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Tl A se2 o et =9 5 (uptake),

%% (diatom), WA= (radiolarian) & A1 e AE XS

(Bluth and Kump, 1994; Raven et al., 2001). 742 A x]3}s+A

TEolM o AGSol ol Foda Ao WEteta wistd

. 1983; 1997). ¥ "o 2= A

U
=
o
o8]
)
o}
=}
@]
=
0]
—t
‘i

ArEEs EEl 7l gAE AR olEAl7l= 7159k A
kg A 3 o] Abs e A o] A o] EEtX Y (Blass et al., 2007;
Roseacute et al., 2000). ©o]2} £ #&o2 Y H 22k AHE (H
E 3E 4Z2F A4 (diatom frustule), 21&4 (phytolith) )&
2 HAZ 5AA¢ H994 2AS WA Ha o]E A8
of #A 7|5, A9 g4 WEE A shrk(Dupré et al., 2003;

Sun et al., 2011; Chen et al., 2012; Opfergelt et al., 2012(b)).
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calculationg ©|&3fo] £& Jol2 F A VS F4
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bogk
o (Nat+K)+ & #ol it oA F3ts e glolv

(Moon et al., 2007; Han et al., 2009; Noh et al., 2009).

Azvkee AE F= 43 AE &5 Ao vt = 4
& Hth(Kurtz et al., 2002). A& FEo] d4d =
Azvbge taRY WA FE AR So7HA dv. 9 5
= o] wiEol Ge/Sigl M7} FHastar ol ek Al TR qrA F 4

A2E ALgHo] B9 BANL 2 FAYA o] 484

o ¥4, M= AA AR a7 RAREHA A=Zng
& FoJskA] ¢rol TR FAIC] Ge/Si vl FUFEH Ha 594
2 2AS AR dE F49 AEAY- FALAA o =3 F3)
ol A7 FE A 9 T EE 49 22 B oA

STHRE FE9 &) e ZdA20AEY 44, A=49 &)

et al.,, 2011;). Figure 12 7z} 2252 E3 dAYE A A 89
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Ge/Si v ¢} 14 FHE94A =AY HYE YElAY (Cornelis et al.,

2010; Lugolobi et al., 2010; Opfergelt and Delmelle et al.,
2012(a); Han et al., 2015; Geilert et al., 2015). wa}A 2z &
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2012(a); Frings et al., 2016). < w2} &9d x5} §&

R A w3 e met ol BuA Aske, A5 5o A8

o] ToF A e T Rt 4 AbEol Y 24

A4 A= 59 5 87 %ol 3ldst7] wtolth(Tréguer et al.,

1995). mebd &4 3 felol FH9e 24T B9 e =
g ogrel Wl ATed e XN @l 2AES W7
su dAg MAUES THE 5 Aok FoE LusHE i

o] FohA A WIE ol 8T £ S AlA oY AelA
AT ¥ 2t (Ding et al., 2004; Georg et al., (2006a); Cardinal
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Figure 1 o2 AAAEE2 Ge/Si vlS 6°°Si zke] W9 (Cornelis et al,
2010; Lugolobi et al., 2010; Opfergelt et al.,, 2012(a); Han et al., 2015;
Geilert et al.,, 2015). #7134, 714 2-gol wel 2} o] v A5 7]
Ao A WAAZF WS QA g2 24259 FEEHE JeEhdo AE2 S
7} 220 7okl wet A AR GEo] Abolel] Al F Zlow odd
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AT AGL AA F XYz, TH EY 19 (Eastern Tibetan
Plateaw) oA &= ¥4 % & XY+ Chang Jiang(Yangtze River),
Mekong, Salween, Huang He(Yellow River), Hong River (Da,
Thao, Lo channel) 9L xdsl= 2oy, wFaly Fulzto)

A3 FHEE B2 Z %9 (Mt. Baekdu, Duman River) &2

Chang Jiang, Mekong,
Salween: 1999~2004 &, 2002, 2003 7L, Hong River: 2001
d o9&, 2002~2003 AE, Mt. Baekdu—Duman River: 2005,
2006 o5 Al7]ell AF 3T (Moon et al., 2006, Han and Huh et

al., 2009, Noh et al., 2009).
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80 %ol’d @it Few wdd 9ol FE vehdth(Noh et al,,
2009). Salween¥} Mekong 72 3t F+<eli= Lincang A H}
(Batholith) $]= coal—hosted Lincang Ge deposit7} + F9<
7FEA 2w 1A stk (Han et al., 2015). ©] A2 AHFH 7]20]
—7~16 C Ax° WM9E Holw o A% 560 mm T 60 %7}
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oba ey
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ox FreAA e, 229 Azt oFo] A Fo] &)

3t} (Noh et al., 2009).
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Figure 2 97 A9 A%, v 29 3 el ug} S &deste] +EI}(Moon et al., 2007; Han and

al., 2009; Noh et al., 2009; Han et al., 2015). Chang Jiang, Mekong, Salween? 3¢ Z+ & %
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A FEA A SIs 1A A5 §a WS aA
7HA 2 v 22HHE) & o] &3k AA fdom Fol= Wi
(De La Rocha et al., 2002; Cardinal et al., 2003, Ziegler et al.,
2010) &¢ZHg] 8% (Georg et al., 2006b); van den Boorn et
al., 2006; Abraham et al., 2008, Zambardi et al., 2010) ©]-&3F
Wol St dzbe] &84S 7HF FEe 1A Al=9l Alkaline

flux(NaOH, LiBO:; )5 474 v&=2 &33 ¥, 1204 9

o

hetel ARE Holt wlelth Babg ol &8 Wile] o Az

o

ARGEO] AN, EAte] 919 Gell A T SiFs 71A I el

g% T AFE Ak, 7] A A AR AE gy A% 5

o] EA|Ado] A&HtH(Cardinal et al., 2003; Georg et al., 2006;,

van den Boorn et al.,, 2006). o]% 94t} EBAle] &3+&E& o] &

ol

g gyt e g Nol ARSI EAI7E AR 2 AT
M= Slek 22 ZAe HAS WAL, ALY fdAde 1Y
3ol Georg et al. (2006b); Zambardi et al. (2010) & u}z} <=zt
g EgHs ol&dto] AEAH. o] WS T ETENBS—-28,
IRMM~—-018a : silica powder, BHVO—1: Hawaiian Volcanic
Observatory Basalt, JB—2: Oshima Volcano Basalt, SGR—1:

Green River shale) & €8 A|#At

- 13 - . H



A W2 WA Glass Carbon beaker (SIGRADUR G—beaker
and G—Lids type GAB 3, HTW Hochtemperature Werkstoffe
GmbH) o] Al&5g} FAFSIYE R (NaOH) €780l (Sigma—Aldrich®,
Sodium hydroxide, ACS reagent, = 97.0 %, pellets)& 1 : 10
&2 727} 0.02 g, 0.2 g YolFtt. +8]¥ Beakere 730 C
2 ood " QEoA oF 10~15 &3t d& 7Hll ARE Folath
A2 g8 d AB7F @7 Beakerol % 44 & (Ultrapure
water, UP; Mirae ST Co, Ltd, Puris—Esse UP water system UP

Basic, & & AZFA) S €9 £8 & (fusion cake)©] Beaker

Y WA "olx =2 5l1 o]F Teflon beakero] &7 &t}
FAX Lo &g BT 55 F AEF s AAHUP-

F 2

k%
i3

8

A

HNO3 10N, 65 % HNOs;, (F)ASP)S H3tal %5

o

(cole—Parmer®, ultrasonic cleaner, 8891R—MT) A 25&87F

2
off
o

etk g a7k o Fo{AEE mhxute] ok 50~60

RN 1~247 FE A& Jlstol ARt B % 5 YRS

ALt AFHom e LE AYS AY §o] FAL =)
Azl feA sadth BAFoy ¢4 AR g A% %

ulF (ADoly & ARSLE (Fe—Oxide) 59 Twol| &7 HA =

= gAY 5 gk o] A% s5Eo] Woln o] HHelN B9
24 B ago] wAstel AR A FAAL £HS BA

g 5 oA Dk (Oelze et al 20145 2015).

