopes expand in some new directions, and the original isotopic theoretical system can
no longer cover these new directions, such as the nuclear volume effect, some non-mass
fractionation effects and non-equilibrium fractionation effects. New theories need to be
developed specifically for them.

The research team of Professor Chen Jiubin, at Institute of Geochemistry of the Chinese
Academy of Science, has long been devoted to the study of non-traditional stable isotopes (Hg,
Zn, Cu, Fe et al.) in environmental geochemistry processes. They are among the first in the
word who start the research on isotope fractionation of Ga and Hg isotope in the process of
mineral surface adsorption and many other natural processes, and obtained international leading
research results. Based on these latest research results, this study has carried out calculation
research on Ga and Hg metal isotopic fractionation in different processes :

1) A theoretical Ga adsorption model based on the thermodynamic theory has been
established. The numerical simulation of Ga adsorption on the calcite and goethite surface has
been realized, and the predicted value is in good agreement with the measured value;

2) The concentration and isotopic composition of Hg in the continuous samples of
independent precipitation events have been studied combining with the gas mass trajectory
migration model. The persistent effects of specific sources (local sources and long-distance
transport sources) on Hg isotopes of rainfall have thus been explained.

Key Words: Geochemical processes; Mineral surface adsorption process; Gallium isotopes;
Precipitation; Mercury isotopes;
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E
1. 1 B FLRER

B U AR (R A, [ B BR AL S AR T R I 20 SRRl R g, R A 3R U ik
TR R A Ak 22 1) 3 BT T3 O AN R B 21 R TR 2 — . AL HBR AL 5 o AR E
[l 2 7 A TR B ROy “ AR GifaE AL R " MR R, FRET I N T R AR
HAOT MBS L IR TR R . B H e ) E 4 R F]
Prg R R (S FL. 75 IR B 4 @) FF ST BT T, mJ DL DL R] A7 22 Hh Bk A0 25 2 /0o
RIS SE IR 21 5 ) 0 M 2 Ak 2 43 SCE R R SR AN R A

FasE FRL R MBS 5, BER RN RS A M EE S, R YET R
[ B LG, e B I W SR A IR D THT . E A Urey (Urey ,1947) LUK,
MBS T VR 2 EAER, (R 2K 2 BB U0 2 LLIE TR T/ R B AR R S, BAE
Re R HAT, RS R MBS T E N TE LRI PGS, —RE S,
PURTT e/ S B RUR T B S I 3R, R ARAMEAS itk e, LB 241 5is 30
JIE R AN AU K= N NRHE . B X 7 TR TR N, BT RS B AT T
R R 3 A PR I IR R AR . AR, ARAR SRR E [ FBRR AR SZ B AT 1 A
SR, LR RE AR G A 7 3 BB N B A R — KR AT B A AR, RERE ML
AT R] B R, FEAR 2 U5 T A VE 2 EAE R B AR R, R R S
R [FIAL R AE— BT 07 R J2 S5 [ [RIA7 2 B0 A4 3R O AN R 351X 25387 7 1l
AR AR RIS . — e R o 8 430 RIS A7 7 TR AR 5%, R B T A AT T AL
SRR

iRk s ER AL 2 07 7 T R ORI 7T SRR A K SO TR Giase M E (Hg, Zn,
Cu, Fe %) {EMBEHLERAGZETTTH MW T, ¥ M ERVTIRIBUK R B 48 15 Y1) £ Al 2
FORBERII, FRTFIR T Ga [FIALZTEN W) W Mk 72 p (0 Rl 22 20 e . R A
BRIR £ DU R R RO 3R A 7055, BUS T — R 51 EBRAUE M F R . B 4R
T Hg Ga S ARAL Gt IR0 22 77 TH O BL IR B 7R AR 55, TR EE AR B S BRI DA Y
UGk =, SR 10 &b 5 2R i R AL 2 - PR LR R PR A RE, PR 7 IRA TR R X
SeE LR IR I BE JT e AW AU T RN IR ZH I — L SEae 25 I, PR T A TRALER
(FEZN Ga F Hg) FIRTHE 7B I -

D FET#I b EEEA, @A T R R B, P R TG R A T R A R
EHERAT R T (R PR
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2) FFRERABEKPIREM RS E T &6 s BRI E AR
B Z K, IRNWEIC T T SR AN 55 PH T B AR S I o Hg I8 B (RIS ALk, 1 B
THREEIR CA AR R LACBE B AL D X R He [F) A2 3R B4R LR o
1. 2 SEEG R B FALR S TEE R K iHE

HAE 20 H20H), A — L EE SR A R N GE T 035 05 B E R 2 531
SR H R IR LT RORH LA B, TR A R 9 N =, B3 Bigeleisen (Bigeleisen
et al., 1947) % Urey (Urey, 1947) NGt #1505 kv A IR I ER € R AL
FOMRRM, KKE T iR E RO R I ik, I8 35 s SdE A &
IgE R. Mok, Urey i& T YRHR H R ZF AT 70 1O/ IR BEZ I MR IGOC &, IR R T
PAIK—25 Z IRV R 3R 4 P /M A SR BE T (AR, JHGI T “FesE R s sk b7
X115 At BERMRZOSWEIRZEEY, HEZERLIHES, BEE
KIVR BRI — D583,

Urey B! (5 Bigeleisen-Mayer A ) FsE [ AL F Bk 22 W BRI A, 1ZAALLE
TS IR AL AL S AL S5 A~ R B/ s B 2, v 5 R A7 32 38 e s B4 4y
T ARE K. AV ZHERA AR SCHR PR Urey BARLRIFEAEAN2E (Liu, 2015) , #£
X B SN FEALTERTE . RIPEFEZNIE LT Urey AEAITE AL BE — SE R RIER
HIPA R AR S R IS5 . Richet 2 (Richet et al, 1977) £ TR F &M
TREEWU T AFERIE. BT PR EELMRIEA, FFRDIH I 1 T4 R 1
TR Liu%E (Liy, 20100 #E—DEIE TRXEARK, LT T NE T HOEE
DR O R R MR e . R IR AR RN AL BRI A S R IE, RS R —A
THHME, AIRZER LK) i FHEH BT & TN, ST 3)
FRNZ SRR RIK I T R TR R T AN, TOES BRI R AR
5345y 1817157715 (PIMD) (Chandler, 1981) ¥ Bg 24y B 51 A& M I3 T3 J1%%, M
PRAF AT DUSURL T2 YR B 0E, 1R R 3R PE r R  BR o 5 oA B IR K R e

ST

&

X

J1. BB Monte Carlo J7yAAHES & MIBAR N AR 73 S20F R Jridk (PIMC) 72
PG RE T IEB 7 — R B 2y TR k. AN, RN BRI IS TN . %
RN 0 0 8 R BB A BEE RN, AR A A .

Rl i, AR R AL € AR R R A LR, —AKS KT /N
JA R AR A% Gt < (R 2 3R 20 R TEAN R Bk (51 70 o A% ARAR R R/ INBE R 7 35 It B (22 4
MeAe, JFHARARLMER KRR, Xatslk 7 EABRNIER. ~HEEFEITREH =1L
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EFfEE, WiHg, BEOVRARFRRN G2 AR AR B IS . Billn, Sak ipt iR
IRZARBLRON AN BE 51 S He [FI AL AR 2R R EAR M 701, 3ERE 51 kS 7y £ He ARB&E 7>
TRAIE KL He ARBTRE D 1ESE . He FALZAZ AR 5 AR /- A X

Aty Hg= vy —Avp 6" Heg

k:t

1202 P = &*”Hg
6" ** Hg=1 000In(1+ 1 000)

FAMRYE Miller M Young &8 NI ) (Miller 2002, Young et al. 2002).

