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# E: EBRELRELY PREIERPFRRXESLTEIRRALRERSNRRRESNIER(AOM)FTERE.
BUKIAR X FEFRIR BIFRER 2R AR 551875 (SMT). HIMTBRAENECFREEEXEE. NRAR, HiINEEE
R RERHORMEMILAI(ROV2A, ROV2Y)RIFL/KE RHIT T IERNMERUZE DT, BIFEEFRE (S0 . Na',
Cl. Ca®*, Mg?¥), BRI (DIC)SEBRHEKRBME (G Coc) NE. HARERKHE, WML SMT BEREX, 5
BIEREERK 0.3 mF0 0.2 m ik, #H—FESWRM, 1 SMT &, B NEMANFERERFER AOM IKE], KEINR
F i AOM FIEHWENERERE. ATERAMEANXLTE, RINRA—EREEREREXSHMLAEFREMN
DIC BE T THEREI EIERFKA, BN SMT FRARRBEENRX, 558075 112.72 mmol/(m? 2)F] 83.11
mmol/(m? @), ¥t AOM {EFERIZIARST 99%, Wb, 5& DIC RE §°Coic R IR SEE ST, HARIA DL
R ERETEAEYREMAKERNES, MBS NEYMERKCZEITTEX DIC FIRENEZERIFETFT AOM {ER. FLEEKE
HERUMNNiGRESEREABIRSRAEFTRIRKER. BREREAPREANNESEMN, URERREBLSRER
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Methane cycling in Haima Seep, South China Sea: Numerical
modeling insights
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Abstract: In submarine cold seep systems, methane diffusing upward from deep sediments reacts with downward-diffusing
sulfate in shallow sediment pore water via anaerobic oxidation of methane (AOM), a process mediated by the collaboration of
anaerobic methane-oxidizing archaea (ANME) and sulfate-reducing bacteria. The investigation of pore water is crucial for
accurately identifying the depth of the sulfate-methane transition (SMT), determining methane origin, and quantifying methane
flux. In this study, we conducted detailed geochemical analysis of pore water samples from two sites (ROV2A and ROV2Y) of
the Haima cold seep seepage center in South China Sea, including determination of ion concentration, dissolved inorganic carbon
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(DIC) content and 8"*Cpic. The results indicate that the SMT at both sites are generally shallow, located around 0.3 m and 0.2 m
respectively. Further analysis reveals that sulfate reduction at SMT is primarily driven by AOM at both sites, while in the shallow
sediments, it is co-driven by AOM and organic matter oxidation. To further quantify these processes, one-dimensional reactive
transport model was employed to simulate numerically the ion concentrations and DIC content at two sites. The modeling results
demonstrate that these two sites exhibit considerable benthic methane fluxes, measuring 112.72 mmol/(m?-a) and 83.11
mmol/(m?-a), with AOM accounting for 99% of these fluxes. In addition, a four-end-member mixing model analysis of DIC and
its 8'*Cbic, indicated that methane at both sites primarily originates from a mixture of biogenic and thermogenic sources, while
AOM was found to be the dominant biogeochemical process contributing to DIC. Numerical simulation of pore water chemistry
and application of four-end-member mixing model provide crucial insights into tracking methane sources, analyzing the dynamic
carbon cycle, and reconstructing seepage models in cold seep environments.

Keywords: cold seep; anaerobic oxidation of methane; reaction transport model; South China Sea
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Rt —MEgriRESR, HBRESEE T -8R, TEUSS. RESHMESHAEFEENRY
HA(Falkowski et al., 2000; Deng et al., 2020; Ferré et al., 2020), BRI FRITHOBR, SWFREBHRER
HE, SR, TESHTKMEEK, BEETRKERR, WIANRHRRASKEY SRR EMAVEER
Fﬁ(Campbell 2006; Boetius and Wenzhofer, 2013; Suess, 2014; Ceramicola et al., 2018), {E/3RimiE _EIFEH

g, EfETHNRIRSSERiRKE S H E (anacrobic methane-oxidizing archaeca, ANME)FIFRERENIAR
B8l (sulfate-reducing bacteria, SRB)RIHFEERMHIBFRE, X—XBEERRIERRRER N IER (Anacrobic

Oxidation of Methane, AOM)(Boetius et al., 2000), FERNHZHFERWNT:
CH4+S0O4* —HS +HCO; +H,0 (1)

