W 5540 %% 15 JGU Transactions, Japanese
57-75 H (2019) 2 Geomorphological Union
~> 40-1,p.57-75 (2019)

AL E P S KRS B T B
bR OEFEIERE LR H)E

Tl RERE? - REST - HaMml -
MEE® - RAWET - e

Chemical speciation and environmental behavior of arsenic
in lacustrine sediment on Lake Onuma, Hokkaido
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Abstract

The chemical speciation of major inorganic elements and arsenic in the 1 m length
sediment core obtained Lake Onuma, Hokkaido were examined by means of chemical
extraction technique. The obtained core recorded the environmental history from the
eruption of Hokkaido Komagatake volcano at 1929 to present. The arsenic contents in
the sediment were low at 515 mg/kg. However, those at top 40cm layer of the sediment
exceeded the background level of arsenic in the catchment area. This suggests that
the arsenic is accumulated in the surface sediments of Lake Onuma. The arsenic in
the sediment was mainly associated with iron/manganese oxide and iron sulfide.
The contributions with the iron sulfide increased with depth, while those with iron/
manganese oxide decreased with depth. The systematic trends with depth indicate
that the sedimented arsenic must be mobile via redox reactions in the sediments. The
arsenic concentration in the lake water (0.4 ug/L) was almost twice higher than those
from the inflow rivers. This may suggest that very small amount of arsenic in the surface
sediments has been continuously released to the lake water.
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1. & U & (&

EBRE (LT REB) ZAbiEr I E T 28 <h 1, dbifpdEly 7 & (DUTE 7 &)
EEBICEEREICIRESIN TV S, #IZBDLZT TR, a4, 74, TAHFLE
OFEFEHGE L TCHFHAEN TS, RBIZ A OB LGP & B &+ 5 A
HEPLEREBIBREIN, TNE CTIHERRROET=8 ) 7RG N OB 2 B
T BMENIEV L AThNTETW5E (4H, 1983 HH, 2005 ; Ochiai et al., 2015).
—71, ®RXPEETELE, KE - HEHROFREZY ) 2 HETEOBEICHET 5
W7eldd £ W iThbhi T,

KB OB VG 6 km (2 IZIKRBEILEEILTdH 2K HENIILILAMLE L T b, KEETER N
1959 AR IZRAIL L7285 CTH 2 25, 4 I & ) SiREO e R % & SRR LBEK A%
L, HWIOBREEHEFES SN TS CAINEA, 2003 ; dbifEdE 7 M B BFZERT, 2006).
AEHEN SR L2 5 OFRIEEKIE, FENB X OHWE) N L, S s m NI B o i
NTHBMENNZERT 5. Leh> T, MHENFINGER T % b F 2 & TERMEILEEK
WEAERBIZZEEZ 5 252 83w (Fig. 1). L2 La2%, 1950 FAUIZ I ZAE ]
NIZKZ BAE D 729012, RIAFE B O K R IR L, K2 & A=K KBICHA LT
Wio bk OHENH L (L, 1955). ZOHiiE, KBTI b F 2 & ORRMK K
BB 52 TBY, HEDLEORA L Z/MEICERL T2 R H 5 2
EXRIRIELTWA,

HeREW) b O BEASA LM AT X BE S A B O ZEICE I TH 5. KiBIZBW T3 Hasebe
etal. (2015) TITTREL S N7-HERE 2 7 3B O X BAMEEIC & o TH S Lz o
TRSA D LEEEE ZHm T 5. L LAads, ERLER S oREeEs BRT 5
720I2IE, NV TEESAIE TR ERE IS R RV, B SHESY ORGSR S
N7-EIeHIL, KEEML TOIILEALERT 22 Lidewhs, SRmIcy g L
TMEICHRIIBES ST 5 (Solongo et al,, 2018). Z D X 912, HEH LR OBREE)
RO ITR OIS LR 72 5.

KBTIE, POTCeREECEHREADTA LTRSS 25, EORE, Eok)ic
WMNIZEE SN0 I bhro Tk, FERL TWE LT, BHAEREIWHANED
BEE, COL)ICHEHT I bro T, RIFZE T RIBRER L 0 JHH S 728
1 m OHERRY a7 HA 2wt RIS, FEMBER) B & e FOWESM B L OCHFEIERED 5
Hrs, KBICBIT2eFOBEELER]L 7.

2. AEMEBE

KB 1640 12584 L 72 dbiEE R 7~ B O REKIZ L - T, WHIITH 23151153
EiEOONDEZ ETER LB (FARIZA, 2007) THAH. #FICIEBEKIC L > THR
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Fig. 1. Location and topographic maps of Lake Onuma modified from Ochiai et al. (2015). The
dashed line indicates the catchment area of Lake Onuma. Closed and open circles show the
sampling points of lake sediment cores and river water, respectively.