T HI FEAL R BB T AT A P (FRAS steady state) MRV (3171%) 21w
NI :

FadS A — PN T PA R 2 M PRAS, X BLRAT B4R AR /ERE L “37” 5L “HBh
7N, FERWKMIAE, RIS RN 2R R B B P PRA . flan, 78
K3, &Y. BISFER T, RERIETEE, REMMERs RN R &
Gr ARG, ABENIAERNL, REFE—F “FamiRE” o HATIUREERE 0 FA %=
SRR AR %, FEAE 3 MR AL B B R I FAL R A, A
Tt AR Y B, BT Chapman-Enskog BRS[RIEIAY, T s A /)5 P-4
SO AISE,  HAh I X R A7 3 TR KRS i A 7T AR D

JEP1 (3775 SRR I IR 25 2 PR = B b2 IR B 5 B0 R 32 80 10 2 1
IR T W AE KRR R RN R I 15 R0, SRR AL R B ) 2 o ks, [ A
Wy BT RS I R KB 12, TR R R A U R (1 RIS R B 1N . AR
FERFARIR T AR FE T AL R 1B 1808, LA 45 H 16 22

WA R, R Bl 722 RN s v LR U “H2 B (reaction) + “AEHRR il 7
(transportation limitation) A8 /1 RMLEE LR . ML 5E KGR MG
T HR 5 S A R OK IR R SE 35 4008, 90 5 A BSR4 i E e & Ca™ R G
& Sr R FALER S b DK I IR 2 0 PR S A L R ISP 3 PR B R 4 1 T DA
Beo DL, AMJe/adett 7 AEKERIEHISA (Lemarchand et al, 2004), KRG
A (surface entrapment model) (Watson, 1995) LA K K fizh /14578 (DePaolo, 2011)% 3
IR R AR TSI R

K5 /12548 (DePaolo, 2011) f& DePaolo T 2011 4FE4RHIHY, ZAAY £ A £
BIER, BITEEEA SR A KOS 8 AR SR T2 I R AL 3R R AR, NI S 500 )
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AR N IR AR R AL 2R R ¥ S AT o R, 3 A TR B SR i it A A A T R VU T B
AR R AR A PR, RS2 SRR T S N R X AR NI S AR K
MR RS IA EI ER B, H SRS Em s . &, A5t —
LL4XF DePaolo MAAY R MGt TAF, B Un A A% a5 T 1 5 F1 52 RN A5 o BB AURE A% ar R
P AR R R AL 2R B A 22 RS S R NS0 iy 3 i SN IR AR R E S b, BRI AR
AL R s B P PR, 3 B2 R K BT B s BB TR A, AT 2 Se B 1A P 2k
KR [ 2R B 75 70 TR

WAL TR R A B 152 0 i IR R o — M O b R, i
AP, e B A AR I T I S R S SO B . R I AR
HRRU, R SO A () AR s, IR R st — ATt ke, HK
AR R 2IR G, RIAESW, — BT, i E— AR
R sE IR PR, ASEA S ) B AR B IS 2 T L AN R 2B, TR TR B S5 I it A3 38K R R 2
RANIIFHRL; o ARG DL, WP RENE BRI RS Y I ML R 2R, A EORA K
BEAT S I SN, AT PR B 1 IR BRI LA S S B AT A5 T . BRI L LT
W B 3 B GTRE R A, B0, — 280 7 IR A PRI B SO, TR RORI R &
Y, RAEPGETIE, MM “BER” . HRE TN E 5. BETsRZ I E
REER AR (R FETTRE . KR ESE) R RN K3 iR, Rk
FE77 T RN JE R IT IR B AL AT 7T

SR, HTHEAE SRR E [FAL R AR AL SO R T8, G RN — M
<o [RIAE 2 70 1R T B BRI TR AR T S, SR B MASHONA AR . AR T
X8 F AR 2 rh He A Ga [AIAZ 3 0 MR BRI TS ROTIT 7T, X de Rl A 2 7 AL
FIVEARARRESR (L 1 B 2K
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FE & (Ga) Y WRHERMHIEN R R EHE

2. 1 B SR

Ga i ToCHR MR EVU R, 55 ITIA B, 54 (AL (2= PEmARL, (HARX T
PfaE M RMERITER AL, Ga REAW MM RMFHETLR, FiGa FALER
AMERE N E— B INA Ga HIR AR FRALH TR, A BT EIRARR AL I ERAG F1E
Jii. SR, AR Z HTUE PE Y Ga [RIAL KA M ANTERE, — Lo AR IR o o
Ga [1)[FIN7 27 TRFE FE AL SR 2 R A, AT IR N 72 o

ARPIE SN, TR R T 7800 TR R B T AEACEAE . ARl LA R R R AU A
A FIER RN R E R R EEMNIEH. 2M4EE (W1, Mo, Ge Al Zn) 7EH P B
AR CIE S E BE R FEA R BT, AR EX TR Ga AL F 50 H
ARG R AR, —SEE, FARN Ga R R RS Z, XA 1% &
MR & Ga [FIALZR 2L O PEANMERE, IR 1 IRATIR R Ga [RIAL 3R N HI ) AE

BB M ER L 78 BT R ORI 9 SRR T 2016 SR EE ST T RS BE 1 Ga [ 254
777k (Yuan et al.,2016) , FESLEEAE b, AVGE ARSI B ELTFRE T Ga [F
RLBRAER W TR B A 19 (5 57 3% 23 TR T -

Ti BT R 2 IR R B R T R A W B B A . XM A2 43
TR, ERA RGPS . AT 2T 307 2 R ) R AR A,
BT 1 Ga 7E77 WA B BRI AW BIE R, THESE RAR P MO RE 1 Yuan 55 A
(Yuan et al., 2018) HJscie¥idh, FETIEQHE:

1) /] Visual MINTEQ v 3. 1. BRAEHTT AR50t 58 7 IR P Ga TR AIT7 il
BB RTHN Ga FEEASRIAR LRI E FE R 502

2) A FRMM% A (Pokrovsky & Schott, 2002) HSLHIBIN T Ga 7875 A 221 K
WERER, 73 B0 )5 AR TH Ga MR B 43 Ll PRNME 5 se{E A & . o Ga 727
A S THI PP TR B S5 P-4 A i B e A UL S R P A S 3R AR I K, (log Ky = 6.70 £
0.1), ZESHIFHIEETREME (7.0 £ 0.3) mE

3) A 2-pK H HL AR AR, Ga LEETERE SR I R A, TIIIAE 55 SEIME 2 A) A0 1)
W&o [N, FATEIEHERmS GBS T 3 A Ga WKIEZ (0.01 © 1.00 wmol/m2;
1.00 ~ 6.70 wmol/m2; 6.70 "23.00 nmol/m2) SEIGZ&ME T Ga IR 2 b, S
HitRE&EY S
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BATHIHF 78 25 R R Ga VE T R BRI AR R, 78 b 22 25 A50TE 70 R o 2 B N
RIS 4l A U I Rt 2 P2 A2 2R AL Ga [RAL = 01, HonE Ga [FAL &R A]
DL TR BRI 20 72 . 2R KR TE (Geochimica et Cosmochimica Acta)

2. 2 %% (Ga) AL R 2 1A FUILR

W RAAE AR R k. L . DR/ C02 IR BE AN BRI 55 77 Th 47 i &2
KEFERIFAE (Berner, 1997; Gaillardet et al., 1999; Galy and France-Lanord, 1999;
Hilton et al., 2011; Tipper et al., 2006; Vance et al., 2009) . Al fEAKA.
BRI E A ST R, WMT TR A EENE L. BT ALEEAR
F U — MaE AR (AD , IEAREIR Ca M1 Mg EH ef @ ML E A& R (Gussone
et al., 2016; Hindshaw et al., 2011; Opfergelt et al., 2012; Teng et al., 2010)
—HEF R A A TR ORI TE (R A5 P DA % A B0V AR 8 P UAE 25 [v) Y Y26 126 ) e
. HL, SHRAEEAR AL RN ER BB R R AR R 0T DA T R AL 7E RAGAE F S AR ik %
1T AT REFTIIALET .