A5 REA, AOM {EFIRESE B RHFEEIR 0% ik, NMEBE R FlRiX—8BaESAREFNIASFRY
HERSL(Reeburgh, 2007), EHith, ¥ AOM {ERRIARI FIEBREEKRHRER, UK EEXSIRZIAIRT
Eﬁi?&igﬁgﬁi

BREZF, KE AOM {ERHNERHEIR ATREREL - 5% (Sulfate Methane Transition, SMT), £
SMT J:Tj' , BIRERBRHRNS 5T RERR, X—IEFERABIRRERERIRRIER (Organoclastic Sulfate
Reduction, OSR)(Berner, 1980), OSR {EFIEBHEPRIBREN ABERSHARREIFLBEKF, HEERNT

BT
2CH,0+S04* —2HCO3; +H,S 2)

AOM #1 OSR {ERRIEHEIST=4E KERAE IR (dissolved inorganic carbon, DIC)(Claypool and Kaplan,
1974; Berner, 1980; Boetius et al., 2000), DIC NEMRSSEFLBR/KIHERZIE, B HCO; 5 Ca*'. Mg
EIHEFEESFHI KB EREREL S TTE(Bradbury and Turchyn, 2019; Aloisi et al., 2000), FEL, XF OSR {EF.
AOM {EARLIR BERBRBETENAR, NTFEESEOMEMTRER, LIREXYREHRTFNEEE
A, BEEEENSEMNE.
fIF SMT EERHI=RIR/ERLAR S RIRARFTETH R E AOM EERIRIGKIR, M, X FXMHERD
BRRIRE AOM {EAHET BN TEER, MARRZER(IFERXTNXBERM, 17 B ERIBIBIRINEE
/J—?EI’JEFU(JB, HEARKKENRIREEZ, —HRMNMEZHEEERATEIAR. ZEREBIITEFBEKFE
BEMNRMER, MUAUEWREBRENFRBEE, FaEE T AEN AOM {ERRIEXISREA(Dale et al.,
2008; Chuang et al., 2013; Luo et al., 2015; Feng et al., 2019; Luo et al., 2020; Cao et al., 2023), BITIXLEEESD
i, BAITLUUERAERS RIMNEPRANER. RUNNFNNSTHERE. it RREZTRITAIK
EEZZHE, FTES AMEYIREFNLE R AZE (Bernard et al., 1977; Kennicutt et al., 1993), JAm, FFIERT

=



ERRGUHESEENERRIREREKREMROES. FXXMER —MBERNERTIEZZFA DIC
RERE 6"Coic WENKRBSEE, ZIERBEEED TSI NEMEMCFIIREX DIC BISIHER, HimiE
B 8" Cons FFHIE R KTAIALEFIZKIR (Hu et al., 2018; Feng et al., 2019), XMIFIERLATERZ BRI EUE
HIERT, ARNEBERLSRERTRIRAERMNEREFREEENER.

IRERMA TRt B AESEARE, REPERERERZ ERBRANFTERRN KA SMTBE
i, EFRLY 4.5x10* km*(BERE, 2013), ZAMERE FBTFHERKIGLERSERNE &AM (RIRE
&%, 2006), FULCHREFLR LFRBHERBESESBIR, NBESEMRMT RIFINERINE(Xie et al,
2006), lLbsh, BMWNEERS, SHERIRSKIEXNOHRIFESERIRE, S1F LR PR, SEEFIMK
J1%F (Liang et al., 2017; Wang et al., 2018; Ye et al., 2019), EENSR. BRINERZELIR RIFHIMBRIEIE
FE, BEIRAREAEMEA— TN ERNRASKEMRRTREX PREZESE, 2004),

RRARFRKXEEEEEDLRERNNENGRL. BIFEANIKCE ST (BIEREEFRE. DIC IR
LA 8BCoic lURE), HEE—HRMNIZEEDE, WRDEAIHITEER, AMENSGAPEEEYIBEK
HERMNNRIAERNE FBE, A7 H—PIR5RRRREFSRIR, LUK DIC RIKIREFMZER, FK11IERA
TR RESREBITON. BEXEEEONT, SAREERNEREESEESRNEMMEKEFITRE,
FRREE BB,