1 KREFELOMES X I (Ochiai et al 2015 % 20%). X OB CH F AL7- 53801 K
WOHEKIEEZRT. P ohEol 7oy MOIEHEREY 2 7 ORI HE2 /R L, hZEOH
7y MK OFRIUH 2% 7R

L7 BB % AR O AL TH 5% L O/NERA SIS, KiBOFEHEIX5.31 km®,
BAAEIL1L6m Th b, #ADFIHEERIL 297 HTh Y, FATIOBES S
FRTWiliB EwvwbilTws (9, 2005). KWK E (BN b EMIENRS) %
S UCNBE BT 5. KO EERAATIEHE ), F1, D 3AKTHY,
TN HT I DM, N~ LT 5 (Fig. 1), /NGO Z T 381 km ©
B, BIOKEE 44m ThH D, 781965 4 LHNE, IMEOBEAILII KT L L
Cu e 1965 4ELZHTA NI A & 3, INEEIEE A S 578 - MEBEAIK & L CHOK
FBIEL 722 & h b, FAFRDKTA S NE~NE BT 5 2 &\ o7 (FEEA,
1972). & 512 1978 AERTADAKRAILE M 720, AR Evm k% Bok, 58]
FARH LRI~ L 7 (HId, 2005). DI FOEBESEIZ X ) KBk ok Jim i 5
ORI o b HEEEN L. KIBOEKAITIZ173km® H 1 (Fig. 1), HEKBHOHE L
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FE LTy HOENY L, TR OHE=AOKINEREEE» S L (Z61E2,
1966 : f5H-137>, 1989)

3. & #

3.1. #EMEM

2011 4F 9 H 20 HIC R\ R ER (Fig. ) L h 2K oMM =7 (ONI1-2-1 B L O
ON11-2-2) 4RI L7z, AAHRIUIEN RENE TR I 7Y v 79— W TITo 72,
a7 F2—71FeEEHN1Im WEL4em, FMELSSem O =V F 2 —T % Hwie.
ON11-2-1 27134 E 9% cem TH Y, ON11-2-2 271345 63em TH 5. HEAEW 2 7H
BHE, Fa—T7HNORBEZMLIL, 2% 1om M THE L7 ABIFETIE ONLI-
2-1 B D K g M O FURL & B TEIRE L S A8 T 21T o 72,

Itono etal. (2015) 12 & U ON11-2-1 SEOREAR 2R (GAKEK - BE - biEk L)
AHE SN TWwb (Fig. 2). Fig. 312 ON11-2-1 VB D% 60 cm 3 & 0895 cm %> 5 FREL
ENTZARER T OEBFEMBEG T RT. WINOBHEIZSL, EW - $HROBEENL B IZFE
HHNDL, REHNE 95 em TIEBEASHEEZET S 10 um ~100 um DR EE SO
X o 2R T- DL RO 5D A, 60 ecm W CIEFERRORL T 13472 v ON11-2-2 3k T
(&, "TCs IMEEIC X BAEMRIIE, ek (Fig. 2¢), SABRE - BFIE, MEB IO
S FRLERMARMENFTHIN T A (Ochiai et al., 2015).

3.2. KE#
201149 H 20~21 HIZ, K¥Eo a7 E B X O3> o5 Am I (18 222 )1,

0 0 . . 0
a b c
10t 10} 1 10}
20p 20F 1 20F 1
1963
30r 30} 1 3 = liosa
— e f =
£ af E wf - £ w0}
ey N —
5 S0f 5 50t < sof
a 3 &
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70F 70} 70
80} sof 80}
90t : 90 ] 9ot ]
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Fig. 2. Vertical changes of water content of ON11-2-1 (a) and whole grain size of ON 11-2-1 (b)
and ON 11-2-2 (¢).

2 ONI1-2-13B&7K= (a), ON11-2-1 (b) B LU ON11-2-2 (c) DAERFEDHE T
DAL
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WL, HI) 0¥ (Fig. 1) 12450 CRBMTE S & A E Ao 72, SIS
VT, pH, BAMEEE (BC) 3 X OBLEITEN (ORP) % pH - EC £ — % — (TOADKK
BWM-22EP) &IV CllsE L7z £72, 045 um 7 4 V8 — % H\C A8 L7230kt
LT, B CREEEZIT) S & TT A ) EERIE L2 S HOKEEE, 020 um 7 1
W —IZE ) HBLIKERML 2. 57 Lok LK) 708 L S 850 mL &

Fig. 3. Optical microscope images of the sediments from 60 cm depth (a)
and 95 cm depth (b) from ON11-2-1