Ga J&FFHCH 31, A T AR RS IU M., B =F0%k, fEuRAMRBLT AL 1
EFT7, SHEBGES A BAIEEAALUKAERMYEYER . 0H, Ga A PFfRE
fi&, “Ga 1 "Ga, HEFESrH1 60. 1%5139. 9% (Laeter, 1972) . Ga (KX A FaE A
PR FEALEKR, B, i CHKER AR Ga 1EH AL FIBRYKIEF AL
I ERTE 221 T (Goldschmidt, 1954;Burton et al., 1959; Orians and Bruland, 1988a,
b; Shiller, 1988; Shiller and Frilot, 1996) . WFFIEFKH Ga HIKMFEELL A1 5,
SEHAERK P IESIPELL AL 55 HAE KA R, BTLL Ga b4k FH R Al 5 AL 7E0R
WPt (Shiller and Frilot, 1996; Orians and Bruland, 1988a; Martell and
Hancock, 2013) .

R R, BEE R BRBORERE S S B TR R K i 2 AR 1)
Perm, MZ & E RN R EE T AR 2SI (Chen et al., 2009, 2010; Hintelmann
et al., 2003;Kang et al., 2016; Li et al., 2016; Liu et al., 2014a; Maréchal et
al., 1999; Qin et al.,2010; Wu et al., 2016; Zhu et al., 2000) . [EZIMifH4H
FE 2016 FF IR T mkE N Ga Fag M R JTiE (Yuan et al., 2016) , Jy T fif
AL R RAG AL 54T AR AR LIS 4 T i L A .

R B FERTRE S EL Ga [RINE 2018 : 2 i AU 58 R AR B F 22 208 Ga 7E/K AR RIAT
VIR 2 ARSI B K. 868 (Pokrovsky et al., 2004, 2006) , iX
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1 IE 2 5] P 2 o 4 [ A 3R ) £ R R (Barling and Anbar, 2004; Galy et
al., 2002; Pokrovsky et al., 2006;Tossell, 2005) . #Rifi, H §it:F Tt
TR Ga [FINL R MBI FUL 2T B, ANRFE 4 (pH T REE Xt Ga 7EH”
Yy BRI, DL Ga TEVEVRHR TR AR AL 7 B — 0 A, X s TAE A
W RITIE Ga [RINZ B FE LA, . J7 A FVERERA 2 M kR 2 P o R 3 A 1) 3 24
fRo XPFEPIAET Z A TR, 38 B AT FRER I PR AL 1 -

1) J7 AR 2P i R s, BlaniiEER . A RAER DL R RVE RS, I H.
WEH R R R AR I R B Sy, BB LA A SRR, WO
AT S KB 1) 2 FIEMAE R (Gunasekaran and Anbalagan, 2007)

2) BRI B Y WA KA S TR U ), 2 e WL gy, R
R4 S B (Sibley and Gregg, 1987; Hermanand Lorah, 1988) . It4f, Fe* 5
Ga' R B AL S 1 AR AR, R 3k 8 Bk AR TR T RO B 751, ANMERT BLT fifeet
PR IX R E YN Ga IWRPHER, A BT TR Fe'5 Ga" XML M FUARLT R
TE [ — 1 R P A AT A

BT, AR TR E 7 A RV 3 9 o 78 1 2 B 855 v 5 3t A7 #E HLH A AR MY
¥, RGTFEAFWH., LKA Ga MREMRSWIERTHE T, Nik—5 T
Ga 7ERZHIERAL 2 B2 AR AR SR AR Rk, RN B BRI R AL ERZ
BRAG SRR, R SRBEAS UALS E h  HhER AL 25247 A B4 s Bt

2. 3 FT I 2 EmM ERSERMER TR

A MdF Visual MINTEQ v3.1 (Gustafsson, 2012) Ff 7AW A Ga AR T
fRAT S EMERD RIH Ga FIWKBHAERT, (8 84E i m R E RIS S I Ga JERIEE R
B, HEET YR Ga TEAKITEE RECN 1. Ga /KEHEELE Visual MINTEQ v3. 1 #4

T8 s (Benézéth et al, 1997) . PLRZ5H Visual MINTEQ 455 1 H 1 f] /41
2.3.1 Visual MINTEQ f&4¢
Visual MINTEQ /2 —3kit Bk Far it Sk, KB HE WL Lindsay 2324157

R4 2 P EAE ] AR RAS SR B /KT 3 B AR mR K & 1 A 0 P 1 O
PRI PR A I TE S HE A AL R B S N5 e, HA S S NI T4 BR AL 5 #E Visual
MINTEQ A% e, s I8 ] DL E € SO R BUE, 8 o A b (1 BRE B in 2104
M rh o Visual MINTEQ CL4 4 V2 FIAEARAD - 38 VA rh B Ak o B 128 5 A W -~ 1 A 0
I FH RN G O R AR AR b i e R AL A R3S, SDTIE B R, BLR F
) PR AN < JE A HLAE SR RS . T, MINTEQ RJ#E4EL 500 Z2MUKIERUELS. 70
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FPEA sy 400 ZF P00, 16 PRI 21 PR JF I N [RIEE 7 Fi BASE AL m]
AR W5 R AR AR o B30T, AT I TN 1 5T A 3R T 2% 5 S AR AR, 47 CD-MUSTIC
ENER i sicE
2.3.2 EEAKUE

H LIS A2 1908 4F Lewis $2HIA, BUONSEBRTHE A IR R 48 AR 7 R AR B AR 1Y,
DR A 38 7 S P R B T SR I 205 S DA BEARIR IR B, DAE XA R [ 4 T 22 AT itk AT
B 3 T o - UT 010 375 PR R I SR (1, (AU B S B0z AN RE T A2 A5 R ML 755K, 44
ISR T, B SE R A S Al b dEAT BRSO BE A R o Ipik . HATH
SR T T B R ST VA R R R B, BT AE, DA Pitzer HUMEBUVETRPE IS
NEERI S T R DL ) cleggpizer T FRSE . TEHT ARSI, Siidfg h— i)y
AN EAEER, DL Ornstein-Zemike B4 5 FE NIERE A 0 T FEEE L 45

XA AL 100mg /L FIRIRK, B 1382 <0, mol /L, I8 H R AR K 4 2it
B, ST R R R K, BDES P RRAE>0. ol /L, R RARSAEH T, A
VO FHAERT RS, AEIX BB 138 I S4B 7 R v SRR ) Ga TEZSIE B AR 5L

JI

lg 7,=-0.50|Z.Z_|(———= —0.3])

1+\/7

2.3.3 BRI TE
2.3.3.1 TR

W B 2 2 A F T REA IR BTG A TP AR T B2 TR . A& S8 iR B ALK
W o Ao BT P bt ) 7 Ay B R VR B 2 T2 R B L T SR R DR 2R, R 71 T 1P i R
JOFL PR B 751025 T PR B T 4 1) 22 SR 3 A SR S ek, I TG ¥4 o [ VR 5 B 1 P ZE AL
o AR T IX 4L DUHR IR B I 5N F A 3045 (empirical model) , @ENZTEH ) F K
fift E ¥4 (mechanistic model) EARRAFH] T KRR & . M3 FH#R ) BRI BRI B 2
I, AR E [ YRR T W A 7] 5 O R B A ELAE 1 ) B R o R A, AR F e A
PEC R, AN T LRSI R 5 B F B RE, R IR B AL AT 3 — AR,
P R [8 T R HLATAE B (charge action) |,  [a)H 2% R8T W Bt 741) 26 TR0 Aor 1 B o
O IR S L RS R T 48 B0 0 T I AS M L2 1) )5 e/ FH A (mass action)
W) P (naterial balance) %5 22 FhOUUAN 22 W 1R FIAL I S b RE, 4 B T3 R B4
MR 712 T A 2 B AR J 1 B A