I Feen 5%

11 DHEE

WRERT 2021 5 B, A8FHR7SSHITHNBELRIVAH, BIIEEROV2A: 35 mfIREE
(ROV2Y: 50 cm)3REE. XWIRE LD AINEEEE5 2 RERP (L (16°43.8'N, 110°28.5'E), HA ROV2A i F
TA DX, ROV2Y U FERDHX. HMRERS, T PVCELDBILL 3 cem(ROV2A)F] 5 em(ROV2Y)HE]
PRESFL. BEfSRFA Rhizon EXEEERHITALBE/KIE., FREREMIFLIKFRIZBIHET 15 mL BOER, HF
4 CHMETRE, LUBREEST.

AR, FEEFRE, B 0.1 mL FLRR/KIER, SHBAEKLL 1: 100 BILLFIEITHERE. BBEF(S04. Cl)
21T RAEEEZ AT (Dionex)ICS-2100 BUEFEIEY, B1E1E Dionex lonPac AS18(4 mmx*250 mm), #h
R IEBAK, MEIREA 1.0 mL/min, fHEF(Na*, Ca**. Mg>) B HT NI Aimt /58 (Metrohm)1-930-2360
BB F (Y, BIiEtESS Metrosep C4-150/4.0, &9 1.6 mmol/L FEERFD 0.75 mmol/L MLIE _HRERRES
B, MERIZEN 0.9 mLmin', LR, HEFUERRERED/NF 2%,

B R TCHLER (DIC) K B i B {32 F= 4B Ak (313CDIC) Y B R FASE E | A Kt /REHZ 2 8] (Thermo Fisher
Scientific)EFHY MAT 253 BIEIERLLERIEN, FHELFE GasBench I RS, EADITEBUT: &L, @
15 mL BYTRZSHR(Labeo) FIENIEETOKBER (H:PO,), 2FSHZR/IEAN 0.2 mL KEE, KESHERFRD RN
FEEZEMBR(COSK, Br4ErI CO2 R EMERIETRIE, BRSBENRURMERIEGHTAHT, U
EHKREMRNE. §°C ELIEFRRIE VPDB(Vienna Pee Dee Belemnite) IEHEHRE, DIC iREF] §3Coic BY
WEBE D BT 2%7F0 0.1%0.

12 RNIzHEitEE
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7. AMREG ST U TEYHIRFETRE: BRIBHLEK (Particulate Organic Carbon, POC)RIFERE. AOM, OSR.

FRIFERUR BEREBREESNE. T 1 HTZEFEERRIEAR:
T1 BFREFHEARE

Table 1 Rate expressions describing the biogeochemical reactions

Th =
S0 ~0.5Rsr-Raou

CH, 0.5Ruc—Raowm

DIC ds {1-9)/p/12 Rpoc—0.5Rme+Raom—Rer—Rwp
Ca? —Rep

Mg?* —Rep

POC —Rpoc

KPP B REBIIRE, LARARYF POC HEMETRE, HRBARMD HAEHTHEERNTE
(Boudreau, 1997; Berner, 1980):

o0-D..C
op-C S ox Op- upw C.
= ER 3
ot ot )
o(l-¢)-POC o(l- -US-POC
L) PRC o) L) IR @)

A ¢ AEFE)(a); x AEIBSTTARDRE (m); ¢ RFLBRE; C RFLBEKPARRIBRAYRE (mmol/L); D, NRFE
BREFBKFPHNERT SERE (cm?/a); upw ABREELIRBMAIRASKHEEIER TRYSEE (cm/a); us
TRSIEE &M THIMANESR (cm/a); TR ARPOEFRZ I, POC RRFHI BN E.
BT EL/ER, AL IEEREIERRERENMmE ,EﬁB:p{EE(Boudreau 1997):
P(X)=0¢ +(po )€™ (5)
U o, BIBK-TIIRMRERFLEE; ¢ AINARESLIEHFEE; P AR EREIERREEINAYEREER,

FLBEIK P IARNBE Y BMESBETE BRI R EFIFLIEE R EPRE (Oelkers and Helgeson, 1991;
Boudreau, 1997):

D, = 6
° lZIngo()