3 ONI1-2-12760cm (a) BLU95em (b) HEEERF O
Hilg
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MV 2ARIZ AR ZERILL, 1 ARIZIL 60% MR & RIS LT 1%L, &Eb &
CeFRENERE L7z, &) —RIEBRZRNE, B+ llERE L7z

4. 5 W FH &

4. 1. HEEMEFR
4.1.1. ¥R X #REHF

HAEHIRZAT o 7R O A3 EHI T LC, MR X MR (XRD) FEI2 L) &H 5
DEIE 4T - 72, HW5EIZ1E Rigaku #13 Ultima IV % v 72, XS ERICIE CuKa 2 IV, &
B 40KV, EERIE 30 mA IZTAIEZIT - 72, EFEHE X 1.000°/min, EFEM I 0.020°
&L, EAHIPHIX 3~65" & L7z,

4.1.2, EEVEFIEMEERS LIV I RILT —SEE XELH

TR % L 72 R RS (96 cm) BUEHIH L, EATIE T-UEMEE (SEM) 8%
BLUOZANVF—5HI XA (EDS) 53#r%17-72. SEM #i%21214 Hitachi #¢ S-3000N
M\, EDS Z30#7T121d SEM I I&E 3 2 3 55 AR AT 2 EMAX500 % H v 7z
4.1.3. HEITH S VOLBES

FH AT X O 2 T, ERFEA R OEREOWE & 6 S 2 OEEPICE
FNDHS & EEmNICEHET 2 9 R TH A, KWFZETIE, pHS IZFFE L 72 1 mol/L B
Wi (LT Morgan %), pH3 IZF8% L 72 0.2 mol/L o = A (LT TAO Vi),
6 mol/L 3EEvA WL (LT 6M HCLAW ), 6 mol/L fPRE R (LLT 6M HNO, VA1) & Hv 7.
R R 2 50 mg ARRILAE ICE D &), TNENOFEHE BB £ € 10 g/L 12
B L) HERE RIS AL, v Au—F =2 W TERTHAE L 72, Morgan (AW
134h, TAO #Ai1d 2h, 6M HClA W IE 24h, 6M HNOg X 24h #¥F L 72, ¥4 0.2 um 7 1
V& — % FH TR 5 #E 2 1T - 72, Morgan A3 & OF TAO Al CHtE R 120 L T4
B OHTH % B <7201 60% Ak 7 AR LT 1%l L7z, 15 5 7z fli &
0.6% BRI & D WY 2B ICHR L0 TIVI=T A, 8 HIVITL, TR
L, < W 122w Inductive Coupled Plasma-Optical Emission Spectroscopy (ICP-OES:
Varian # 710-ES) (2 X D llsE L7z, 72w #FEIZDW T, ICP-Mass Spectroscopy (ICP-MS:
Thermo # X7) % F\VCilllE L 72,

72, B RoOEBEROmIcL ) e RHCE EFNATCEHRO 5T 1T - 72, 50 mg
MEOHEYHEZ 7 70 220FI1I20) &0, 60%EE %~ 3mL, 30%EERILKE =
2mL, 48% 7 viR%Z 4mliRMLESC I L2, ZOBAT YLV ARY vy MZT 71
Y B OlTe B 170C T4h Nz L7z, gk, B2 7 70— —I128 LAy b
T — P ETHFAEHTE 2225 TTHREEE L2, RIZT7 vAUKFERZH) R 720
(IR 2ml N LA U AR C & %0 { 72 % T CARRUZE 21T o 72, 755 [E
%, 04%MEEEB L OEBHMAKZ HVCEL 2B EICAN L 72, AP EeICEmLIzr L
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IMIEEHBTHERRL, B 7- 0 OWRER I N84 10 uL 2B O @ER LK % 38
T5Z L THERSEL. BONZFEBHIIMM B L F U L 9 I2 ICP-OES # W T 7
WIZA, kO ANTTL, TRV LA, YT yEAEL, ICPMS 2wk
e L7z
4.1.4. £MRECVHEEE

Mortlock and Froelich (1989) 230\ CAbaAdlHALEL 2 17\ HER W v o0 AR Wt s S
VA EEmOBUELRIT-o 7. X LOICHEEEFE 50mg # Ay vEIZHY L), HHEY
EET 572012 10%0EBALKE ImLAR/MLE. Ay vEE60CHY +— 4% —
INAHT ] BERIINE L, ZO%EIRICT 24 B DL OB L 72, W A 4 v Stk T
DL, TTCICREL A — 722X ) 21 BRI S 27, RICHRBRYES % I d
H729012, A€y YEIZ Imol/L @ HCLEW 1 mL 273N L, =i T 20 45 G S 7z,
FOHBAF UKL D ELTEE L, TTCICHRE L2 —7 /I2 X ) 21 Bz S &
7o, WBIZAEWRE S ) 2 BRI E 572012, 2mol/L O plEF M) v A 7TmL %
WML, 8CO +—& — /AR TTHMG S 72, btk 0.lmLo LEAE LD,
4Amol/L O¥ilik% 0.1mL & 1 F 2Kk 7.8 mL Z RN L 72, 155 N 7212 6 mol/L @
g e 10%DANXHT VBT ANTHE) T VBRERZRNL, €) 774 20—
HC X ) R (B UV-1200) 2 HWVCTr A FHiBEORTEE L, AWEE Y U 7
EREEL RS o7
4.2, K&EH