20 42 70 FARWI, Stumm B SEHE H TR K & A2 T L W PR F 0 2 T 4%
E I, KAV P G AL B T ST, N R SR AR P AT 1T R B 6 S
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RERJTHSE. AN TG m s e A 30O T S0 S5 H 2 i 8, RIS T DK
75 FF T 2R 5790 45 R o oA LA P PR 1 2 i B, OB s & . [RIR, X5
LR HL T REE (XPS) . LM AR LT AN (FTTR) SRR B 72 T B LA M B Ak it
SRR B PR IE R 55 R PT CASR AL Gl 3 10 e B BT 75 IR SR T A, 2R A L L6 FE . TR A
m RS TIRSEE R, RRATT RIS TT AR 1 BSR4 7 IR
FOCRE

2.3.3. 2 TRRARE SRR &

FAEF Pokrovsky I Schott (2002) 37— FpR ML &AL T Ga 1677 fif
AR THT IR B S 3R — i T 04 R U Y ARG TE KRN 3 THI s 7 ¥ R e i BT
R A 4 JRAEAE E H A XS AR AE 2 A 1) R THI 48 S A A o e AT DA SRl ik 2 1o 425 ol
T < R K R £ T VA W B 0 o O o VR R O BT R R R A R/ DTVE B ) e, BLEE
B IIE R . TEJ7 AR TN Ga WM SEgGh, VEMETCHLER (DIC) FIAHIY CO, 43
FEARTER VRN 7 il A 2 [BIE BIHR D) 5 P RT3 R, ARYE A1 pH A Ca IR FETHE
23], @RS (Cappellen et al., 1993; Pokrovsky et al., 2000; Pokrovsky
etal., 1999) , FATTAT LARNIE 5 A 2 1 B E 2L /K-S AL KA P, >CaOHO A1 >CO3HO,
CEMAE RSO 11, REIREAL A — T ESER T/ LR, B—Jris
5 B (Ca™ RICOS ) KRN,  R&FEOTRARHEIAFIE: >CaOl, |
>Ca0 . >CaHC0,’. >CaC0, + >CO,” LAK>CO.Ca’ ANFEAT . A ST TAEHfd Fl X S A4
IR H BB (EDL) I AR A R T A 25 B AE T3 (2. 1) TP RN A1 e

Surface reaction log K2.(25°C, I=0)
1. >COsH?=>COs + H* =51

2. >CO3H" + Ca?* =>C0sCa* + H” =17

3.>CaOH’ = »CaO+ H* -12.0

4. >CaOH® + H" = CaOH;~ 11.85

5. >Ca0OH? + COs> + 2H* = =CaHCO:° + H,0 23.50

6. >CaOH? + CO3* + H" = >CaCO;~ + H,0 17.1

7. >CaOH® + Ga** + 5H20 = Ca-HoGaOs" + 2H~ 6.70+ 0.1

8. >CaOH:™ + Ga(OH)s~ +2H20 = Ca-HoGaOs™ + OH™ -3.49

2.1 Ga fEJ7 AR IN SLI RIS SR 24, EDL A = 17 Fime; RIEA L =8.22

pmol/mz,

18



(IR, FATIB AR I B 377 A 3 T AN S5 TAG I Ca A7 5 Ga 22 DL 6 BRI 1 T%

{AETE, MEMERE X SRRSO E (XAFS) HERIERI T A RN Ga ¥

&3 (Pokrovsky et al., 2004) . Kk, Ga 777 fifA 22 1 (W PR AT LARE RN -
>CaOH’ + Ga” + 5H,0 —> Ca-0-CaOH(OH,), + 2H (2.1)

R (2. 1) KPR E W HOR B B SRR PG, 1R P e W02
ME— P LU S8, MR RS AT fR M M S48, a4, XWHJE (EDL) HAE
FRHEAL 3 AR E AR N (R o @K, AR T Ga MR S5
B ARAL I %L (Doherty, 2010), K, (log K, = 6.70 £ 0.1),

2.3. 3. 3§D R SR AR T &

XT Ga FEETERE I AR B, 55 228 S 1 Y I I A JORE F) S T AL S, DR
ATV 0 —Ff 2-pK 1H A 2SI AT RREADL, I AMBERY CL g s T VR 2 AR RV A
FEEHE T W AL (Gn, Loveren et al., 1990; Lumsdon and Evans, 1994; Nilsson
et al., 1992; Pokrovsky et al., 2006) . &b R IERFEH % (Lovgren et al, 1990)
DA AR S TAE i F T 8 SRR B AL ) oA S E R h e . [RIREHE, FRATMRK

Goethite Surface reactions log K2.(25°C.I=0)
1. >FeOH" + H" = >FeOHy" 7.47

2. >FeOH" = >FeO~+ H* -9.51

3. >FeOH’ + Ga** + 2H,0 = >FeOGa(OH)," + 3H* -1.05=0.2

4. >FeOHy™+ Ga™ + 2H20 — >FeOGa(0H), + 4H" -8.52

5. >FeOHy)™ + Ga(OH)s — >FeOGa(OH),® + 2H,0 7.14

F 2.2 Ga B FA A S2I6 R R TH S S AR 28, EDL H% =0.75 F/me; RHA S ZEE =1.68
nm=(2.79 pmol/m?).

AR B 0 D7 A R TS TR Ca A7 A Ga S LA 6 B AR B8 1 07 8, XA
RS X SRRBOEEERE (XAFS) BERIEN 7 AR Ga JEA—3 (Persson
et al., 2006) . Dk, Ga FEEMEFIH 10T P o] LA R R N

>FeOH’ + Ga” + 2H,0 —> Fe0Ga (OH),"+ 3H  (2.2)

BB (2,20 P B 2 AR SR 0 A i it 385 Visual MINTEQ HE& PEST 45
MAFH] . X B PEST Jf& — M HNSHUN TR BHERDT 2 1 D) B8 14 %5 L4 [ € 4 1. 68
nm” (Lovgren et al, 1990) SEE& AR R 2 2 BEARG BL, XUHLE (EDL) HLZS[E E M 0. 75
F/m* o Ga TEEMERE SRR PSR b, Firig B I S 5OROR s 25 oo™ ) 2 T PR A7 o 25
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—% (Barrén and Torrent, 1996; Pivovarov, 1997) , JfH. % FH I HL 248 A8 1k 35
AT AR SCHE Y R AW 7+ (Cornell and Schwertmann, 2004; Lumsdon and
Evans, 1994) .
2. 3. 4 BN PR R B 45 R b
2.3.4.1 TiRAREHR AR THELE R

Ga MNP I RBUARINSE RAER 2.3 th B, & H S 77 i A R T R M Ga 1OE 43
kb (% Ga adsorbed, measured) K7 pH HISEANTMIRRAR. 2R 2.3 oM 1 REAFE ML
WA (pH 7 fRAEI P IR B S R IR R TR PR Ga IIET 20 b, DA RARMFE S
XA AR (DIC) ¥REE . 38 SRUG Bl pH AN Ca IR FZTTHEEAT 2R CO2 7))k,
PARASATH A B0 Ga B BR B 77 A R I E 42 EE (% Ga adsorbed, model) o o,
BT 5 Ga. AW B 30077 A 2 18 10 1 70 EE P FH R 88 B0 B IR I HE 48, Tog K, = 6.7
+ 0.1, XAMESHFEAREPREME (7.0 £ 0.3) mE—H.