~ 14 - . H _

T



¥

2.3 ool ud FAE o] &3t 74 &

2.2 A9 WHow Fuld §A3 FE ARE 7)7] B4 olHe|
FaE gAomRE FAYL ol S EAGE o A
of Mg ol2Eo] /7] AN 2AE WA Akisobaric

effect), 717] WiolA < (e.g. Sodium Salt) & Aol &4

o

F+= A& BRXE7] $sto]ltd(Tan et al., 1987; Gross et al.,
2009). olgst ol25S AAI] 8l ol wE FX (Bio—
Rad AG® 50W—X12, H" form, Cation Exchange Resin) & o] &

At A7 WS Georg et al. (2006b)2 Zra1dle] 23 sl

M

Fol wg FAE olFste] s AASH Hdell FA W9

wrEe AZstaL 49 pHE TSR St57] S8 Fole

do
ok
i
ftlo
X
ofo
ot
ol
)

]
o
rlo
2
Y
N
NS
i)
X
=
g,
e
o
flo
=l
[
o
o

S04%7, NO3~ 5)o] 7171 B4l A5 F9d4 =4 gtel o
(2 &3}, matrix effect) = v X =A]of tist Ay AT}
we} thAh dd AsfES Holiu Atk Georg et al. (2006h);

Zambardi et al. (2011)2 =ol=2 wWA w37t #F=HH &gt

~15 - ; H .



ol

1 3} 31, van den Boorn et al. (2009); Hughes et al. (2011a)
o Axe= WA g3t des dF AT van den Boorn et al
(2009) &= 53] Farel& (sulfate, SO4°7) ©] & w= iy
0.0281K.t} W (SO4°7/Si < 0.02 weight ratio, 0.006 molar

ratio) A|&®°] FAA v AT AV7E Sk &9 e

ol it} Hughes et al. (2011a) & o]& uvlg oz wjzef Q&=

H] 7} 0.03~28.94 (weight ratio), 0.01~8.46 molar ratio H%=
By, a8z HolFow 9§ =& F AR 80.68(23.58),

359.83(105.21) weight ratio(molar ratio) 7} £xj3tt}t) 942 1

a9

aH

of

Pste] SuHoE 77 BN WA Bt BHEHEA A

i
3

t} o]% Hughes et al. (2011a)9] AdS Eiz FHjE BE A

)

25 (%F A E(NBS-28, IRMM-018a, BHVO—1, JB-2, SGR—
1, SLRS—4 (%% & A R)), d= ARl 4 s% v F4t
ol29 FX7F 307t HEE AW o Akl xFE &
(Sigma Aldrich, TraceCERT®, 1000 mg/L sulfate in water) @ 1.
% 3AH(Sigma Aldrich, Sulfuric acid, =95%, TraceSELECT®,

for trace analysis) & 3|43t F4]3it),

- 16 - . H _



2.4 % 127 45 AF Sezvt AREAY] BA

LS|
~

(o,
rlo

St 38 AFY(KRISS, Korea

M

A EHdA
Research Institute of Standards and Science)? Neptune
Plus (Thermo Fischer Scientific) Y& A&7] %= A% Z&t=
vl AR 7] (Multi Collector—Inductively Coupled Plasma-—
Mass Spectrometer, MC—ICP—MS) & o|&3te] At 7]7]
of AEiet A A Bdde HA Aol wEda, ara AT
Z & AH]E AR van den Boorn et al. (2006); Zambardi et
al. (2010)& Fas) &4 =03 eqlss 24P (Table 2). 7]
71 Azl A FAE fdl Eek=rh(plasma) Al ©l%F °F 3
AZE A% PSS AZTE sk B4 F 7179 A Hol i
(mass bias, AZo] W& o]&3st &2 Aol= FodA ¥ 4
ghol Aap S7kstAY asks A& BAS] 8 2EE-Al
Z w2 B4 (standard—sample—standard bracketing method)
& AHERT AR AE ZrEE NBS-28% 7]¥2® 1.5 ppm
T oF 8~ 10 Ve dAste] £ AT AE ojud =/ 4
Ag A5 7171 v g3 AR AlselA A dde]l yEhdt
A=) ko] =obd iRt AEst sfdAa =S A6 ¢
sl “°Si, #USi, Ysi 9 Asel JFE FE AkeE (Oxide), 43
2 (hydride) 8] 2] @4 2838 FX(CETEC AridusI™
desolvating Nebulizer System) & AFg3to] A AR T3k 71 21

35 (Pseudo—high resolution) Z7 oA FHd A o] A2, A&

~ 17 - 21



o] vte #£95 7]1F 9 2 (Figure 3) #gld|o] (faraday) AE71E 4
Z3lo] APt (Abraham et al., 2008). A|89 Z9dL v =

A2 3t block® 60 cycle® #24 34+E HdA4e a1, take up

Al
>
folr
il

time#} wash times 33 o] o AAste] S A Al
PGSt A71a ol AlE7E A A UEd 5 ARF o Al
Zrel & 717] wie Zk(blank signal) £33 AR5 o &y}
(memory effect) & AAS7] flall A5e WA} FAdstA Ak

o] T

o

1 % AAH(HNO3) S EE A|E Afo]o] Hix] ),

o

S
=

AT 49 24 20Dl w AR A% A7 1-2 %,

1o

3~4 % FEo W e BAA, 59 uE @E o8 AR
e RAHT. o] 7|7 wpek g Alg AT A7) v uleh

w3 A, F9 gk Aolel Gl A=A Ay g8 ARE

1A FEE OF 2w 7 %1 5(~3 ppm) 717] BFR Fhe] HlE
S 1~1.5 % AE7HA S50l ojd AHE3 vudth £AT A
259 994 =S UERd 0781 #E ZEE-AE wak 2
A e o] 83 HE 1838to] van den Boorn et al. (2006) 3 7
A2 o]g-8ke] YEFH Y (Equation 1)

~ 18 - . H _



2.5 ¥4 23 Holy A7 WY

BE ARG AS 1 oge] Bud gEe] HAR HIA ds ®
5% gto]l Falr zlo] ofyr] wiitel sid ' AR ghol
A & g glrk w9 7)) e gre R AlRe] s BAS)
Q71 wZel 2 7HA 71Es Aete]l A5k voly A7 Ve
99 A o]l £l 5HH e T AR IRMM-
018a, BHVO—1, JB—2, SGR—1, SLRS—49] #& o]&3lo] A3
o @ JB-29 A #s 7IAE Ede ¢lANE BHVO-13 2
& @ (Basal) A EDS elsto] Hl=ek ghs B Zlojzt ¢
Falch dglolel A2 7] van den Boorn et al. (2006) 9] 71+

Fastel AR A 7 v g BAS 3 ARES

S8k slsksinh

o,

ftlo

o

]

(AR A, F2 54¢ NBS F9d4 v (*'Si/*si, *si/
Sy 7h 242t 0.02 9, 0.03 % ©17391 A5 HlolElE Al 9lska
oh ol A 67Si gho] WHEomRE o 0.4~0.5 % Aol
= HAlh

(2INBSE A9st Al8E T A8 A, $2 S v ¢t
(1 % HNO3) o] &4 0] zo)7} 247+ 1 5
7] v gt dFoR B F A vl glo] A W3
Atk o] S 6%Si 9 #ol7t oF 0.3 % olFoE YEY #hs
AHg-SFA] okt

(3)919] 71F5e] R@dso] Agd 3k SolH FAF AR o
3l BHORHE 20 S.D o4 Aol7k Ui gk Alg At
AE ANEE —0.1~+34 % o 3 HAE 910 A As #

S AFE3EA] kth (Opfergelt and Delmelle et al., 2012(a)).