BRI OKHE 2 BEARL, B 4 > BLOMBREEZmifksra~ b7
7 4 — (HPLC; TOSOH 8020 1) —R) 2L WLz ThVI =, & Hvwh,
RTARTT L, RUHVREOMNEICE, BIRMEE % 0.6%HNO; THEEARL, ICP-
OES # H\WCilllsE L7z, b RIBEOMNE S BIRMEE 2 0.6%F5 1R T# E AR L ICP-MS
ZHWTE L.

5. #& ES

5.1. K&

IR O KA D b FMIE T 041 ng/LTh ), BHEILEHTHS 10 ug/L L1 b
5PN EZ IR L7z (Table 1). pHIEHHTH Y, KEiL CaSO, ¥ 1 7 THh o7z,
BERIE I3 50 mg/L A8 2, RRmEE R L7 HEEI FROKEIE, KB L Rk
IZHPE CaSO, 5 4 FTh A, HIvs s A5 Y OHBEE EKENK L) b &7
T DB CaS0, & 4 FOKERFFH, BT, TREEREIREEEIL ) b1
WIEZR L7 AR TR OKEE, B, CaHCO, 5 4 7Ch ), BRI A
BUEE D B IEGEZRE L7 30 L RIEEEIZ VS RD 0.2 ug/LERETH ), KA
KO T o 7.
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Table 1 Water chemistries of Lake Onuma and three inflow rivers

1 KEBIOWATNOKE

L. Onuma Shukunobe R. Ikusa R. Karima R.
pH - 7.84 7.09 7.08 7.26
ORP mV 5 68 25 26
EC mS/m 20.7 16.1 10.0 12.8
Alkalinity meq/L 0.56 0.48 0.32 0.61
Cl mg/L 8.9 10.3 5.4 6.6
S0, mg/L 59 44 22 14
Na mg/L 10 9.8 6.7 6.7
K mg/L 2.7 2.2 14 2.0
Mg mg/L 3.6 3.2 1.9 2.6
Ca mg/L 21 13 7.4 9.6
Fe mg/L <0.1 0.19 0.23 0.28
Mn mg/L 0.01 0.11 <0.01 <0.01
Si mg/L 13 15 12 13
As ug/L 0.41 0.23 0.19 0.20
Type Ca-S0O, Ca-S0, Ca-S0O, Ca-HCO4

5.2. &Y
5.2.1. XRD ¥ & U SEM-EDS AR

XRD /8% — > Tld, WFNOFEFEIZH AL T20~30 EB L35 EFHLICTT—F
DY — D LNz (Fig. 4). TS0 Y — 7 133EEE D SRS D 2 ) B 8= 1
AW A KL TWwb EE2 5N 5. Fig ba ldmiER (96 cm) #F o SEM 4% =7
MEFHICZHERD O N D HROWE I ZEE IS T 5. XRD TRRO SN A K HES )
A, BB RICEINLEEICHRET 2 LEZONL. TRTORMENCILEL C,
AEBLIUOFREAOMIGRE— 272500 6172, WL O203¥E (20ecm, 40 cm, 70 cm
BXU%em) TiE, 78 (4A) fhEicyany—E—sp@odons. 14AICE—7
EROHMICIE, BIREEEHM TH D A A ¥ A4 b, KA, N— 3 F 2T 4 b DMER
ELTHhIFoND (KK, 1988). JEIREEERIESI I 060 et M (62 ) LV 2 /N
RRIA A7 Z 4 FEEEZOND (K, 1988). AA 7 ¥4 MIEETZ 14AE—2713
AEHZ L o TR TE VD 00, 021 I4HEB £ 18060 IKFHI W FIOHETH R 5
NL7zH, AXA7 54 MIWTNOBIZLHFELTWLEEZLND.