P D AEEBREESKTIYT 8RS, EREZEENRW.
TR IR R S TR EILRE, FLEEK A RS EE RIS IRERERTIR ISR
REIHEAE (Wallmann et al., 2006; Reeburgh, 2007),
us(x) = m 7
1-¢y
PiUr _poVo o (g
o(xX)  o(X) ®

TEE h ZTRAYIHBERL 22 2 R A9 S R IR ER 1 B 40 T (Wallmann et al., 2006; Chuang et al., 2019):

K
RPOC = = . KPOC -POC (9)
Coic +Cch, + K¢

upw(x) =

Kpoc =0.16-(ag +ui)70'95 (10)
f

di-(1-9)10°  Csor
12.¢ Csof( +K

SR ‘Rpoc (11)

S03”



_d-(A-9) 10° Ksoz-

MG ‘Rpoc (12)

S0%-
Raom = Kaom 'CCH4 ‘Csog— (13)
Rep = Kep -(Cca —Ceaors)) (14)
Rup = Kip - (Cpg —Cmigromsy)  (15)

P ao KERBIRIFIIETFR, K. /9 POC P ﬁ’q’:E'JE)JTJ BERBH, X RN EE, Kso4 EMEREER
HIENNZFIEREREEL, Kaom I AOM FUENZEEEEL, Ker, Kve DRI ZIBEITUENSN N ZEREREL. BxNS
N 2 Fos.

#* 2 ROV2A 1 ROV2Y B {IEH S
Table 2 Simulation parameters of sites ROV2A and ROV2Y

25 B ROV2A ROV2Y =21iy]
MESH

T RKRE 3 3 T

P BIRES 100 100 bar

S KL 347 34.7 )

ds® MR EE 25 25 g/cm

ug? IFRE RN R 0.017 0.017 cm/a

Vo mRsRER 40 50 cm/a

o0 MR REFLIEE 07 07 -

of ELERFLIRE 0.54 054 -

pb FLBS EBEIR S PR (IR 0.005 0.005 -

L LR 200 200 cm
Dso,2¢ SO H BIEREL 177 177 cm?/a
Dew,” CH I BUR %K 276 276 cm?fa
D2+ Ca?'¥ BILREL 125 125 cm?/a
Dwg>*® Mg?¥ BIUREL 174 174 cm?/a

EYIMEMLFE S
Kso,2 SO THHFEE 0.2 0.2 pmol/cm®
Kaom AOM FI1ZEE 0.01 3*10°3 pmol/(cm? 4)
Kep? CaLIRE N E 0.5 05 at
Kwp* Mg LEEN N FEEE 05 05 at
e N:C 16/106 16/106 -
EY BHRDRER 80 80 ka
K’ POC [&fREN A EE 35 35 pumol/cm?
REM
Cso,2 X=0, L S0 k. FihFEKRE 28/0.0 28/0.0 pmol/cm?
Cen, x=0, L CH, E. TORIRE 5%104/10 1>104/20 pmol/cm?



Camé+ x=0, L NH, £, FIORIRE 11 11 umol/cm?3

Coic x=0, L DIC k. FiaFRE 1/10 1/8 pmol/cm3
Cra* X=0, L Na't., FORRE 430/430 430/430 pmol/cm?
Cor x=0, L Crk., THRIRE 580/580 580/580 pmol/cm?
Cea2tX=0, L Ca* . FihFRE 10/2.325 10/2.325 pmol/cm?
Cwg2 x=0, L Mgz b, TIhRIRE 52/49 49/46 umol/cm?®

7E:2 #& Huetal., 2019; °#E Luo et al., 2015, Wang et al., 2000; ¢ & Boudreau, 1997; ¢ #& Chuang et al., 2019; ¢#& Chuanng