Sample No. pH Ce/Vol [Ca] DIC log pCO2  [Galin [Ga]gn [Ga]ot [Ga]ads % Ga adsorbed
gl mM mM ppb ppb nmol/m? nmol/m? measured model

C-1 74 3.6 3.13 1.84 =241 107.5 80.1 228 5.8 25:5 258
Cc-2 74 3.6 3.03 1.90 -2.40 107.5 79.9 22.7 5.8 25.7 258
C-3 5] 3.6 3.58 1.29 -2.67 106.7 74.4 229 6.9 30.3 220
C-4 5 3.7 2.79 1.60 -2.57 103.3 68.2 218 74 34.0 22:1
C-5 75 8.1 328 1.39 -2.63 106.6 62.8 10.2 42 41.1 38.6
C-6 8.0 6.7 1.24 1.01 -3.24 105.3 88.3 12.1 1.9 16.1 13.3
Cc-7 8.1 25.1 0.98 1.01 -3.34 105.7 81.6 32 0.7 22.8 31.0
C-8 82 40.2 0.83 0.93 -3.47 106.5 78.6 2.0 0.5 26.2 36.0
c-9 83 10.1 0.68 0.57 -3.99 105.6 95.6 8.1 0.8 9.5 6.5
C-10 8.6 40.1 0.48 0.63 -4.04 106.4 90.0 2.0 0.3 154 175
c-1 8.6 40.3 0.51 0.61 -4.06 53.4 44.8 1.0 0.2 16.1 17.6

R 2.3 I EARMEE Ga SLIG A CE S . SCI0 30 46 pHy AR (lE/MABD |« CaikRFE.
WETCHUBRAN TS0 CO2 73 o W B SEIGHT J5 POV TR Ga ¥R FE, LUK fil Ao SR TR P () Ga [P B N
Ga IR 0 B S B S AT SREAE
TEARW S TAES, Ga 777 A 2R TH W P S 56 Btk J (1) pH A2 LYE RN 7. 4-8. 6,
MAEXAS pH JEE AN Ca RIS TFE N >CaOH, (Pokrovsky et al., 2000) , &R
Ga JEAFZ N Ga(0H),  (Benézéth et al., 1997) , Ktk Ga 787 ffA — VAR FL I 1%
BRI LRI A :
>CaOH,” + Ga(OH), + 2H,0 —> Ca-0-GaOH(OH,),” + OH (2.3)

SN (2.3) [P Ra e B H Koy Ga [ 7K AR B0 > CaOl, 78 J7 fift A4 2% TH I T 10
i SR8, XEHEHILE 2.1, THEEM logk, A -3.49.
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7.0 75 8.0 8.5 9.0

pH

B 2. 1 77 iAWY Ga 01 20 25 PR SR (2 0o B3] ) AR 38 T 245 5 A PR I A Rl 2 32 ) 5200 1] )

8.0- — pCO2 unconstrained
o4 i
= O — pCO2=10"*atm
——
©° — pCO2 = 1028 atm
£ 6.04
=
o
3
= 4.0+
o
(77}
<
©
w 2.04
O

O5
o-c L] L] L)
7.0 75 8.0 8.5 9.0

pH

K 2. 2 J5 A R R Ga S RERISEINE (R, BARANE pCO, T SCM X7 filé A7 R TR FfY Ga 75 & 4
TME (S22 5 pH IR R

BRAk, FATENT LT 7 A R TR Ga [¥1F 43 LU (¥ S R T K, 15513 210 ) 75
WA, HARXTLEEB LA 2. 1. B 2.1 ATRAE H, HrP AOH 4 ANFF it S0 i 25 Tt
{EIE 8 ~12%, 1 HAh R b S0 A2 {25 TR 3407 3% Ye BBl A9 254K, 0 B Sl -5 Tt
AV E. B 2.2 AT R Ga K (LA nmol/m*) B pH AL,
] e Sz 2 g ] 5 7 RS FEVE VR BOVR S 3. 6g/L I, AR €O, 43 4% T B 26 1HI 4% 25 T3
MBAIZE . & 2.2 vh B SEERIE LR FRA IO 26 T, o508 002 A3 IRAE AU, R
L sk s CO, M EAAMREEN1.0 X 10-4 F 1.5 X 10 -3 KRAEMBEHFIK
1400 AT LU H X = 5% il 28 BT AR B TR 5 S B 2 1] F 22 S DS, T T BRATT i S
R AN AV ST ia F ) Ga W BB AR 2 ) ) s — S50k
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% Ga adsorbed

2.3.4.2 &Hekw"

Ga TEET LA TR Y L8 25 A 280 (ol BHERAT IR VR IR BE S ) RITGS V7 [ I

BAERAER 2.4 P, -1, 6-6. G-7. G-1

4 F1G-20 X 5 NEES, 23 AE W P Sz a6

EHER RO JS ¥ 3 RAN 7 R AT T HURE . (H2, ST HoAh e B sese, 452
FERH T FAWCT 8 7 KRG, MR 4.4 WULE W, M0 FEWCFET 3 R 7T K
FITSRATAE S B )R TN Ga IR P E IR R 25 (0-2%) , RINERH Ga HEE
13 B PR IS 1]/ T- 3 R Ga BB WM 1) B 2 B B S AT R AR VR TR R
2RISR R ILEE 2. 3A. P 2. 30 WIRTE pH = 2.5 B, FFERETXF Ga MR AR R izt izt 55 T
pH = 3.1 S NRERFREE, JF H Ga FIWCPH & 43 b S5 4R 2R R b Rk B2 TE I . %
Fo fEpH = 2.5 W, BIEWEPEEE S REEmL 10 g/L, Ga P E 4 LA 3
46%. FRT, % pH = 3.1 I, fEHE— pH AT T Ga HIWCPH 12> B REVE O B 1O &

=,
==X

(
ECSELIETE S it

1=7 /L) MR &rEsgm, & nlmis 100%. FATHISEIRE R Persson 55

A pH-25 @ pH-31 @ pH-80 A pH-90 A 001+ [Galyg,=1.00 pmol/m?
* pH-95 @ pH-100 @ pH-105 < 1.00<[Ga)4,=6.70 pmol/m® O 6.70<[Ga),o< 23.00pmol/m’
100.0f A
100.0 r A r's e ®)
we A [Ga] o = 0.3 pmﬁ
= o
80. 0+
80.0 | R PP
* ¢ . 8 . - 8/ [Ga] ¢ = 3.4 |.|malm12
2 /
60.0 | £ 60.0
. g
A ©

400 & @ 40.0 o

A g @/[Ga} or = 6.9 umolfh
A i &

200 F' 20.0 g°

o]

0.0 i L 1 | 1 i uo L 1 I I 1 1
00 20 40 60 80 100 120 00 20 40 60 80 100 120

Concentration of Goethite (g/L)

pH

Bl 2.3 Ga TEEMERI R TH IR B B 20 o SR BT BRI IR G R (A) , SEI 511501 Ga WP B 4 b
5 pH R R Z AT EE (B) o = 25 SELR /0 i ARFR FH R 25 S 8 () B (2. 2)) tH3 3 FiAN[FLEL Ga 9K
F#E ([GaJt=0.3. 3.4 F1 6.9 pmol/m>) K74 %t Ga BV EH /0Lt