HEE10cm BL O 20em OFRE T, 12FEB L 28 B TICMES%R ¥ — 7 258D 5
Nz, INHOE¥—=27134%E (CaSO,2H,0) ICERNT LD D EEZ 5N DL, %E 20 cm,
30cm, 40cm, 86cm B LU 96 cm 1213 31 EB X OV 28 JEMHIICMTE e ¥ — 7 S b1
2. INLOE =713~ V8 (MnCO,y) ICEKRT LD EEZ 5N A, 50 cm PL
VEOSRENIE 33, 37 RE, 41 B, 47 B X UV56 IS TSRS (FeS,) HEERS 2 M
P —THE—= PR ENL. BE 20 cm B IR ERSLORMBYE — 2 (56 ) 13HERE
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Fig. 4. X-ray diffraction patterns of the samples from ON11-2-1 with depth.
Qz: quartz, PI: plagioclase, Sm: smectite, Gp: Gypsum, Rh: rhodochrosite

and Py: pyrite.
K4 ONI11-2-1 2 7 &3z o X AR R I
Sm: AXZ %A+, Gp: AF, Rh:ZE~ 2 VL,
TE50, TNXDERAEED2LITRED bW,
174 MO SEM %% 7R3, 1 um #JEE
x5,
5.2.2. 2ABAINER
TAFRTRS EETE

5~12wt% Z R L7z, WIZT IV I = A DEHEE (3~6wt%h) 255
~2wt%), < H v (0.2~2wt%), <7 4> A (0.3~0.7wth) & Hiv7e.

5~15mg/kg TH -7z (Fig.6af). T NDOITLED

Qz: i, Pl #HEA,
Py: 5 #kEL

Fig. 5b (3 iz sl k12
DERK 2> & 37 F R E o HIEAT 0)%/\11(75 i 2
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D B L7z
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FIZEM LTz, $bb, RERS (96-90cm) THEMEWEZRL, 85cm F TIZ
WAL, BETOem 12N 5300, 50 cm FE F CHRVW—EE% /R L7, 45cm
TITRTOTEICOWTHIMT 2%, %, ~>FH >y, eETIF40em THOKE ED
L7z, 7WVIZTATIEA0em 2 58INL, TORPLRLEE VDY) 2h 6 bEREITIZ
IT—EEERL7z. ANT T LEX T AT T A1E40~30cm THKZ/R L, 30cm MLET

T 9 4a

¢ WD15%2mm 2050k x200

'}

=

: S
g WD 5 imm 2050KkVEX7ZE0K  5uUm

4 6
energy (keV)

Fig. 5. Scanning electron microscope images of ON11-2-1 from 96 cm
depth.

5 ONI11-2-1 2 7 #EE 95 cm VRO E AT - BSR4
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AR I L7z, #kd 40~30 cm (2K 2 7834 30~20 em TEUIZHEA L, 20 cm
DECIE—ElER L. <~y 1d30~20cm 12t AK%Z /R L 20cm TP T2 L 00,
FE T CHEBEMRERLB 2R L. FEIZ40om TRIEMEEZRL, 40cm 225K EF T
E L B BIZOIREL BN L 72,
5.2.3. EMiCE L) HiER

BEIZL > TREREBHDV DL D00, AEWRRIES ) I EHHFIL20~60%% 5o, H
iR KE MR ES 2R L (Fig. 6g). HEREWHE O SEM %5 5 EEENL K
AREoOoNAlze, EWHRED ) DIIEEICHRT A EEZ OGNS, EWRIEL ) D EH
L, MBROEELBITHEB LR LIGHHBE TR L. &ELS (96 cm) TIHEWE
fim (20%) ZR9AH90cm ETICEBISHIML 72, 90~50 cm 2L £ Tld, XA
HHLO0, WHEHN—EDMEE/RLT. 50cm ik Tid, 22 L, 40~30cm T
RADOEZ & o720 30em 2°5 25 em TEBUZ ESA L, 30~20em Tl3—Efix &L 5 b D
?, 20cm TIEH AP L7z 20~15em TRREET 200, KEF TR H»
WA L7z

o= 2011
ars N
0p o Digestion
LIRS
20 A
<Eo< 1 NI Iy o 6M HNO,
30 v o H r
O T n TR Y R ; £ 1963
F P 5 ; 1954 - - 6M HCI
S J G b <
< Y ¥
gy 18 o &y gl | TAO
S g I
Yy
i Morgan
70 ¥
14
¥4 . .
80 {: Biogenic
L)Y o
g0 & £ 4 \ silica
F-3- s - 4 ---{1929
]000 20000 40000 60000 0 10000 20000 0 2000 4000 6000 8000
mg/kg mg/kg mg/kg
0
10 d
20
_30Rb e o =% 1963
£ Xy ] £
S 40 3 Z40 1954
= [
o
8 50 8 50
60
70
80
90 CO - N
____________ =3 X : 1929
100 100
0 50000 100000 150000 0 20 40 60 80
mg/kg Wt.%

Fig. 6. Vertical changes of Al (a), Ca (b), Mg (c), Fe (d), Mn (e) As (f) and biogenic silica (g) of
ON11-2-1.