99 7]FEe] FaHE dHolE & EFAIBES F 16379 A8
Z 14 % < 23707} A2l =k

- 19 - . J’,ﬂ k'_. 1_'_” r



Table 1 %ol w3 FXE o3t fA2 Al W, Georg et al
(2006b) & #Hustel AP wpxur HF AL A FEIF oF
1.5 ppm, &3] 6 mL7} H %= A4}
734 AHE g AHE £ H] a1
3 M HCI 3 mL
6 M HCI 3 mL
7 M HNO3 3 mL
M2 A 10 M HCl 3mL
6 M HCI 3 mL
3 M HCI 3 mL
UP 9 mL A9 pHE FHOT 9 F7] 9
A8 A
A A= 2 mL
A
FAof] Fol A& F e FA2E BF
Up 4 mL ]
£ (elution) A1 717] €&+
( 3\
(XSi/ZBSi')smp

§%si = % - 1} x 1000, X =129 or 30

’ X¢ci/28¢; ; X¢g;i/28¢;
k ( Sl/ Sl)stdl 8 ( Sl/ Sl)stdZ J

Equation 1 ¥FE A5 Ak A4S o] §5tel wep 4§38t §*Si A
A HL X+ 29 B 3002 Si9 FHYEAE YEHY smp + AlRY
FY94A v & stdl, 2= AR A, TE SHFH NBS-289 ¢4 H]

dn
kg
o
"3
o

(*95i/?8Si or 20Si/?8S;i

_20_ r -":rxﬂ -'%F'.I-



Table 2 MC—ICP-MS A7 Z7. Take up time¥} wash time< ©]% A]
52 Qo] glojxa dAl A5e As7t YEhE 2%E VIEo®E A
AT 7k (gas) o AHEFS SV AR AlS e Al77E S7EE A
(e, cool gas® AF S7HAIZIE AZI7F Fa) Also] b Aol wHo

A3 7HA] FAdo]l A HAEe] ALgHES NBS—-289 *Si 4lF A7) 8

VE 7Eo® Ha o] w3
{91 A% A4 #
Cool gas (L/min) 13~14
Aux gas (L/min) 0.7~0.8
Sample gas (L/min) 0.9~0.960
RF power (W) 1200
Resolution Medium
Faraday cup position L2(28Si)—H1(29Si) —H4 (30Si)
Take up time (min) 3
Wash time (min) 3
Aridus—Sweep gas (L/min) 1.80~3.30

- ] iﬂ "i 1_'_” 'cin]l_ T



Intensity(\)

()

0.4 —

o
n
\

Intensity(V)

o
XY
|

01—

2878 8.8 28.82 28.84 28.56
Mass at center cup

5 (Pseudo—high resolution) ®H. (a) NBS—-289] 4213%
E 7|F2% Jt4 % 1.5ppm F PSig) A71E ok 8 VY AT AR A

zA3sto] v mahd 0Sjel =
o R EA wEel WS 99
=%
h

(7 ) e AZVE 4

5 428t



3. d+ZA

i+ A E(IRMM-018a, BHVO—-1, JB—2, SGR—1, SLRS—4) 9]

T 2~47) 9 Y ARE 4% 3 sequenced] FHI AA
Haog yeith zZ 25 A 89 ex WY FA FALS 1o
SD(EZ #x) FH(IRMM-018a: Reynolds et al., 2007,

BHVO—1: Abraham et al., 2008, SLRS—4: Yang et al., 2014) &

eI TH(Table. 4). oA ¢ WS SEEE 2xhE U

Bl 49 EE Aaw Sabeto] UERITh ¥ 4% 2% AR
So) @& 7 AREY BE gow Uudin, oF Wet ww

S
X
(o
>~
il
1o
—
Q

)
W)
=]

F W) gew %P BE A=

£& sulfate doping #AolAel FA wro=w s §3°Si o

=2
)
X
[4—8{_1‘
oy
o,
o
X
<
h
D
==

i A]2°9 mass dependent

fractionation line (MDFL) & EdlZ AAtste] YER

3.1 717] 4 ¥
3.1.1 8% g 23

A7) whek zkel AE A= AR 1-4 % FEE WA of
2 Qs whg gro] Alme] gho] GBS = oz o] o=

wgsI A, Fo A%E vmAt BE A

P
fr
1o
g:_}l_‘
il

o o] g3l

A A, 2 £3d9 Aol xolE Hol=A gQlsta MDFLE

vebo] Bl ok (Figure 4). MDFLe] 71&71& B4 A3 $7}

— 23 - A 2t



77y 3.12, 2.060.% R&F EHHCG(EIS HA$ 1.93~1.96, De
La Rocha et al., 2002; Georg et al., 2006(a); van den Boorn et

al., 2006; Engstrom et al., 2010; Fontorbe et al., 2013; Hughes

Al

el
N

et al.,, 2013) 2 #S Hou o, RAS 3H# LS AL
$59 ol MDFLE 7l=o® " §A AAA vehua B4y
3 kRt MDFLS 71877 o 2 < molth nber ko] =17)
7 A #3e 1~4 = EART A7) Wi By A3} $of A

o7} & Aow AzZtE o 49 w5 28] d%= ¥ (~3 ppm)

off
o
>

B2 AEHIY. A3 g2 YehgA GA i sEE
= 24A vke #@el A7l= AR AE A7 1~1.5 % ¥&

2 SopRAW e wrel Avg vk E By A, Fo g
zkol 7} AA YErs R, w2 9 B MDFLY 7]1&7]7F

2,9 FEY 71279 vsd gs Bt

3.1.2 FAto]lL A4
238 Myet wA Eue sty 98 94 NBS-289
27/Si 9 H|E g2 o] Fato] 9 Hl g WE AREZ u

AP} (Figure 6). 2t B]&° NBS #& + W 54 s 7 F+
=

#oz w71, vgo] W uw with wjA Zfo]2 Qs UAH S
2 A7 EEY ol Alm FHt v Hi= AS w9
9)gtoltt, A= SO,%7/Si9 HIZF F718 4= NBS—-289 A&

Al717F 578 skelom, s9lda v Ed S Ev(figure. 6).



Farol o] ujgo] 505 ool Ha B Ux Mzt FAHA W
33t} (Figure. 6(b), (0)). °l& o] 29 g IFE] T4
2 Apgatel Hfo] FolALE Alme] Folg Fare] ool Hol
AN vt @aow AzEch 4% F Aridus WPE el

A3 Wy Fe ddR7E A4

4z
1
fa)
9
%0
¥Q
I
Ml
I,
Ml
=,
iy

22

o AAZE ot ATk EE dlolEE vERAl ekgkAT 7
NBS—28 Atolell 4 717] wpd gk Lk A% Al7]gh g9 84
H7F B S7hn ol @atol o] mlgo]l FE AMES al
o] #Ake] o] 7Rk Aridus WiF FHE FAATL, 24

A ol 3

mlo
)
olr
oX,
ftlo
W
o
Y
5
o
=2
k=)
R
x>
=
[aR
o
w
i

oft
i3
ol
rlr

AMasd dFE Fol ARY A7t sdAdHA, R &y

st 7171 Als b ol 58 e A= 24 sequence°lA FE
3t DI wash time ¥ A& take up time2 A A3 o] (H4 3~4 &
ox AA) old ANR9 FFs Hast o= WHoeE BT
Hughes et al. (2011a) %} <o A¥ANE EOE Al5E59] wjd

& BAS) 2Fn %P A, ol mE ARE 6USi g W

~ 95 - . H



£ 3ol gt} Hughes et al. (2011a)= X5 #HE A8 BF
=3 Ay F 6%Si o] AolE RHolx @ity A¥ A
Hughes et al., (2011a) ¥ IRMM-018ax ¥ X|3}x| 7 SLRS—4
© e 4345 Btk (Figure 7). IRMM—-018a%] 7§ 3Hito]&
=3 A, F9 §99Sighe] FAFSMAIRE, SLRS—42] B4 & Aol =
Btk IRMM-018at =3 A3 & BF £d gk W67 Si:
—1.65 = 0.11, 16 S.D, Reynolds et al., 2007) 2} & x]&}x]qt
SLRS—4+ =3 &% @2 A% #& gh(0%Sii 1.19 + 0.15, 1

o S.D, Yang et al., 2014) ¥+= w]-¢ O 3kS Kol & Fof

=

rlr

o @h= YElth ol Adt= 71E9 AlRel EAske
Ab o] &9] oF zpo]Z vERHTE Hughes et al., (2011a) ©] Al=¢}
2 A9 IRMM-018at 71&9 Ak ol <ol g Zof
(Hughes et al.,, (2011a)= AA ARE2] SO*7/Si7k oF 0~ 0.65
wt. % (weight ratio® £7]) Fdxol1, ¥ A9 [RMM-018a+=
°F 0 wt. % & #= Aduh) wA &35 Kolx 7] vk =
oA, 59 A grel Aoz glvk. @ van den Boorn et
al,,(2009) ©] ¢ Sos°7/Sie] HI7} 0.02 wt. % ©]Fd ¢, ¥4
kel =}ol7t JEbsk=dl Hughes et al, (201la)e ¥ AR9
So4*7/Si BI7F 21 o el = Adw F9 Fh xbe)r) gt o]
© AR AAY el debA dEehd Row Aztdn. odze] &

9

o

AF£-3F van den Boorn et al., (2006) ¥+ th27), Hughes

et al., (201la)& 4& AEE5S TEA-Moly WHo=® A zlsto]