RS RUFT NS HPIIER 2.2 +F

o b SB A B B AL OB BN Tog

K,= —-1.05 + 0.2, j(%BﬁJ\SQUUUH"J Ga u&lzﬁﬁﬁj\tlﬁiﬂﬁﬁ%%ﬁé%%*ﬁﬂﬁ‘ﬁ (10g K, =

-1.05 = 0.2) i Ga WPHE 2 bz A H T L

WK 2.4, —FHZERIZEFLE0.1-10 %LL

W, AE DB I ZERECR, 9 11-31%, Ui BA SEIME S BNME 2 [R50 v & .
S Ga AEETBRAT R T AR 1 20 LU S5 pH IR SR A 4. 3B, RIS, FRATTicIZ AR

4GB (R (2.2) ) tHE T 3 Fi Ga

WE (0.01- 1.00 wmol/m’; 1.00 —6.70

pmol/m’; 6.70-23.00 wmol/m’) SEIGZAE T Ga WRBH E 40 tl, LS SE HEAT ST B,
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Sample pPH Gth'Vol [Galm [Galam [Ga]ior [Ga]aas % Ga adsorbed
No.
g/l ppm ppm umolm?  umolm? measured Model

G-1% 25 99 55.383 30.253 345 1.57 45.4 45.7
G-1b 25 99 55.383 20005 345 1.59 46.0 46.0
G-2 2.5 51 58.644 42154 7.12 2.00 28.1 24.2
G-3 25 41 58.517 44.394 8.81 213 24.1 19.7
G4 25 3.0 5414 3772 1.13 0.34 30.3 61.4
G-§ 2.5 2.0 5.054 3.745 1.53 0.40 25.9 5235
G-6* 3.1 97 53.571 1.264 340 3.32 97.6 92.7
G-6b 31 97 53571 1266  3.40 3.32 97.6 92.7
G-7* 31 49 52071 13515 6.62 490 74.0 56.6
G-Tb 31 49 52071 12417 6.62 5.04 76.2 58.5
G-8 80 1.0 0.101  0.000 0.06 0.06 100.0 09.5
G-9 8.0 69 0.103 0.000 0.01 0.01 100.0 99.9
G-10 89 1.0 0.605  0.001 0.36 0.36 99.8 96.3
G-11 9.0 0.5 0.604 0007 0.70 0.69 98.9 91.3
G-12 90 0.2 0.609  0.096 1.72 145 84.2 80.1
G-13 95 0.5 1.247 0278 145 1.12 77.7 74.6
G-14* 10.0 10.3 4790  0.057 0.29 0.28 98.8 95.3
G-14b 10.0 103 4790 0044 029 0.28 99.1 953
G-15 10.0 2.0 4959  1.098 1.52 1.18 77.9 76.9
G-16 10.0 1.0 4.085 3.005 2.99 1.19 39.7 53.7
G-17 10.0 0.5 4921 3969 594 1.15 19.3 203
G-18 10.0 0.2 5.176 4.086 1'7.05 3.59 211 115
G-19 10.1 0.1 5262 4492 2294 3.36 14.6 7.8
G-20% 10.5 10.3 4960 0842 0.30 0.25 83.0 84.6
G-20b 10.5 103 4960 0803 030 0.25 838 84.7
G-21 10.5 1.0 4.962 3.805 3.00 0.70 233 28.6
G-22 10.5 2.0 4970 2340 151 0.80 52.9 48.6
G-23 10.5 4.0 4.971 1.046 0.77 0.61 79.0 67.5

7yt

* This symbol identifies data relative to 3 days of adsorption reaction.

TR 2. 4 FHRRT R I W B S 6 PR A 5% B AN B AU 45

R PG BB E 10 Ga IR . B0 Ga IRFERVEFEE IR 1) Ga ¥R E FH 6 LGRS k™ 2 T AR
(pmol/me) IR« R JE PIF 73 NS Ga MR 70 PRI o 3% 1 46 A Y TH R Ga WP 7T

o i, AHE pH. BHERIIREE (EIREL, /L)
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MK 2. 3B BB A HSEIE STHEE&EY S . H4h, \HE Ga RN S
. OFe0Ga (0H),']) o LAHEHRE RIS OFeOH, ) SiEH T Ga B4 (pH < 4: Ga”,
pH > 4.5: Ga(OH),)

>FeOH, + Ga’ + 2H,0 — > Fe0Ga(OH),” + 4H" (2. 4)

>FeOH,” + Ga(OH), — > Fe0OGa(OH), + 2H,0  (2.5)

R (2.4) A1 (2.5) PRPErE ORI SO (2.2) MBI E BT R T 1Y)
BRI A B Ga /K EE T 1453] (Benézéth et al., 1997) . @i itH, Log
Kis 1 LogK,s 707355+ —8.52 7. 14,
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=8 KABKREMRSESKBEPEER 51
3.1 BFFMR
K (Hg) R—MARSAN . NMEELTFWERESBOR, HEM—ISERMR
WA, RS AERTHTRIEEEMNESE. TlEaLlk, ARESH SR
WEIIGE T Hg MOFFRe. AEFRIHERSG  1m KA P AR He O T EArai iy 3-5 f5. Hg i@
RS AR R RGN RS, B A — R I A5 R HAH B AL

Ay E S BRI B He TR, 4kt Hhk KoK R AR 2S RG0E O™ H

VT EeAE kK, Hg R0 B F0 30 Je (19 e A SR N IR ATT He (0038 e A R AR ) Hh Bk 297
ML TR T B e RASEK He & ERAC, EExFHFA Z B 78 AL E RSP I L, 38
BRI FEREERT 7T T LA5E 3% KA MoK He RS FE 10 R A ER AL 2GR FE . R
[t H 3R~ BIE 8 T AR EDORR AT 90 R R 2 WA B 5 5 v SR P % T R A B L IX L 2 5 v J B P
RS BEARFER, AT R EI TR S X RS K OBA) Hg AN R A BRHE. A0 FidE
T BRI TARh SeB R, 458 AR B MBI PULE BN, IRADFFEK
LV S b He WRIE SRR AL, W TR E IR (M N AR A ER B AR f D 0 %
R Hg [RIAL R RREEME R, 58 & R KUK He BSRVR R T, BN BR T R X RS
Bk He R ERFARKZT H.
3.2 ST

A A 5T 8 oL A HYSPLIT A5 2 3F 55 A A & i) B 3 (FE 2 it 55
http://ready. arl. noaa. gov/HYSPLIT. php) (Chen et al. 2012, Jaffe et al. 2005),
TR L X S Bl s fe s . Horp, HiZR E 500 m A1 1000 m =g A0S ] 3 R A
PR GFENIR R EE &KFIZES). M 1500 m 37 3000 m 5 fE S H 32 2 A F K
PR B AR B AR kAT, LT 45t HYSPLIT B faj 2/ 44

HYSPLIT A5 20 n) DL e vt 5 17 5 0 < AT DA SR 2 2% i) 9 BT AR . Beb] 72 He
NOAA AR KA G /&I A ), FEIF R # 2& Roland Draxler. HSYPLIT {5 7E it
RREEE S BE A RIS BN, B0 o s e 2 [ R 8] PR 43 o ot s T AE AL B I 2R
R PR A N R RN 2 () 2R M R A5 A o HYSPLIT 32 BA 5 RS Y . IR 2] 45 A Ao
TR R S I o 0 AR R A 5 e B — BN TR R — AN T, AR
Fo— RS B E], RGO SRS, NS R SRR, K
A2y 2 R RIS R AE TS Gl ARFE M SRR 2 AR, RL 7 103 B2 2 T AE A U
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http://ready.arl.noaa.gov/HYSPLIT.php

PIRI I _E—ANBENL AR S EREEAE—ANRL RO, % s B y5 Pk FE RUAZAS N BT
ARIaPSE LI

¥ et T
» i ;.i' :‘:;N‘"':'\ i‘{:! ,I-.:"r
+ TNy

’i% T' '__',,.:;'.' & .._fI. H e

B U S

] 3.1 HYSPLIT v 45 45 ol

R T =R A58, o0 2L A B0 8 (] 3. 1) RIBLALL KP4 S e, 724
Y BOE B R — 28 T =R SO, HKCT o B E B G AR P . 12 g
7 RERT AR T 5000, — MM S EXRAY B ERUE RE R, R 0NN R
R, DAPRAIE RDRL T RAS S B (/K23 A B R g AR R ME .