K6 ONllI-2-127tHkEB L OEYHREY ) 7 EO#HES. (a) Al (b) Ca, (c) Mg, (d)Fe, (e)
Mn, (f) As, (g) AT ) &
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5.2.4. B2 MER
5.2.4.1. 7ILI =L

TAO VB LD, 05~1 wth IZFILNT 27V I =7 2 OHEED D 57 (Fig. 6a).
TAO 3 1d pH3 OFRMEEHE TH 1, IEMEH ) BL P~ @ithz s -7 k
L7l 3ETH %5 (Solongo et al,, 2018). 7V I =7 L KERIL & F 72 pHI FEE DR
TS TS E 72 (Fukushi et al., 2006), TAO SHEICL W B LTIV I =
SIKERAL S L <L, FERES (D ICEELZT VI 762 KL Tw2EEZD
Z%. 6MHNO; & 6M HClAEWIC L DEM L2 7V =y 2 0mB L OZEENIFED L T
B, BLIZF1-2wt% IZHH L7, XRDIZKX VD SN2 A AT F 4 MIEEEEST
Rz (FEe, 2012), Zh o OMBEREICL YV EHLAT VI =Y
2, KB BLUOAA T 54 M ERFLETHEZEIOND. BT VIZT AEHEID
LT, INSHMEBEREICL > TERLAZT VI =T 20553 AKTY 30% 12 (%
JE55cm) Tholz, HEEERHEIILI > THHEHLEZWT VI =7 2A0iEFIE, XRD T
ROONTRAD L) LRSI THEEEZHND.
5.2.4.2. AINI T L

pH5 D& & Td % Morgan 43, 6M HNO, A 3B & U8 6M HCl B CTHEM L7247 v
DY LAESLEHIIVTNRD X JHEPL T (Fig. 6b). ShooREICI VB LA
WV DIRIETRA HIEE 50 ecm £ TIRF—EMZ Y, 50cm 75 30 cm F THERL AU
A L7 30em TlEmAME (Awth) &0, DERE T TR MICED L. & vy
T AEHEICE® S Morgan WIE A VY T ADEGIZWVTNOEETH B X Z R0 E
TdH o7z, Morgan AL RMEIEHW 2 ¥ — 7 v b & LR ETH 55 (Solongo et
al, 2018), EFHFICIE A VT T ARBRIECH 2 AR HEAERO N Rrolz. —F
20cm B L U330 cm TEABERD bz, AFIILENEREORmVEEYTH Y, 1L
BB 572 511 LICA VY 7 A1 800 mg F2E T TS 5 (Drever, 1997).
I EBRO BRI 10 g/LTH Y, HBEYWHTHINVS 7 ADLEF®mITHRK T2 wt% T
HHLOT, HIHAEILD2D AN T T 2EHRAT200mg &FN5. L7zh > TEHEHS
OBEPEENLYA, SRIOMBBRIEICLDER T2 EEE I NS, BRX MR
TRABARTEADPEEIN TV TY, FHREIFERWIEGE GEF 05wtk LLT) Hlids 2
LIRTEZR, L7725, SHBEHICE > THIHB SN2V 3w 2R E I 2
T 200 LN WA EaZ d 5 £ E 2 bNb. L72MRETIC X - THIH
ENBVHIVT T LAIEXRD TROLNEAZMT 2 EE2 06N 5.
5.2.4.3. XTI L

TAO VA & Morgan iAHiIC & A~ 7+ 7 ADEHES L OVAHZEENTIFIFEM L C
w7z (Fig. 60). CNOHOHEMICEI VB LAY 7 AT T A EEYTIA T T LAERED
0BHETH), TNOIERBRIEHEM ZEIEE T5EEF 2515, 6M HNO; il & 6M
HClAERIZ L 2 HER L OAERZBE L IZITELLTBY), IhooBEHEHiE7vI =
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A EFMLL T/ (Fig. 6a). 6M HNO, A & 6M HCLERIC K s a7 v =
TAFTEIWAA A N ERBEETLEEZOND. AAZ A NI~ T AT T APE
LR L LTCEENLGEV L V20 (FK, 1983), TN 6 OMmERARIC L DEL L7z
RTATVTLABARA A M RFLTHEEZLNDL. WTNOBRERIZ L > TH i
XN Mg i, XRD Tl Sk h o 72 BIREEERE S e AP A 2 &, HiEdIcE
IR B RIS & s % L b s,