~ 26 — . H



dEolA tas FESH L FUHH R ol wEk FAR UE

A2EL AANDY el WA &3t 53 AelE A 30|

(& AlEe] 4 s% 1.8 ppm tiy] ko] &9 i oF 12
ppm, 0.12mM) %= A8t wid F37F vepr] el =3
& A &g S 67Sigte]l AUFow wig #A Jebdot #
Atol o] =3 Ay Fo T g Ao, AEES oSigh &4
Heleltt, ok AR kAR wWd Z&¥E Btk

SLRS—4+= wids 54 AA & =38 F 23 U7 vig #oh

N

FARE, IRMM—-0182a¢] 2% W2 =39 dFox e ¥t
AR ok 7F AR AE Btk ek 2 AT Ao A5E
S04?7/Si BI7F 0.03 wt. %~ 359.83 wt.% = W7} )¢ vheka)
71 Wiel md gE A gdget wda 24 B

Sel fHatole =g AA ARES] WEe Y AlAF Fh

o . H ‘_r 1_'_” r



(a)

y=3.12x+ 055 |

, | RE=0.9217 ; E

3 ! ®IRMM: §295i-0.75+0.05
= 1 " 1 30g; - =+
>0 ﬁ‘ . §30si -2.004£0.11
2 i | @BHVO: 5298 -0.32+0.01
. i 308i -0.04+0.15

)8 5295i-0.29+0.06

| §30si 0.00+0.18
2 — ! )
ﬁ_‘ : o5 RS 629si 0.50+0.15

| 530si 1.74+0.18

-1.2 08 0.4 0 04 na 12
d%9Si(%,)
(b) =+ .
y=2.06x £ 0.06 |
o R2=0.9981 X
. -
i ®RMM: 298 -0.86+0.02

308 -1.72+0.09
®BHVO: §298i -0.22+0.05

330Si( %)
I

. ! 530si -0.37+£0.12
Il Z ®JB  §295-0.19+0.10
tﬁ | §30si .0.3340.22

2 — ! )
| e5LRS: #29si 0.65+0.03

| 530si 1.3240.02

-1.2 -0.8 -0.4 0.4 0.8 1.2

o‘ﬁgs?(%[,)
Figure 4 w8 3 B4 A, & AFHE2 Mass dependent fractionation
Line MDFL).(a)v}e #t B4 ¢ A3 (b) vted g »4 %29 A3, MDFL
o] A= g @ EAS S A7 AEEY @ol diFE Aol X
AL & 4 Stk MDFL 7]€7]& ¥89 #(1.93~1.96) Bt} AR R4S
3 A9(2.06)7F § 24P 2F AEE % v @ PS¢ A9t
8o gk 27 o 2 AFFFIRMM-108a: 6 2°Si —0.85+0.07, 6°°Si —
1.65%=0.11 (Reynolds et al., 2007), BHVO—1: ¢%°Si —0.17%0.05, ¢°Si —
0.33£0.07 (Abraham et al., 2008), SLRS—4: §2Si 0.59+0.11, ¢%°Si 1.19

+0.15(Yang et al., 2014)).

6
3
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o

W3l 7zt exF W= IRMM-018a: Reynolds et al. (2007),

SLRS—4: Yang et al. (2014) 2] Aol Bt3o] 10 X7+ HA(S.D)E A3t 27| Pt
A & (8”Si) IRMM-018a SLRS-4
g A2 ¥ 87Si(+SD) 82Si(+SD) 87Si(+SD) 82Si(+SD)
1512 -0.76 0.02 -1.60 0.04
B
1602 -0.70 0.03 -1.81 0.05 1.45 0.03 2.97 0.79
Sulfate X% A
Average -0.74 0.03 -1.68 0.08
Doping
1512 -0.86 0.05 -1.65 0.04
A g
) 1602 -0.80 0.01 -1.62 0.04 1.58 0.03 2.92 0.19
By ¥
Average -0.84 0.04 -1.64 0.03
1512 -0.70 0.05 -2.10 0.11
ube gk
1602 -0.76 0.03 -1.97 0.06 0.47 0.07 1.72 0.05
Sulfate X% A
Average -0.74 0.03 -2.02 0.06
Doping
1512 -0.88 0.05 -1.80 0.11
F o owE
) 1602 -0.84 0.02 -1.68 0.05 0.60 0.08 1.27 0.09
By ¥
Average -0.87 0.02 -1.72 0.06
¥ oy 1 | s
- 29 — .



28i intensity(V)

10—

50

#Gjfs

(b)

005278 —

0os2h —

00527 —

005265 =

RSTES

(©)

0033 —

5 0.0526
I T I T | I I I I |

I
20 an il a0 ?ll'l ao ‘ :"
So,/Si (wt %) So,/Si (wt %) S0,2/Si (Wt %)

Figure 5 98t 3k o] 9] kS Az} Z7MA1A S0,27/Si H|E Z7HA 7o w2 NBS—289] 28Si 213 A7) Walel &

99 v W3l (a) SO.47/Si Wdlell W A8 #Si A% Al7]2 W3l (b), (¢) SO.27/Si 9] W3lel F9d4 no W

s, k2 29Si/7si, PSSt o WakE vhebdich B ol2dl ol Fkgel wek WA Ase AL FAhsa B99%

v T3l Zr1etE A3E Bt 5994 BlE v Eo] 10904 30 Tkl E A4 7t FHE =3 FEdS B
O 508 o]Afo] HAF FAS e HIE Hlt)
— 30 - ; ﬂ -H &1
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(a) 7 ® Blank correction

IRMM: Reynolds et al. (2007)
} SLRS: Yang et al. (2014)
. { {

<2 - SLRS-4 }

GFCSi( %)

| IRMM-018a

Run Number

b 7

22— SLRS-4

FCSi( %)

| IRMM-018a

Run Number

Figure 6 #4138t IRMM—018a, SLRS—42¢] §°°Si 3t (a) 3ito]l e w33

& A 24 % WAEREC Aol =S o A3 24 @ gatole

T3 o]F [RMM-018a% &4 ¢z} W7b o]de] ®Ht}k ¢k 0~0.03%
Z7FtE. kAR SLRS—49] A¢ 54 o] 2xa W7t 0.1 % AL A4
Al SLRS—49 6°7°Si 3t 3ato]es FodS ) 3 zhe] M (6%0Si:

1.19 = 0.15, 16 S.D, Yang et al., 2014) ol Eg-=t}.

- 31 - r A
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3.2 A& 33t =4I §3°Sig AA

3.1 Aol A3t vl go] FE A7 §°Si e ANS E
& Jebch Aare A AE AEEY 6°9Sighe gEE 0.6~

1.6 % #= RHola, 4% QQle wet =5 FAY(HA 0.12

B>

), = (Hd 1.91 %) #== EAv(Table 5). A &E9] f

e

Y A A= se 24 dACA BREA AR T A

il

Alg<el CB 105¥S A9st €4 (Hot spring) A1H5E(CB 101,
104, 106) 3 A % A% (CB 103, Tianchi Lake) 9 %3
& Al 2.(CB 102, Changbai waterfall) 5 tt& 3= sds)
A T o] AREES BE dAA s o] wg W
I e 2AEE e vlsste] @ AR =M dErs
(Figure 10 11, 12). Huang He® A% E49 A& Alg7t & &
ojojAl dlolH & wE el o 343 ol A= Chang Jiang,
Mekong, Salween #t=3 o] vlwFt 72k 7 F99 &5 ol
23 qtA FEE A sk A M e &£ AR Ve
A AT A old EdelA  AAFSE forward, inverse
calculation 2] A¥E #FH313}F(Moon et al.,, 2007; Noh et al.,

2009).
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Table 4 A7 A1 & 29 3147 Neptune MC—ICP-MSZ o] &3sto] 2418 §29Si 2k Si/(Na+K)* $} Si/Cationge Z3 o=
Folx Ao HolEE o]gste] Akt