etal., 2013; f 32 Wallmann et at., 2006,
gl s
2 WA R

2.1 JRLER

ROV2A 1 ROV2Y FANEEIHRT SO AKX RERIREY 28 mmol/L, 5i@7KH SO HIRE
(28~29 mmol/L)$&iE, M/, SO REMENINRENIBINSDIALERIFEESS, FH7E 28 cm(ROV2A)F] 18
cm(ROV2Y YEREZEF(E 1), FNIRRIF Na', CIBNRETWIRER/N, 9F3EE 430 mmol/L F1 570 mmol/L
KA. DIC IRETHEHES S0 18K, ROV2A Uhi7AY DIC MITFRYI-/KREAY 1.6 mmol/L FHHIEIN, 7£ SMT
RBIXZIUE(E 16.4 mmol/L; ROV2Y U5{ZAY DIC REEM 2.5 mmol/L FFIEHN, £ SMT &MAZIIE(E 10.8 mmol/L,
ROV2A S5 FRY 3 Coic MiAH) 7K REIREIRREDR IR R, BH-5%BFZE-37%0, ROV2Y Z4IHRY 8'°Cpic
M—9%FEZE-38% [eta THaE, 8"Coic NEEZIES DIC FIRESEEMHBEENEBER IR, LFh, ROV2A
1 ROV2Y FMNEEAIFAY Ca2F] Mg iREH TS DIC E&TME K, 2 3IM 10 mmol/L fE{KE] 2 mmol/L
FIM 7.5 mmol/L EEZE] 1.5 mmol/L, FINLAIIFAAIMBERIL F SEMINERIE 3.

1 BAREIEE
Fig.1 Concentration profiles of SO4%-, DIC, Na*, Cl-, Ca?*, Mg?*and 8'%Cpic



#3 W%RX ROV2A 5 ROV2Y S BRL 22 HOMIK 45 R
Table 3 Geochemical Data of sites ROV2A and ROV2Y in the Study Area

EE(m) SO2 DIC  Nat  CI Ca®* Mg? 83Cp(%o) | SEEE(m) SO DIC  Na*  CI° Ca®* Mg &3Cpic(%)
ROV2A ROV2Y

006 2829 155 441 574 1033 5138  —4.02 005 2826 257 434 580 940 5017  -951
006 2808 165 439 582 1010 5192  -536 01 2114 624 434 578 758 4858 2075
009 2793 187 426 565 895 4913  -6.66 015 534 1026 431 577 378 4750  -38.95
012 2519 325 436 584 823 4996  -8.09 0.2 096 1089 429 579 300 4496  -37.30
012 2469 314 436 580 825 4967 757 025 042 879 430 579 193 4342 3541
015 2337 351 435 583 773 4988  -10.07 0.3 092 821 420 566 255 4429  -39.52
018 1946 386 434 577 628 4850 1592 035 077 972 439 599 299 4725  —40.01
021 1428 704 426 572 445 4838 2159 0.4 071 1081 436 584 230 4633  -40.82
024 1161 550 443 568 318 4908 1546 045 057 1061 433 570 155 4463  -40.92
027 410 1151 432 556 193 4754 3528

03 165 1643 432 564 220 4650  -36.98

03 160 935 423 553 168 4554  —33.60

033 159 1116 428 550 203 4513  -37.77

SE: BRI mmol/L.
2.2 EEHER

ARHFRH, ROV2A 1 ROV2Y FMNEAIBERIVREITIRERN 0.5 m, IBEETENEIEKETE
;X WFRSHBEF, BREAEN L STNEIESRI B RFN—H, RPEIEEBRIFIBEIIN
PPN EFRESISME. M, BT ROV2Y il DIC fKESTNAEEHERS, SEEENHES
STIRHIERIILSEEANRME. RENL, MERNERNMARETENEINIAR, FAEBRZXIEBEK
WIS TRRE TR, FMENRIERINE 2 Fir.

BT RMIEHEEEITESE] ROV2A 1 ROV2Y FEYIBEE ISR R AIER RSB FHILFRER,
ICRATER 4 . BRER, NG PRIBRIBTRIERRIERZR(Rpoc BA—H, £ 512 2.03 mmol/(m*a)
#0 2.56 mmol/(m?-a), ROV2Y Uh{IAIFRESEL A FRIERZR (Rsr; 1.86 mmol/(m?-a)) 9 ROV2A ¥47(0.93 mmol/(m?-a))
RIS, EREHD, ROV2Y SEAZAYFZ FRIGEIERSZR (Rvc; 0.71 mmol/(m?-a))tEF ROV2A #5{7(0.09 mmol/(m?-a)),
SR, ROV2Y S5 HI AOM JEZE(Raom; 75.86 mmol/(m2-a)){KF ROV2A ¥5{7(111.24 mmol/(m?>-a)), {HIE
EEMRE, WA SMT NERFRGIEE (Fon,een; 112.72 mmol/(m*-a)F{] 83.11 mmol/(m?-a)) ¥ BE K TR
BEEGRIFBRIRIEZ(0.09 mmol/(m*-a)F] 0.71 mmol/(m*-a)), LESL, FRERENAIEZ (5357 0.93 mmol/(m*-a)
0 1.86 mmol/(m?-a))BB (KT AOM {EFIRIEZR (LB 111.24 mmol/(m*-a)F] 75.86 mmol/(m?-a)), Hh
ROV2A S5 HHY Rse LY Raom [RAAPNEIELR