HYSPLIT #1847 7 B4 e i X (ARL) IS8 8dE: — NS 8l e & —4
BRI R EEE BN R BRI U637 B — AN EiZ A ASCTT index records, 4
FTEL & RRE. BRANEAER. FHR T — RAEEE LS, R ICRA
AN 50 NMFITHR LS, A TIE AR ZEER, FIRKNE X« Y T ERE (XY
Fe KA BT 0] (RS R 0D o HYSPLIT B 2/ TR S A A A =481 U, v, W, T,
Psfc (RH 8% Q) & .

3. 3 KRR FEAKRRIR B E br R 7

i F#K Hg B BEARAK (ng/L 23D, H RIMA JUR R TAE LML IX (Chen et al. 2012,
Demers et al. 2013, Donovan et al. 2013, Gratz et al. 2010) FTMLIX (Gratz et
al. 2010, Sherman et al. 2012, Sherman et al. 2015, Yuan et al. 2015, Wang et
al. 2015b, Yuan et al. 2018) /K Hg [FIfZ 3R AUHRIE, W70 W 1K L8 B /KRR AN R
FEEE 52 2 N9 HEL He 1 B2 o S il T 78 &R i 75 R =1 R B 7K Hg J H %%
A& Hg WP CHTEARASFIRURLAS ), Horp oK HORTRLAS He 19 A 70 & & F % 5 (Huang et al.
2013b, Huang et al. 2015a, Huang et al. 2012c, Yuan et al. 2015, Zhang et al.
2010) , fHZILHZ AR He [RIAL AR 7T, BREIM IR & R = R X (=5t
JE A R ) M TS S X T R KA K He RN R MM TAE, EAN T 5 R 1 5
Hi X KK He R A7 78 02 H
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3.3. 1 fip# oK He RN RA RS S AZBH LN

FIBETT (& 3.2) RVURE AR X R, AT 558 R ARV e K R 4 o,
BIXTHAA 51.4 km?, S ANHZ2)30 /5, ANH#EL 5837 Nkm?, it & T 8 E R KF A H
B (3.5 N/km?) o FipE iR =2 400 mm, FEEFFEIEZRRXM (6 HE 9 H) (Huang
etal. 2013b), UL, B EEATACUEZS], EIEFFRGRABEHE R, s
(AR 3, 7275 e SR b 2 1 R RUBE R AR AR =X 32 252 DLPE XUl 32 (Huang et al. 2013b).

60 65 70 75____80 85 90 95 100
¢ 40
& A
3 cHIN
D =
Lhasa
: * 30
S g
_.5
/ 5’. ; 25
N O / Y
4 ;
Arabian Sea 20
200 ke Bay of Bengal

Kl 3.2 FiphER A B R E

URAALISCER T i B IR K F AT 4 AN FIKFESL, RIVBUR KIS ?Hg FIAHg (0.38%0) A&
., PLR A ) MDF 1B 0w IE (9 odd-MIF, 5t FEHFEW He FA R EARHE—8. £T
C R A BN EE B He A7 R AR (822Hg: -1.87%0; A'Hg: 0.04%0) (Sun et al. 2014),
3 {5 ) it R AR TR 3 47 B 115 (Zheng et al. 2010a), &I 23% 0245 Heg(IDH LR,
R IAHg #5155 0.76%0, Bl TR LLHT IR M IHAHg . Kk, BERfEEE
i IR B He (#5235 TTERVE (Huang et al. 2015a, Wang et al. 2015b). H52 ., Fdl 148 A< B4
PR T 7 500 my 1000 m /2 3000 m &% (AGL) WS BIELia s, #HAEIKH
JCEREE R S BA R B AL T 2 LA (E13.3)
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J& 1)<, 31 %L 75 (http://ready.ar].noaa.gov/HY SPLIT. php 7E 2% it %) (Chen et al. 2012, Jaffe et al.
2005). Hrr, i F 500 m A1 1000 m 5 S H] F ZAE R Z (atmosphere boundary
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IDXCa: R F 2 J2 v A AU PR B A i R T R AR Sk A%
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et al. 2015b, Yuan et al. 2015). NOAA-HYSPLIT ##% (KA F)ZE ) 5 (B 3.5 1)
i B Hg FIRESZ VG B BE B AL CandbEnRE) <RI .

B2: 55 “IRBENFEMIFLET 2014 4 4 A 5 H 22:15, BEFEESY H—EWY, &
S IR I A R N T AR BE A Y S NRIAEL e, IS LA B K B 1 A iR BB 4K (Fang et all
2002), FIREA E2 FE 4L AT BER He SURRE . AU THRR SR A U AR B2 PR X A B 1 LR
(K 3.5H)

E3: PEMFME3 (E3) M 2014 4 6 F 28 I 18:25 R4 % 19:38, JUHT 5% PHALTE A< B W2
R, 522Kk 87 IR IR . A 51 180 AR d-excess CFIME 5 58 9.56%0 Al
9.78%0) UtH T AKIKHEVERRIE, QR i (Munksgaard et al. 2012). XFE, BN ESHKIEE
el Hg (RAMM B IIAYHg) ATRE— D FETTikic. X W3] T NOAA-HYSPLIT
BRI (B 3.5 %)

3. 3. 3 GIREEFEK He SRIF RO R ER

e AL T AL BRI B, e Bk e AR R M 5. E1EEZR KUMITE] (6 A
£9 ), FiEE AT RARERER], ok B BRI A & AR R AR
A, 5276 R R0 R SR 32 5 5 R S0 (Huang et al. 2013b, Yanai et al. 2006). 494 H
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Bl 3.7 NOAA-HYSPLIT model THAZRAFIIIE B HH LA R WIRA S (), IHEBEFE (b M
JEE TR S E CRD

SEHTRITFERR Y, B RO 2 95 e B R U5 Y B EEKIE (40 DDTs PCBs. SRR A4
VIR GE HETBCE DLTS R mt7e) , JCHZRAEENEEF R (L1 et al. 2016, You et al.
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2016) o JEyHU R SR AT AR IR AR A R T8 B g 1 A IR 220 8 T 4 e L kst N 7
8 =5 JR (Cong et al. 2015). T HURER . S2 AT S3 (kLA He 622 He NEARI A ME, S5
LA it PR [R5 2R 2H R B S AN [], e EC 3 o [ 4 XN 9 HET Hg AV IR H 1) [l Az 2R 2
5 PR RS/ He A Z 4R M BA(Das et al. 2016); X FANFERL (118180 AU SUE (43
) N-14.95%0F1-16.12%0) FIAHXT 1 d-excess (4374 19.20%0F1 26.78%0) ki B KA /KSR H
MW, X FTEBERETIESL (B 3.7 £) .« B n] 0URg A7 I AT RE A2 B /K ks
A Hg BT LEDTRRYR o B MV b DXCFE I AN B it SR FR A DR IEAE 28 R 7 B B R %,
JuH 2 B D hHE L Bk B M X B K R AR = 8 75 (atmospheric brown clouds
https://earthobservatory.nasa.gov) (Liithi et al. 2015, Ramanathan et al. 2005). L\ _F B & iE4E 4t
LN RASR P TELY N DN 5 s () A L

AN, BRI R R RS A SRR L R BAR PG g, SRR X
FIRRSA],  EDREZR RN XA, AT RERE KR He KPR B A A X, 2 i s mi LB T R 1
Hg [F]i7 & 2H i (Cong et al. 2010, Yanai et al. 2006).