_— sampl | Dite Runof'r Si | Gersi  SV(NarK) - Si/ Cz’l‘“ons‘ oosi 4% evsib 12
elD mm/dd/yyy mm1 yr umoll kg-  mmol/m ) ) %o ) % )
y ol
Hong River (Moon et al., 2007), n =43
Da
Amo Jiang RD120 09-07-2001 1256 176 0.9 1.7 15 0.43 0.09 0.82 0.17
Amo Jiang RD217 01-07-2003 266 123 0.8 0.8 0.6 0.65 0.05 1.27 0.11
Babian Jiang RD121 09-07-2001 1390 150 12 17 14 0.36 0.08 0.69 0.15
Babian Jiang RD218 01-07-2003 322 108 0.5 0.9 0.4 0.60 0.06 1.16 0.11
Da @ Lai Chau RD105 08-19-2001 1422 214 0.7 1.7 15 0.52 0.01 1.02 0.01
Da @ Lai Chau RD203  12-29-2002 303 202 0.7 14 0.9 0.37 0.09 0.72 0.17
Namna @ Lai Chau RD104 08-19-2001 1314 264 0.3 21 21 0.48 0.04 0.94 0.07
Namna @ Lai Chau RD204  12-29-2002 247 247 0.7 1.7 1.6 0.70 0.02 1.37 0.04
Da @ Muong La, ab reservoir RD103 08-18-2001 1551 228 0.7 1.9 1.9 0.48 0.07 0.93 0.14
Da @ Muong La, ab reservoir RD202 12-28-2002 317 207 0.6 15 12 0.49 0.01 0.96 0.03
Trib of Da @ Yen Chau RD102 08-17-2001 1489 150 0.2 3.6 8.3 0.43 0.06 0.84 0.12
Da @ Hoa Binh, bl reservoir RD101 08-17-2001 1560 210 1.1 2.0 1.4 0.45 0.03 0.87 0.07
Da @ Hoa Binh, bl reservoir RD201 12-27-2002 313 176 0.7 1.3 1.4 0.89 0.04 1.73 0.07
Thao
Upper Lishe Jiang LB RD131 09-11-2001 1298 176 12 0.9 0.6 0.52 - 1.01 -
Upper Lishe Jiang LB RD229 01-12-2003 336 107 2.2 0.3 0.2 0.93 0.03 1.82 0.06
Upper Lishe Jiang RB RD130 09-11-2001 1145 160 1.3 0.9 0.8 0.46 0.02 0.90 0.04
¥ = |
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Upper Lishe Jiang RB RD228 01-12-2003 308 145 4.2 0.4 0.3 0.85 0.07 1.65 0.13

Hong @ Yuan Jiang RD119 09-05-2001 983 166 1.3 0.8 0.7 0.62 0.05 1.21 0.10
Hong @ Yuan Jiang RD216 01-06-2003 212 167 1.3 0.6 0.5 0.79 0.00 1.53 0.01
Huanien He RD118 09-05-2001 512 185 14 0.7 0.7 0.72 0.02 141 0.04
Huanien He RD215 01-06-2003 7 118 11 0.5 0.4 0.78 0.09 151 0.18
Hong @ Cua Khao RD106 08-22-2001 918 213 12 0.9 1.0 0.69 0.09 1.34 0.17
Hong @ Cua Khao RD205 12-30-2002 188 237 14 0.9 0.9 0.64 0.01 1.25 0.01
Nan Xi RD117 09-04-2001 1098 200 1.7 2.0 16 0.51 0.05 0.99 0.09
Xiao Nan Xi RD116 09-04-2001 1530 126 0.2 21 19 0.54 0.04 1.05 0.08
Namthe @ Lao Cai RD107 08-22-2001 1208 198 0.8 2.3 2.0 0.23 0.06 0.43 0.12
Namthe @ Lao Cai RD206 12-31-2002 239 180 14 1.8 - 0.56 0.02 1.08 0.04
Hong @ Yen Bai RD109 08-23-2001 1087 219 15 1.0 1.0 0.49 0.13 0.95 0.26
Hong @ Yen Bai RD208 12-31-2002 225 231 0.9 1.2 1.0 0.64 0.02 1.24 0.04
Hong @ Phu Tho RD115 08-26-2001 1131 210 14 1.2 1.2 0.65 0.07 1.26 0.13
Hong @ Phu Tho RD214 01-02-2003 233 219 0.9 11 1.0 0.68 0.01 1.32 0.02
Lo

Lo @ Ha Jiang RD111 08-24-2001 1233 141 0.3 2.2 1.8 0.53 0.06 1.03 0.12
Lo @ Ha Jiang RD211 01-01-2003 235 97 0.1 2.1 1.0 0.54 0.02 1.06 0.05
Con @ Vinh Tuy RD112 08-25-2001 1985 150 1.3 2.1 1.8 0.59 0.08 1.15 0.16
Con @ Vinh Tuy RD212 01-02-2003 405 218 0.8 1.9 1.2 0.67 0.01 1.31 0.03
Gam @ Chiem Hoa RD113 08-25-2001 1845 169 0.2 25 2.6 0.46 0.08 0.89 0.16
Gam @ Chiem Hoa RD210 01-01-2003 337 143 0.5 2.1 1.3 0.64 0.04 1.24 0.08
Chay @ Bao Yen RD108 08-22-2001 1756 183 14 2.2 17 0.57 0.00 111 0.01
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Chay @ Bao Yen

Chay @ Doan Hung

Lo @ Doan Hung

Lo @ Doan Hung

Three Rivers (Noh et al., 2009), n = 30
Chang Jiang

Bu Chu

Neier Chu

Tuotuo He

Chumaer He @ Chumaer Hei Yen
Jinsha @ Zhu Ba Long

RB trib of Jinsha

Gangqu He

Jinsha @ bridge

Mekong

Ang Chu

Bu Chu hw ab. Lei Wu Chi
Bu Chu

Mekong @ Ru Mei

Noja He

Mekong @ Da Hai
Salween

Salween hw into Cuo Na lake nr Amdo

RD207
RD209
RD114
RD213

CJ236
CJ237
CJ238
CJ239
CJ215
CJ216
TR116
TR113

CJ222
CJ223
CJ220
cJ217
RD128
RD126

CJ235

12-31-2002
01-01-2003
08-26-2001
01-02-2003

06-15-2000
06-15-2000
06-15-2000
06-16-2000
06-05-2000
06-05-2000
08-11-2004
08-10-2004

06-08-2000
06-08-2000
06-07-2000
06-06-2000
09-10-2001
09-09-2001

06-14-2000

375
376
1740
333

144
118
70

184
393
382
235

254
256
242
241
553
421

93

198
193
166
157

94
89
154
55
90
88
99
117

66
68
65
78
205
132

103

1.2
11
11
0.8

18.4
6.4
8.8
24
5.8

205
2.9
3.8

4.0
0.8
1.4
4.8
21
24

10.1

1.7
1.7
2.3
2.0

0.2
0.1
0.4
0.0
0.3
0.3
2.1
0.3

05
12
11
0.3
15
0.8

0.1

0.9
0.9
2.1
11

0.2
0.2
1.3
0.2

0.3
0.7
0.6
0.2
0.9
0.5

0.66
0.77

0.60

0.37
0.50
0.43
0.77
0.60
0.52
0.33
0.36

0.33
0.41
0.44
0.39
0.66
0.35

0.71

0.06
0.02

0.02

0.16
0.08
0.14
0.04
0.01
0.09
0.04
0.17

0.02
0.07
0.02
0.09
0.04
0.13

0.06

1.28
1.49

1.16

0.71
0.98
0.83
1.49
1.17
1.00
0.63
0.71

0.65
0.80
0.85
0.76
1.28
0.68

1.38

0.11
0.03

0.04

0.32
0.16
0.27
0.08
0.02
0.17
0.08
0.32

0.03
0.13
0.04
0.17
0.08
0.26

0.11



Na Chu @ Na Chu

Xia Chiu Chu

Zi Chu @ Suo Xian

RB trib of Zi Chu bl. Suo Xian
Rongbu River (L hw)

LB trib of Salween

Salween bl Gongshan, ab confluence with
TR108

LB trib of Salween

Salween ab Liuku

RB trib of Salween ab Manyun
Salween ab Daojie

Nanding He ab. Yang Tou Yan
Huang He (Wu et al., 2005), n =10
Tao He ab. Lin Tao

Huang Shui ab. Min He

Mt. Baekdu & Duman River (Han et al.,
2009), n =15

Mt. Baekdu

Hot Spring @ Tianchi Lake

Hot Spring of Man Jiang

Hot Spring @ foot of Changbai Waterfall
Tianchi Lake

RB trib. of Man Jiang

Erdaobai He bl. Changbai Waterfall

CJ234
CJ233
CJ231
CJ232
CJ229
CJ225

TR109

TR108
TR106
TR104
TR103
RD127

CJ247
CJ245

CB104
CB106
CB101
CB103
CB105
CB102

06-14-2000
06-12-2000
06-11-2000
06-12-2000
06-10-2000
06-09-2000

08-07-2004

08-07-2004
08-07-2004
08-06-2004
08-06-2004
09-10-2001

06-21-1999
06-20-1999

08-28-2005
08-29-2005
08-27-2005
08-28-2005
08-28-2005
08-27-2005

56 87
113 87
186 59
196 60
360 60
310 84
441 85

1135 98
513 94
1257 251
534 98
718 271
243 87
69 142
n.d. 787
n.d. 1929
n.d. 2684
n.d. 563
n.d. 447
n.d. 588
— 36 —