5.2.4.4. %

Morgan I & o THIHE SN 72813 05wtn ETH D, foMmB I L 235 E
ERARTHEL (o 72 (Fig. 6d). TAO BEIC X )l S 7283 R & ks (D B
YKL Cwb EEZH5N% (Solongo et al,, 2018). TAO I IZ X fht S -8k
OEIMBHIIHE T OEREHE L FUT P, TOFGIE0~T0%RETH 7. 6M
HNO; iI2 X DEB L-gkidizizesame —BR L Twi —HE LREOBEETH 5 6M
HCl THH L 72813 6M HNO; & 0 & A EIZIR <, TAO EIZ & A iE S L T,
AR IZIRALA & LTy < A%, 3ERRIZERLA & 137 52T, HNOg IZERLrI sk L
ERALERT 5728, HCLIZE LB L v E 26N 5. L72h-> 7T, TAO B L UM HCI
W&o THEM L Z2WEkE XRD TH 2O b N gmftWIC iR 2 2 Ll s, 6M
HNOs 2K W B L 728k AR TIT—H L Twb 2 Lid, W okizss L 2K
A TEERERA LY & SR E IS K DR S IS C E SHEII S B
5.2.4.5. v> 4>

Bem LETIX, WIFNOBHICL A2~y risHELBERZELIZIZELL B
D, 13I3eE&FmEd —F%L T/ (Fig. 6e). # KX AEPTHETI1x 20, 30, 40,
86, 96 cm AAHIEY U H VEANRD LN TWD, EX U H VEITREEESY TH Y,
Morgan ;R3Z L > THEFT 5 & 2 51 b (Solongo et al,, 2018). L7243 T 35 cm LL
WCTIE~Y T FRITESY YT Ve LTHEL TS EEZ NS, 3Hem IE T,
TAO # B LM HNO; IS L D E i L~y F 3 fm Lt HUT 55 00,
Morgan EEIZIE L7~ ¥ 7 2 O 5133 5. TAO SIS Sk~ > 7V ERAL
L% —7v b7 b (Solongo etal, 2018). L72A> T, 35em MAMETIE, <~ Frid®
WWXZES VL LTHAET 525, Y T VB £72% 5956 2 LAl S5,
5.2.4.6. &%

Morgan VAIC & D E S 5 e RIMOANHFHIIZHRTE L R, RRTOEESR
wOBWETZ -7 (Fig. 6f). 6M HNOs BFHIC L A e FoBEH®EIL, BBLEL2EH
w®EHLLL Tz, TAO i L 6M HCLEHIZ X D 5 e REIZITITHEHBL T 7z,
WIEER 96 cm T4 mg/kg DE5-%/R L, EE 70cm T TR L2 mg/kgBE AR L 72,
70cm & V) EEE TREBMBMICEML, &FETIE15me/kg 2R LIZITEEHEL—
HL7
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6. £

B

6.1. HBHEBEBMNOERDEA

Ochiai et al. (2015) Tl ON11-2-2 o 7 O+ o 7 21230 < FEMRMNE 7 F7 0
FE»S530em BE26em A 1954 F£B L1963 FE IS T AHZ & 2RL T3 (Fig.
2¢). Itono etal. (2015) TiX ON11-2-1 27 & ON11-2-2 2 7 ORI HED < xF b & T
ON11-2-1 27 ® 32 cm 75 1963 4E 123§ 5 2 & #7% L7 (Fig. 2b). Itono et al. (2015)
TIZ 1954 4EICHI 4§ 2 O IBIZAT o TWARWAS, O 7 ORLEE5AR OFBE I 3 <
L, URIE 38 cem AT 1954 AEICHHYS T A LHEETE S (Fig. 2b). ON1L-2-1 27 B L
ON11-2-2 2 7 TR 2 KK IZFRO H N TV WS, MoFT 2 SIS a7
TIEEERE 1 m LI 1929 £ 0 B 7 FEIE AR R 3 A KILKEHDSERSO 51T\ 4 (Itono et
al., 2015; Hasebe et al., 2015). MO H SRS N2 HEREY 2 7 THIRIIZFEE S L5
KIKE T, EWEKEZRY. ON11-2-1 3R Tl RiERS (96 ecm) 12 80% % T a1 %
EREDRDO NS (Fig. 2a). F 72, WIEHAE 95 cm OFENZIE, AIX- 72 BEL #F
DNKIIK & AE SN LRI 05RO 55 (Fig. 3b). LB XY, ONI11-2-1 27 Tl
W FREDS 1929 SEO B NI N T 2 KIWKETHh 5 LHEE SIS,

TR ~90em BLUIBLZ40em DE T EB L OEESR IR T LAY EEE
R, 90cm ~40 cm TE—EDMIRE LR L7z, EYRE L) hwidb L2 E%5c
FEALWAHB L, 90 cm ~40 cm Tl 50%BEDORV—EHEZ /R T2, R FBB LB X
Z 40 cm DLE TICWIBE 2R $. I CaliN72 & 9 12, & TR 1929 4E 0 B 7 KIS
IS 5. AWEES ) IO TIEIZBT 228l FREEITCHEB L R0
&, HEREA~OKIKDINZ L2 bDEER LML,