B SR, thee SN, RBRREXE; SMT E{i.
El2 FRIEEFEUEEE

Fig.2 Modeling results of ions profiles

&4 ROV2A M ROV2Y BH{itRMER: REEAERXFR)AEBEFHLRBEEF)
Table 4 Modeling results of sitessROV2A and ROV2Y: depth-integrated rates (R) and benthic flux (F) of different ions.

iV Rpoc Rsr Rve Raom Foicpe0)  Fso, (=0) Fen,x=0) Fca(x=0) Foicpet)  Fso,2 (et Fenyoel)  Feaxey
ROV2A 2.03 0.93 0.09 111.24 -3.42 -24.2 -0.16 -9.23 12.35 34.05 112.72 25.29
ROV2Y 2.56 1.86 0.71 75.86 -151.33 -361.53 -1.72 -142.96 39.49 1.05 83.11 31.9

i H79 mmol/(m? a).

3 i
31 AOM{ER5 OsR fER

£ ROV2A 1 ROV2Y BADUEAAF, SO RIREN BN K FREB T#iRE, BEMIAZLIERBRE
B, BT SOREFERFE, E ROV2A F1 ROV2Y ihaH) SMT iRES B 28 cm 1 18 cm, WA,
SMT NRESHRRBERRRSKRERIVEX, REH SMT BEXRERANRREENRESRIERE
(Borowski et al., 1997), #RIE—4ER MG HERELAIRINGER, ROV2A iLA R mEEMRIAESR S 3/ 112.72
mmol/(m?-a)F 40 cm/a, ROV2Y U AR LB EFNRAIEZE S B9 83.11 mmol/(m?-a)F] 50 cm/a, ﬁFI'?-LIZﬂﬁA
AR E R 5 RSRU G ABLEE KRGS (Chuang et al., 2013; BREESF, 2013; REEE, 2016), X
SHREMAFRRERFL, KRERKRKSHEX,

OSR {EFIT0 AOM {ERZREHIHKFT=EXEN DIC, EFXRENFWIF, DIC NIKRESEKERL, BEE

OSR #1 AOM {EFRY#H1T, DIC iRENFETIENN, FHTE SMT &9 BAZIERA(E 16.43 mmol/L(ROV2A)F] 10.89
mmol/L(ROV2Y), SittERS, FLB/KANEEHRRE DIC REEINTMHA S, NER T BERERISHTTE



(Bradbury and Turchyn, 2019; Aloisi et al., 2000), XFTIEEREFLISE/KEIE LRI Ca> 0 M2 IRERIFE
€. W, Na'fl CIRERERIE LRFRE, RPARKIBRKRLKERASIKEY S #E(Hesse and Harrison,
1981; Hesse, 1990),

BT OSR #1 AOM {EFBITFE, RERELAYIEFEE (ASO.2 )5 DIC FIERE (ADIC)ELFI(Re. ) AR, S BIA
2:1F01:1, Eitb, ATLURYE Re . s IELEX 91X HEER(L 13 FE (Luo et al., 2013; Hu et al., 2015; Hu
etal., 2018; Hu et al., 2020), %AT, & RMAIHE(T, DIC SEFHIEIN, FLEXKNREEEFS,. DICESS
55, EEFEEHIKEREL S (Bradbury and Turchyn, 2019; Aloisi et al., 2000), FEUILEHTT Re . s TTERT, NIE
§5. EBEFHITEZ EBIERN(ADIC+ACa+AMg)(Luo et al., 2013; Wu et al., 2013; Hu et al., 2015; ), PTG,
R Re.s BEAR EEBALTF 101, BB NG REELL AOMEBAE. BEXRREFMP, Re .21, 15
7~ OSR {ER A ESMAL(E 3). FEEMNSERENMALILETX—E18, AENMNRESHEL. Rov EEST
Rsro TE ROV2A ¥4{37, Raom(111.24 mmol/(m?-a))Et Rsr(0.93 mmol/(m* a))imAMMNIER, EH AOM /EA
HZIENIIES ML, ROV2Y S5fI9, Raom 1 Rsr 73879 75.86 mmol/(m?+a), 0.71 mmol/(m* a), SRIRZEIERE
/INF ROV2A 35, B — M IERZE, BHFRET AOM EIZILRESRIEFRIEEY., &2 LT
&, AOM BRI PIEFEMBRRNEEE KL FITE.