11.9
8.0
2.8
2.7
11
1.4

4.0

0.6
41
5.7
3.5
11.2

0.8
45

78.1
112.1
1255

51.7

4.9

575

0.5

0.3
0.1
0.2
0.3
15
0.3

0.1
0.3
0.7
0.6
0.6
1.0
05
5.2
0.6
1.7
0.7
1.6

05

0.2
0.5
0.4
0.4
0.6

0.3

2.7
0.4
11
0.4
11

0.3

0.2
0.1
0.2
0.2
11
0.2

0.82
0.63
0.46
0.58
0.58
0.47

0.63

0.28
0.16
0.55
0.58
0.54

0.59
0.71

0.07
0.26
0.15
0.16
0.28
0.06

0.00
0.10
0.02
0.01
0.04
0.06

0.07

0.05
0.06
0.09
0.08
0.15

0.08
0.03

0.08
0.14
0.02
0.06
0.06
0.09

1.59
1.23
0.89
1.14
1.13
0.92

1.23

0.55
0.31
1.06
1.12
1.06

1.14
1.39

0.13
0.50
0.28
0.31
0.55
0.12

0.01
0.19
0.05
0.02
0.09
0.11

0.13

0.11
0.12
0.18
0.16
0.30

0.15
0.07

0.15
0.27
0.04
0.13
0.13
0.18



Duman River

Duman @ origin CB203
Duman ab. Congshan CB204
Honggi He @ Congshan CB205
LB trib. of Duman @ Xiatianping CB206
Duman ab. Musan mine CB207
Duman bl. Musan mine CB208
Duman @ Tumen CB210
Buerhatong He @ Tumen CB209

08-19-2006
08-19-2006
08-19-2006
08-20-2006
08-20-2006
08-20-2006
08-21-2006
08-21-2006

n.d.
273
203
190
281
273
223
120

581
616
382
331
467
462
438
260

0.4
0.4
0.3
0.2
0.3
0.4
1.7
4.8

2.3
1.7
14
1.0
1.4
1.4
0.6
1.0

14
0.9
0.6
0.4
0.6
0.5
0.2
0.2

0.31
0.41
0.85
0.98
0.75
0.76
0.84
0.97

0.03
0.07
0.01
0.07
0.03
0.02
0.02
0.01

0.60
0.79
1.65
191
1.46
1.49
1.64
1.89

0.05
0.14
0.04
0.14
0.06
0.05
0.04
0.01

Furthest downstream samples in each river system are shaded. n.d.= no data

2 ab=above; bl=below; hw=headwater; LB=left bank; nr=near; RB=right bank; trib=tributary.
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3.2.1 && 129 FES 4L

A2 Gta Rt 67Sigke] A dREe FEe] 59
S wolA ¢fil 0.6~1.6 % Atole] o SigtdlA vFe itk FRE
Bt} (Figure 10). Hong Riverd] A% AAHEZE sEoA 2F7He Aol
S HolAuk fiFE 96~264 M % WA 0.5~1.82 %4 o
305i zk& Bt} Chang Jiang, Mekong, Salween ¢ 729 AA# o=
1Al HAA YEhd=d ole ol 99 && AEEel uds 714
MM FEAE 7FeA I A4 AR AR Ak Ad, 23t 54

B[

5 5 297 2l 93] veldti(Noh et al., 2009). Mekong& ZF A
559 £ AR 7)ol ud AoE AXEAN 1 F FAME 9
osko] & Zox AZEHE RDI2S

M2 #5 ata w29 67Si v
o] ¥t Salween Al Foz UpF Z
o Aolw AWrbssith A sR7F AdHoR w2 gL Y
71490l 50~60 % WS Ad 7FsAde] A T3 G B <ol
ek 50 % A Ak U AE v vjEelA Jd3s

Ohoata sR7F P e el At 7ol 10 % dEE b
& st B2 Fdo] @A AaelA 7143 ct

o
=
% 334wk ol

i
)
e
=
o
rr
i
oX,
S
lo,

FEde gEA AL, FRbge] A9 ST AR <
AR ARES A FE7F vl AR 670Sige P A A vk

W, FUd RS A9 BA9s 24E 23 FPAY wAAw
S

AlH o tael FE e e Btk A5 AR A4S Fu
A

Bl W] mekel 24E wGH olt FwY 4R Aw

(CB203, CB204) & WF4F & A= (CB105 s7F & Aol

AE Y AR o]FolA SloJA TtAh FEZF ES FHeo] dehdrt
(Han et al., 2009). 94 AR AFA YA 72 445 4
L7 AAasta s9da A0l FAYAE AFS BAY Georg et

al., (2006a) 9 A% & &5 td $&7F FoF s 9L
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3 Hughes et al. (2012) 3} o] 7z} F999] g A HA W
3 Aoz Az 4 Qlvh epxRt A fo H AFdFEo] dAHE HE
WEd a4 3l das Belvh wepd Zddke] Ao AR 9
Aol et 254 o8 A4S HolAY 7ldo] & & Aol 4
Ho] Z} A 4wttt B Hlw d3%E
BEE G A A ol HEE

AE F=o] FAH FdH=A FFdE & Atk 4 FE F= 3

d Toll AEE WA Ues qfast ol H7F HES ol&

glolt}. Figure 12(a) 4 F9olA F=H=

FE9 Si/(Na+K)™ 3t 71£ 22 Hughes et al. (2013); Stallard and
Edmond (1987) 9] #& A&t Figure 12(b) 2 Q90& A&
Han et al. (2015); Froelich et al. (1992) ollA] AF&-3F 12+ F& 9]

B
f
N
N
ofr
o,
o
30,
O

O_Lz

B=)

HE RES Holt QA AT 5 Rl 1FS Bal WA

A AE FELE B2 Qlth gt el Al5E0] smectite &
A3l HE FE(allophane) ©] FAHsHA FAdE Aoz Ay d
B EE A oA kaolinite == gibbsiteZ7} JAE Ao w oAataflE 4

ot ©, F ZAyor Hong River? Da A &Fol 43 RD 102,
Salween A F2 TR 108 Wl A7} o] 9o 714A velys=d F
A

AR B RN o] =S HlEE ApAsks el e 30 9T

~ 40 - . J’,ﬂ k'_. 1_'_” r



3.2.3 €& Ge/Si H|9} T4 F94

8
B
oX,

Ge/Sigle] #HA A= w4
MBS HA T, AW FE S AJRES e AREE B Ge/Si
o kol wi§ AA yeERdThH(Figure 13(a)). wite] o &9 23
S FEE7I7F oE Y], WEA ARES AT UM AlRER HE
vreb o (Figure 13(b)) ¥4 A% % CB 105W2 tE 95k Al
ol vlall 2 Ge/Si @& AU glol U A= Alss3 ol U
Btk A4 AEE AL Umx FEL 7SI g Hld whe W
A5 HolARE Ge/Si #olA xbolE K<tk Hong River?t Duman
Riveri= thiio] Aa o= vi¢ W Ge/Si #t& Held, 2+ 4 1
2 3 F AE7 =2 g Hy. Hbde| Chang Jiang, Mekong,
Salween, Huang Hev ot o] 2 Ge/Si #h& Holal A9 Axm
7} Hong River$} H]523 3hS H<Ith Hong River WelA Adldo=
o #he Hole AEES Aol f1Xxsk RD229, RD228W Al5&&

Red River Fault zone & W} 2% Thao A7F2 A BEZ FH A
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Sy 23l FEe T FHoRFE dFS T2 Aotk (Moon et al,,