3.3.3.1 FIEEZX G0
o6 BT, HUCRE R R R b BE G I IR OZ M IR Hg B9 WK AT T 3T 2 Heg [

AESEIS T R R I W AR S B il S A A N AR TN
(Yuan et al. 2015); FF H, F g F/K B A EFMESP0, T T 10% 7 & R H
WY T MWK TR, Rk, AN, EEFEFXNM (FEM 6 H
29 ) UE A & n b E s DR P 3 1K VR /A B RS 85 K PR B 2 i Hg
#E N 7 K & Ji (Cong et al. 2010, Yanai et al. 2006), £ % 5 m # i & J7 A6 3
(Huang et al. 2012c¢).

S5 BT RE TSR B, B2 TR U 1 B K RE B M Hg [ A7 R BT & 4 1R OR
IE M E AN & R & He B A7 & 3 B & 2 18 (Wang et al. 2015b, Yuan et al. 2018,
Yuan et al. 2015). AW 5, 7E 5 2= 2= XA B9 R VA R S 1 BURL S Hg
BT AHIEM . KK He W E . 1 622Hg M IE A Hg. 8 (1) & & F AL & 4
e CHE R AR SO (HH H A B IE T 10%d-excess) MA BT ER (K 3.7
Hi) B4 AL KRR B A B Hg X IX S8 R R R I .
3.3.3.2 7 R B Wi

FEVE RS2 R, B R T R e SR N Rl X KRR R R Sk (&
o ER &G EE JE AR D R R /TR B K OR R LR R AR . A, R HE
OB A IE M Hg e e Tk . EZ AT, 27
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5 WA B B R ORE W Hg IR JE R R ELRE S RO 822 Hg ST R R 2 A A

LN RE S BF 208 T 0 3 E IE 1 8202Hg(Donovan et al. 2013, Enrico et al.
2016, Sherman et al. 2012), X 5 A B 50 A & Hg 2 3 & 19 & 2 1E 19 82°2Hg 1%
DL — B 7E A% i I 72 b, KR BT A R T B I AR B BRI B K AU I R 1 H,
W A B R RE M Hg, MRV He WRE R MR, S S OKF R Hg K
J¥ (Nair et al. 2013). X, R RKEE FFEH L RKRKEHiEMN Hg /K Hg B F
8202 Hg . UHZX AR i B A (B 3.7 4) HRBIAHEEA G/ +
W, fEEBEEhEEH TR EG T RAEBR SR, TR, REME
N Oy U HERCEE N RS R Hg £ R BAE il BE v &k i o ot ik R
T N5 S, IXORE, 32 U KT R JE 2R X3 [E] 52 R K VRO S 1t Hg R
TH B FE N B K 4k T 0T R B 40 R B MK, T R OE B9 818 0(-1.79%0) AT IE 24 1Y 1E 1)
d-excess (18.62%o) W Ui B T #H [F] 1) K V5 K I8 -
3.4 /NG

KRRG-S IE B R G AT T EH R o 5t KUK He RIS R A .

D A BIHEEBAERTET 500 m. 1000 m & 3000 m /% (AGL) KIS 3z,
AU R ok B AL BN RE P 1 B Bk b A 5 - H LA /NS, BRI BB AT e e 1 s e R P /K He
M TR 20 BEPH 3 KBORRIRE R ST, AR B S E SV P R R i, e THE
R IE AR He FTRESZ 25 B KPR M5 (WndbEnEE . mile) RIS 3) g9k
F B K A R AS VBRI AS He 39 B B AR IE R A "He (B0A " Hg) , 23 i T~ Hopth o [ 4ak 7
FOH FR AR X, $5 T BE 1 AR & KU He 280 K E B A& o 5 58 e J He IRt B 1) ek,
HETT R 2 e v B B UK S W R SR AR TN 3% Hg Wb BRI IE A . S is B i Y
THE R IR R MR AN AR X IR R AR AT, B REZR KRG Kl PR He 48 KK B AL 2 A
HIX, @2 VR T RE 1) He [F47 2 41 A(Cong et al. 2010, Yanai et al. 2006)
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T SRS RE
4.1 FEE®R

1> fH Visual MINTEQ v 3. 1 BLRUBSHAR BV IY Ga TEAFIT A EHEE R
) Ga JEAS . I SAEST AR RS IR Y Ga TS KGR REUE, W RIS S
TR IRAT Ga IBRIER, U4, FRATZRAF T Ga WP sk iR A 4, K1 (3 log
Ky, =6.70 £ 0.1 , XMASHIHEIRESTREME (7.0 £ 0.3) &E—8. fFH
fyfe—Fh 2-pK 1E BB T Ga TEETERAT R T BB BHE T, HpsEquL A Y 199 Jse i~
7 B R R AT 0 S B8 B il 1 Vi sualMINTEQ BE-4 PEST BEAUI433]. K452l (9 Ga
W B 0 P AR E I R T 2% A R B Ga WP B 20 B 2 RIS 22 e 4E 0. 1-10 %A, AR
A /DRURRE L = F 2 8RR 11-31%, VI S2IE 5 FNHE 2 88 4 .

2) EEXHREE IR BEAK AR, K FEK He [FIAL 3R 5 SRR 22 A 102 I8 #8458 A
gity, RKIL Y B RO ZE KR T R He [F) A2 3R A B0, B 2= KRBl (1 7K P8
g K K [E I, AR IR B AR Hd AR TR S R He WERR /1B VE, B30T BRI R
R W T R A e AL R AR 88 (Yuan et al. 2015); 3) 7E75 K I ARG
ANAHEHIIX, LKA /K I I 52 380 B2 28 JXURI G XU PRI SR, R 9 35 99 43 3l s e [l 4
T, KB AL He AMURRNE 52 M0 FK R RS e, ICREREREMRTRLAS He, WEH 2
BEHMIER A Hg (Yuan et al. submited). LTI, 2ERZERAUEM T RS %
IKIEIR, B T KA BEK He BIER 4k Uil 72, SERgm T K P& /K He [FlAr
EIOEEND NS NR 2 AN
4.2 BRHE

HEl, %7 Ga 78 H IR FURFFR T AR 1) [ 0 36 20 1Rt S A WINIEE G, JRATTIE 75 22
BE— 2B S TAEREETE . Flin, BAk Ga 5 IRE™ (Fe/Mn ALY, BRJTfRAT LA
AN LA TR R R H . G SR A AR R 2R TR — 2B PR A TR 4L pH
FAFRT Ga R 2 53 TR D 520 55 40 2 i As I R IR F 9 LA

N Hg RO IR KK He VR SRR A AR b At TP B B, e R Z 455K
A Hg MRS, #F—PIFRERIX KA Hg OB KEMZD I, %K= Hg A& F#
K Hg BATIRARIWTTE, BEM &3 He B9 AR A2 oTmkVR, 2R KA TE He R R ALK
M E AR, HIE KA Hg IR 2 A R T [RIAL 3R 0 TR, AT RS Hg MASF AL 1R
H A R AR R 1 OUHR AR & 018D = AENLEE, 5t 58 4 th AR KX He
(R HBIRAL 08 R I S LA B 25
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2, 18 FIOW R W A BRI T AR A% G R 2R TR S I R A N I+ 0 A TR,
A BAUAE [F) AL MR AL 2 TP RS AT S0 R, W] DURER AT TR ZR M BR b 2247 0 B
WA 54
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