§"3Cpic 5 DIC IRENTHEMEZAVRBRIFME. RY-KFREB §Coic [BES18KHEY §°Cpic(0; Zeebe,
200 EAR—E, RPYIETARYIH DIC BB RARETEZB/KREST . BEIFURERIEM, 5°Coic
FFHABEAE, FAE SMT &9 BISARIER/IME-37%(ROV2A)FI-39%:(ROV2Y), RILT SMT REREZIAILEYIHBIR
WFE. SMT REBHY 83 Coic SEABIER BHEBHURKRREZREE (3 Croc; 20%.; PREHRE, 2012)18LE S
SR, BRTRENESRLSMNMIEM DIC KR, SMT RERH 6°Coic SRS AOM SRHHHEIZE DS
YN ZTIER, £ AOM T2, MAEMSIEFBER 2C, WTEBFER DIC RKRRERAMRALERE
(Zeebe, 2007; Meister et al., 2019), AFAFRILAIA 5Coic FIREE BT -40% LA, R S8 HRNEKE
RANEENR, XEHURE, XL DIC NEERIFA CHy, HEH—ZENET AOM {EAR1ZXIE, DIC
FENEEREZ.

B3 {BEMERENBBIREME(ADIC+AC> +AMe>) STREREHEFE R (AS042 )X R E]
Fig.3 DIC vs. sulfate concentration cross plot, corrected for carbonate precipitation at ROV2A and ROV2Y

32 FRERIRS DIC BRIEEF

MG RRY Re: s FIEUERIVEEIRY SMT TEFRPIRBEXEEREIINERRRAMAN. RC: S BEBEXS
AOM {EAERRHFEHENRRREERETRUNS~RE/ER, £25MEBE NI R T H A (Burdige and
Komada, 2011; Komada et al., 2016), {E/=FRfEFRIIRESH, DIC FIBKELA 1 - 1 BILLBIF=4, fEfE, FER



7 AOM {EFBIITRSHiE SO BL 1+ 1| AOLLAINSFE, B, FEP=FRR(Ef AOM (ERRIBAIERIT. Bivre
MR Re s BN 2 : 1(Burdige and Komada, 2011; Wu et al., 2016), 5 OSR i3580 Rc . s (E—E. B,
HERFILBINEBRGIRNET, Re . s BN 2 : 1, A0, £ SMT LURINERMF, HARILAIAY Re s BMNF 2
1, RPFEINBRIFNRREAN, T8 7 =R ER M AOM {ERZ AR E., st BUERIERIRY SMT
TERRREEBH—SENET /MEBREEARMA. ROV2A 1 ROV2Y BN FHI= B TIERER (Ruc) 7>
8179 0.09 mmol/(m*-a)#] 0.7 mmol/(m*-a), M AOM {FRIEFEFENRTEE Rom) DA 111.24

ShEREIN, MAFRA =%, FMEEMANRGREXE N L RRERPEEEXEENE N,

FLRE7K DIC EEELI TN RIR: —2Bidy 8ERAMRATEK DIC; —2 OSR BH™=4M DIC; =
= AOM IEHF=4RY DIC; PUR=FRieiFRAITFERIZRAY DIC(Oelkers and Helgeson, 1991), EFLA LIP3
B, MG RRSHEE, FHEEAFL/KEH DIC #1 613CDIC EEiTE KBRS DIC BSREELEI, MFIXTFL
BE7K R DIC BUSKIRETEEME T (Hu et al., 2018; Feng et al., 2019):

83 Cey = Xaw -8 Caw + Xosr -82Com + X aom - 83Cem + X e -83Cop (16)
I X AR DIC £/2 DIC EFRRGLL, 53218 7KKIR DIC AILLHI(Xsw). OSR IFFEF4RI DIC
EEfI(Xosr). AOM IFFEF=4ERY DIC LBMl(Xaom). F=ERKEAERIS R FFIRAY DIC ELHI(Xve). HEBDBIBEAL
RAMGOUARBN TRINUK S, URSAREYEKC I EFIREMREE, BEAEE: BiEEK
9 §13Cpic(8"Csw; 0%0). BHLERAIBRENRIZ (5 Com; —20%0). MEBERGERIBRRIRIZR (8 Cem).