2007; Han et al., 2015). Duman River Al 5 Adld o= 2 Ge/Si
e Ad CB 209, CB210W Al8E52

o8 & Aer, Iz & o3 edd FYo] A&kt (Han
and Huh et al., 2009; Han et al., 2015). &+ Z #9=2 A3 Chang
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Jiang, Mekong, Salween, Huang He F92 AJgE50o] fii =&
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7198 &3}%E (Huang Shui, CJ245), A2vkEg 73 HAE
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>
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>

(Lincang Ge deposit, Salween A2 35, RD127) o] 43} A<
A g 2oz #g3tth(Han et al, 2015). ©o]# 3 5o]Fel
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2 — @ Hong(Da)-High flow
+ 4 O Hong(Da)-Low flow
@) @ Hong(Thao)-High flow
O O Hong(THao)-Low flow
.H- O @ Hong(Lo)-High flow
1.6 —|
OO Q - CJ232 O Hong(Lo)-Low flow
[l Chang Jiang
A/& [0 Mekong
[] Salween
’%\1.2 ] RD128 ﬁ O &] 0 A Huang He
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g) <= Duman River
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Figure 7 &9 6% Sig} 74 w29 3. AAHoz gt FEEo] 6% Si
0.3~0.9 % WSl theFdt 74 5 W9E Hth Hong Rivere g 3ol €A
o] YehbEAd Aoz low flow Al7]Q1 A&He] §%°Sigko] = vehd
Chang Jiang, Mekong, Salween 7-¢- theFsh o4

HAA gt WEAE A5 E52 AA
orol 248 ks v o Sigky =
T AF AR (CB203, 204) & 3Habere] FakE t4l] FRrF 6 70Sigk oin)
<> s 7= S #E21E S Stk (Han and Huh et al., 2009).
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4.1 7171 #4994
4.1.1 9% & B3

vhel 2k B o]F A 559 MDFL 7]&7|7F #3 Rt 34 Jehs
212 BAtol & Egel AREEE FAtole R &N U4EFHFNa) 4R
wiolth. ICP-OESE o] &3ate] St o] %F & Na g &

X
rot

A3 gitele s% 1000 ppm(10.41 mM) ™i®] Na7} ¢F 130
ppm(5.66 mM) 8] %5 B I A3} AREel w4 For &

A olgg =3 P2 uf ok 5.5 ppm(0.24 mM, & FE 1.5 ppm 7|

O

= 53 o9 ARES BAsdA Nazt 717] diF-ols 948 94, 9
¥ o] AKHor 7|76l oA FHWA vEhd JFow AztErt
(Tan et al., 1987; Gross et al., 2009). ©] 2} m}zk7}1A] =3 =2
Folg w22 anE FYds Aol xIH wWada, uwebA
MDFL®] 7]&7] kol wi-¢- AA L gt #x7F WAl Yetd Aoz A}
sk At gk BAYE F3l o] dFol FokxA MDFLE 71&7|7 &
A gkl 28 A7 AR o113 Nao] gaFe] wol 3o 7187
F RO A8 os =2 gtog et Zlojth & & A=
& AR AA Ht gelAs FFol AA et ARt AA 717] v
kel wlgo] FlehdA B FuEE 44E o3k Wevl 2894
Zbebe A3E B 53] 6%Si g9 oa W9 Wap Ao
A7 vt ol 1 % HNOs(717] mFe g ©) °Si Al Zel e
] @dol nig gt 2 ool A eE Age] JFS Fof
Vet Ajolth AlE9 1% HNO3 9 59 A= HolMe A5 A7)

H3kE vt ol #dd & v (Figure 11). AlEoM = Al
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Table. 5 717] ®l% gt B4 3} Filol

e 24 % B4l ol F

Ea
F AR g A

¢ wdel gk Wl

rfo
ki
)

ek,

- 8%Si  Uncertainty 8%Si Uncertainty Repeat
ate
(%o) (1o S.D) (%o) (1o S.D) (n=)
1606 -0.88 0.07 -1.80 0.17
16008 -0.86 0.02 -1.71 0.05
IRMM-018a 1704 -0.89 0.07 -1.70 0.18
Average -0.88 0.03 -1.72 0.10 16
Reynolds et al. (2007) -0.85 0.07 -1.65 0.11 -
1608 -0.22 0.05 -0.37 0.12 4
1704 -0.10 0.03 -0.30 0.10 10
BHVO-1
Average -0.14 0.06 -0.31 0.08 14
Abraham et al. (2008) -0.17 0.05 -0.33 0.07 -
1608 -0.19 0.10 -0.33 0.22 4
JB-2 1704 -0.09 0.03 -0.25 0.11 10
Average -0.11 0.07 -0.27 0.11 14
1704 0.01 0.03 0.06 0.08 9
SGR-1
Hughes et al. (2011a) 0.02 0.03 0.03 0.09 -
1606 0.65 0.03 1.32 0.02 2
1704 0.54 0.03 1.18 0.02 2
SLRS-4
Average 0.59 0.08 1.25 0.10 2
Yang et al. (2014) 0.59 0.11 1.19 0.15 -

x* JB—2+% Zko] Ry F3lo] glof,

2 Basalt 91 BHVO—-19] %k} vl o).



IRMM: Reynolds et al., (2007
BHVO: Abraham et al., (2008

0 — o a o

%% igiii ;i !§§3§tii
_2_§§§E10It1§0§ EEE EEIIIE
K Run number

Figure 12 @4to]& =3¢ %F Alu59 0% gk B8 W99 nla. o4 89l
7F ol wlE| Adjdor Frtsta gk wE7F 25 B SHAT 9 S
ZE AP}, & IB-2+= e #tel slojA BHVO-19 #k# ¥l gtk BHVO-1

urh gkel $Eob Bebd ST AR FAR @ etk £F AREY S
B o WY Fksl ge) A Aske BAZE molyl shAu o]

o,

=) [e] S >~ (el e] > &
P B ARES BT 5SS Fagh

~ 52 - A 2- 1_'_” ;



(@) ° 7] y=1.96x+ 001
R?=0.9875

' 7 ®IRMM
. ®BHVO
'Yz
b -
®SLR
®River
2 | | | | |

] y=2.04x + 0.04
(b) R? = 0.9920

Figure 13 #43 =& Al559] & o] &3 MDFL. (a) 3+ Al5E2 vt o] &3t
o Yetd MDFL. ()& Al=9 @ 2F AR s BT o]&3sto] yed
MDFL. Al #5929 g2 Table. 1(ZE A 8), 4(FF A=) Z+zt Yepdh £5 A

9 MDFLZ 7] &717F &9 "9l &apAnt & A57k4] vebd A A=
£ A= E3 B 23S Bl

- 53 - 2 M E g



39 7% W3] mE AE 2449 W3

il

AR

4.2.

=
=

8 39Si9} Si/Cation, Ge/Sig}t ¢ Az}

—_—

o]

T
‘ﬁle
il

S

o
o
ofpy
w

)
K-

ofpy

AL
0®

il

o

oju

Aol 7k %

7V AA f9 679Si gk

2olo] Ae

ol

—_—

o1

)
R

A

N

)

—

0

< 7P A med

Tk

[e;

eF ge =7)el

JJ

AL A Wslel /% (Runoff) °]tt.

ol

Z Qlth. ©F Hong River? Ald A& A}o]

& Aol el 5

o ol

)
°

PR 23 24 94 AgAS Helth(Figure 14b). Hughes et al.

3

Ea
N

dol 7t

sk7

(2012) %= °]9F A

il

AlZbol ZobAAl ¥ 1ol uwel bR

]

o
o

=

Gl

A},

T L o R o e B ) o B et ) I BB

)l
%

¢+

o
olo
T

= At dAsel =3

L
L

A7)

o
b I U

o]

A A

Lin

s 7HAA Ak

Wt A&d
A&d9 6

=
=]

o]

p
-

Ao
1

o] 7MH YA+ AH&S Helth Hong River
A 7] Atolell & zFol7F yEb I 1o whel ko)

0si grol | A e ol Aol

3l

P
TE

A2

| Aol =

o
i

(source)©] t©}

=
=

]

ARE A w2l & F20] T

o
=

6 °9Si #t

of uk&

| g A elM Ad

thool& Hlw Y] 919

]

o

PN
T



vl ek vk (Figure 15). Figure 15 YebE A3 Ao A3
Holx okal §A HAA YERtTh o= A wEt §& i El
Aol & 7 Sas AAE shARE A AR eA Ade] wet &F
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A FgelA BAsk= wAUFE FHE dotry] 98 AEAEES
T 7HA o] BEla A Bl
e = Aol rAs) oleo] AER FYET I8a fE FEol
B4 He A B a4t ol dA HER Anjdd. ot
A Zske Si/Cation @t =9 w3 vlusttbd && FA7F dnt
U AREHA D, ow st FEjE sAYFo]l AEetleA vasE ¢ 3l
o AdelA dojus wAYFY] dHe 7 HAY 594 /ES
7P Bde o] g8t Mluwd 4 vk 2 el A= Hughes et al.
(2013) ¥ Frings et al. (2016)& wWebAM oA o] &3 Si/(Na+K)+ #
S 0] 83911, Frings et al. (2016) 2] ¥ A< (fractionation factor,
e) o AL kS o] &3te] Hughes et al. (2013)2] 22 At 29
iqlstel  yebith(Equation. 2). €5 F49 B4 (EFS AR,
silica fraction, £)<& YEWE fiv 4= (Si/(Na+K)#iver)
(SI/(Na+K) #r00) & Si/(Na+K)* g9 Hl= ueputy =, g ekl
FHE grael ool dwintE 23 F=o FA #HARE=AE A
AlgET}. £ gkol 1ol 7bea s ZdtelA FdE the A=l ot
= & A, 0o 75 221 F=<] J3e ol &8 2s v
B, =8 23 &9 &8, A ol o3 94 o8 =

o] Si/(Na+K)* gtoll @&F= & 5 AARE, 7IEF o= &9 Fhol
Herelld FdEH= A d= A4E = dd 7 A BEde

Steady—state 2} Rayleigh model®, Steady-—state(¥& A, open
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g o] Yebdth(Figure. 16). T3 In(4) #oZ VeERAA R b2
e fi #el 0 oA 0.5 Atelel yEhy AEE FdE ot
27F 22k FE A 71 eS AA T Frings et al. (2016) %=
olg} Z& ARE U, ol AEe ta w9d4a Aol 144

=3
or 1z F=9 FIet HE FE I dFS IS AT

fsi= (Si/(Na+K)*) __ _/(Si/(Na+K)*)

river rock

Steady-state : 6°°Si = 83°Si, — £(1 — fs;)
Rayleigh : 63°Si = 6%°Si, + £(Infs;)

Equation 2 7149 fraction(f;) I} Steady—state, Rayleigh E2 9] A
Ab A £ AR AFE3E oFA o] Si(Na+K)# 35S Hughes et al. (2013)
# Frings et al. (2016) = FaLsto] AF ti5A29 Wi ks A8t
Aot w3t F 2do AAAL Hughes et al. (2013) 9] A& o] &3k

3L AR e FEE Frings et al. (2016) 2] #e o] g3slo] AAbslsdch.
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4.4. Ge/Si & Si/Cationsy ©]48 Z¢ WAYZ w2 530S §9

T,

=
Ao 14 YL AL FdAd o (Figure 17, 18, 19).

FAb 4
- ARE Ge/Si whE st wE 4
k=1 0

HelelA BA HAAM debstar, Figure 179 71E4S weh Urls
.z} gool wel vE T3 A dF el i 5S4 e
HAE AN 7HsdE A7t o8 J9gERE o¥Sigke MAE v
Wl Wkt Figure 179 ZF AA] #h= 7o & sho] 14 F=9] &3
AA] D obel], kaolinite @A AAl A @EH f1Aet] M F3Hob
ol Ay HyS Aor AZEH= d93 AAA Fgeol ®ls Si/
Cationg©] dtid ez Wi Ge/Si ¢ HI=sHAl W@ F3t 27] @A
2 AREE 992 gl mE A g3k 22 Si/Cationg
WA Ge/Si #hel w2 AaEsEs 24 F= AAA ot 4o
(intermediate ¥ Yoz A4Q) 3 221 F= T3+ AAAD AF 92

2 stk

i1

MEAE Q7] G F o 2FoE Ud ARES 6%Si9 gk

EE SAEA Urolxitta 2] ofEe A3E Ktk (Figure 18).
E37F 7P Wol MAHQS Aow AZd AW Joli G5 o
o e MEA AR U g vl e 6%Si g WYE B
olm Ui F JYAT & J9ES #e] MAE 54 AU oo o
& F aFe vE Al 2Fe] TEEA e A AIZEAEY ol f7t
e Aox AZAET AR 4.2 HolA BR A= 14 Tdda
AL 12 Aow A F3 dFS YEdx 23 .59 £ 9



o ola] x4 wsE ghe Rtk web TRHA 2t gelte
A 23 2dd gFol FEAR ARES AdSn 4 F9e mwar

W1 B EBae AE B IY 9FL U 2ow 94T
)

o 41480 AYgst bkel o] Aol wel F3F, wAUFE Afol7t
et 1o met w9 dA 240l vEA Yebdd webd 7] o
& sk ol vlage] Slo] sdd AHE A 5E vluEfol gttt o]
g3 4AES 123t Hong Riverd AlRE 5 low flow Al 3T
st As ARES Addsta, 23 998 JFo] FREE ARES Al
ettt 1 A3 1 29 39 WHTF TeolARE Folxl Jle
sk 4= QY (Figure. 19). Figure 199 ZF &< v|lws)] B9 Aod o
2 ALY AAAY A5 dFS AN 2FS) 079Si Fhel M

AA veRg T o= kM AW R wpel o] A Bete] Nkgow

ully

_II
6

deo] 24E YIS & 5 vk 2 gger & 5998 ge 1ol
T I8 F3e vt b A Ao® JAE= Type 1 AF°lHh
o] oo %3t 4709 A EE2(TR108, RD102, RD104, RD113) At
A 7199 7HeAdol A YERGT (Moon et al., 2007; Noh et al., 2009).
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Abstract
Evaluation of silicon isotopic composition
in weathering environments by analysis of

river dissolved silicon of Asian rivers

Seunghee Kim

College of Natural Science

School of Earth and Environmental Science
The Graduate School

Seoul National University

The biogeochemical cycle of silicon is tied to the carbon cycle
through long term weathering of silicate rocks and short term
cycling by phytolith and microbes. This study was conducted to
investigate whether the sulfate ion doping method is applicable
to samples with high sulfate ion concentration. The final goal is
to define the effect of silicate rock weathering on the dissolved
silicon isotopic composition in headwater of Yellow (Haung He),
Yangtze (Chang Jiang), Mekong, Salween, and Red rivers
draining the eastern Tibetan Plateau and the Mt.Baekdu and
Duman River draing the Mt. Beakdu. The Si/Cation and Ge/Si
values of the previous literature reported in the same study
area were used to distinguish the effects of silicate weathering,
biological activity and hot spring. In the result of method
experiments, the isotopic composition of samples before and
after the blank correction and the sulfate ion doping showed a
difference of about 0.3 %. If the blank signal intensity is more
than 1% of the sample, we can analyze the sample’ s isotopic

composition more accurately by the blank correction. It was
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also confirmed that the effect of sulfate ion could be removed
by using a doping method even for a sample having a high
sulfate ion concentration. The & °°Si values of the river samples
analyzed by this method ranged from a minimum of 0.12 %
(Mt.Baekdu hydrothermal sample) to a maximum of 1.91 %
(downstream of the Duman River), and most of the samples
ranged from 0.6 to 1.6 %. Through comparison of &°°Si and
Si/Cation, Ge/Si values, the river samples could be divided into
hydrothermal effects and primary mineral weathering—clay
formation. The effects of geothermal, sulfide deposits and
volcanos were also confirmed. The influence of hydrothermal
fluids is clearly distinguished by very low Si / Cation, ¢ °°Si
values and very high Ge / Si values. Most of the samples
affected by primary mineral weathering—clay formation showed
a range of 6°°Si 0.6 to 1.91 % and a gradual increase in
Si/Cation and a low Ge/Si value depending on the degree of
weathering. The range of ¢ °°Si values of the groups divided by
the effects was not clearly distinguished, except for the two
groups, which were assumed to have the strongest weathering
degree and affected by hydrothermal fluids. Among the samples
of the indistinguishable group, we can estimate the effect of
primary mineral weathering and clay formation by excluding
samples affected by secondary factors, and then the ¢ °°Si
value about 1% can be estimated by the primary mineral

weathering and clay formation in the study area.

Keywords: Silicon isotope (8 *°Si), MC—ICP—MS, Sulfate doping,
Blank correction, Ge/Si, silicate weathering
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