HFsRRENIIEKNEZINES, S5 DIC 5 DICX§"3Cpc ZEE2MEMHEFRFZK (Hu and Burdige,
2007; Ussler and Paull, 2008; Hu et al., 2010), ELt, sTLUBEZtERIF S TEEINERIRA DIC FBEI =
HBK(8"°Cex). TRIEE 4 PRIEIEER, M UEREY 8'3Cex 73 8I/9-42.77%(ROV2A), —52.05%0(ROV2Y), Xsw
BT EAE/KAY DIC IREE(2.1 mmol/L)BRLEA SMT &89 DIC iRE3RE, R NUGAAY Xsw /3 12.8%F0 19.3%., 1R
ERMEREERIEER, ROV2A R Xosr. Xaom. Xue DBIZE 0.73%. 87.85%. 0.07%, ROV2Y sl
BIHERZEELBIN 3B /9 1.99%. 81.08%. 0.76%, EF EASEFINIHRESIEE, ROV2A F1 ROV2Y UhRI5H
BB RR R R AL (5 Com) THELER 7251 /9 -42.59%0F0-51.37%0,

BFENRYTNRREEBERIRELENR: —2MEDRE, SF ZSURERMKEDIRRL B
(Whiticar, 1999); —2#E, BIEVIFIERISHIRREME (Sackett, 1978), XWHIRE=ENRIREEREE
ARBBRRIZRARMSC), FMAEMIRMEBIERR 5°C EBEE-50%2-110%0Z [B(Whiticar, 1999), T#vkE
BYERKE 813C {ERI-30%0ZFE-50%0Z [B(Sackett, 1978), FE:BREHEF IR FHNRREERFTENS, MEE
I RIRRRER, EERIRTEWSFHREE R LT (Huang et al., 2022; Zhang et al., 2021), ERZEH#ER
WTEEERYIEIR T, FLBEZKHRY DIC IRERE §"Coic AS NinRIESRE A {E AR R kRN EESR
(Chenetal.,2010), AARH, NinRBSEENEESRKA, ROV2A ] ROV2Y ifRHRRRIRRE R
AR EMERENES.



Bl 33Cex HMEBEIR DIC BY 5'°C,

4 DIC 5 DICx3"Cpic ZMERITFITHE §'3Cex
Fig.4 8"Cex calculated from the linear regression of DIC vs. DIC*3'*Cpic at ROV2A and ROV2Y

4 4 ®

ARRENT BB LRERP UM MBI ANFEKER, #HTTIEANIRKCES T, S1F
PEPHE FiRE. DIC SELAK 3" Coic IE. FELEM E, BIIRBA—HRAMEEEEX BASEMIT T
EiEfl. TERRGICUT: ORMBRBEFENFHNEESR: BIIX Re . s OO, BIOIEKMBNGAPHRER
TR RVERTEXRENFYPEER OSR IKE); £ SMT WEB, MEZEH AOM Kz, @i%E SMT S Bk
BE: WML SMT REHNRE, 23IF 03 m 1 0.2 m &b, FHEEIERER, WG SMT FE
REPTBEYRA, 958079 112.72 mmol/(m?-a)F{] 83.11 mmol/(m*a), XKIFBERRERFOLEEEENH
WERERUE ], @DIC IERRLRIREES: SHERERA, AREIE DIC REFHREZERIRTRIRNEL
D, XREBTHRRELREBEATNEZEA. ORRAENEYAKEES: Bd DIC WNiHRES
TEROSHT, BATTEEENERIF §3CH, D BIA-42.59%F1-51.37%0, 1RIERNMIZAFAE, FRATHERTR/NIL{I
IR B AR E PR ARRNRES, XAERZXERIRNRRIEH T EENRURIEE.

Hifl: ROBGHFEBERNAAIARSHY, RENEREN, EAXRITICENESESRAN.
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