PEFE 50 cm ~30 cm (2320 SN A AEWHRRIE Y ) h OEB R WA IR & BB LAE L
ol LERRIELTCWS. HEE Yy AREICHEDS L, BE40em 3B L Z 1950 42
BT 5. 1942 £ ICE 7 HIEAUIRFE I N TV 54, BRI 1920 E MR L D) i
B CHEEAVN S O (BRITBEMREZRE S, 2001), KiEr ORI H7: % £ )
H O EFHHT H1ZETIE V. Ttono et al. (2015) T LFEHICB W T & H &
CEENEEMT 5 L EARLTRY, BB bRz — NI L B G ICRIN
HEEZTWD, Lo T, EWREY ) W EELRORAE, HEAEEORD &V
L0, LR EOHEMCIERO T NS,

KBOFEVEIBIALE T 2 FEHENHL1L1E 1959 F L L7225, BUED b £ EOFETT
Fh WG ORI LB ATE ) B & ORRINCHEE ST b (ki 7 g
22T, 2006). FEHEJI| & FEEE)INE KRB OHEKIE D S 13405 AY (Fig. 1), 1950 £ 45
M, KHEHOBEEKZEETRKBIZHAL TWE W) R H 5 (L, 1955). APt
FHERE ClE 2 ) 7 B DN E R T 40~35 cm AYZ DRS4S T 5.

CRBEIIEEAOm 25 EAZIILD, REPRBVIRELZRT. XBIaT%



R P B KB (2 BT % © ROAFTETERE & Brbimh g 71

PRELL 72 2011 4R ICHHS T A & E 2 b1 A, BITEICHLE T 5 2011 4E25EFE DOV LD R
LD Y RB~NOFEOMENL W LFE 212w, CORBITKRET TR 2 X )12
BHRWICER L RDPLEBANERBE L LML TV EEZ 6N,

XRD £ ¥ 20 cm 3 & 0830 ecm (ZREHZ AT (CaS0,2H,0) DFFAEAERD itz il
DL ITABIEIRBENEREOS VI TH Y, HAKICBI2EBIEENTHD. /NG
PRI ISR OB EIER 2 Z 72 B AN DA LT Y, HARICESIENEEN5
GEIE A, 2016). HERELIZ MR OBRILAIC R CIEBRILER 2 D, KRB FRIERER K
OO THERWEE %5, 1962FEEDT 5 2 7 b V% ORI EHRNEAKRO—ET
TIUy N UAER L L WESRTBY, COREIGMBEORES N/ EE - k2 RL
2P I B OB LI L B0 RO SN Tw A (- IED, 1965).
1965 4F |2 HEME R AT b2 DAL, ANBOBIKIZKBICHHE LTz, ZoBIICIR
MR iR B O AR ER SO I B RE S, WS 2 OfERIZ X D AEAER L 7200
e 5. BAEOMKOWREEB X OV 7 ZEEX, WAL D SPBEICE Y. 2
ORISR T 2 A EOBRMICEROT S hb Lk, & BEEkII
AR E L TCeREEL I LB WA (ERIZA, 2005), KEFBIZRWZE8N 5k
AL OEEOBELIITEEZETIEI R, ZNL) QEREAPHEE 2o T b (FrflEh,
2018).

6.2, HBMETEY - FKRICH T D ERDEEE

WREWIF O e ZEEIL5-15mg/kg TH ), TIEESHEHLEM (150 mg/kg) L0 b —
HFDL AR, BUEQREF I & O oW AR 0 b FIEE X 7 L2 47 mg/kg
BLU75mg/kg TH 5 (ERMHMEHTRE LYy —o =74 ). MWW 7RE
40 cm 2B EBO L EEAEIL 75 me/ke 2BATH Y, EEHII L I ORI 0
L EBRERERIGONY 7 75 RNV EER L L KIBHEYER IR L EN
BHLTWRLERDIENTED,

CEEFERSMIBBLEIERE ) D EERLEUHMEL, FESEREEE MBS
L. RBETHET 2WMEILHEIL, METXELOHERINIEWEZIER TS L0 L, EK
GHNEAED L I L THET A 2 2% (B, 2017). U ke Ficxs
D PAIEAYME < (Fukushi and Sverjensky, 2007), b HEASEWHEIE ) 7 &6 & & ¥iAH
FT2IENSL, VU AIFCEOWERE ZHE 212w, EYREY U 1 SR ko
20~60% % (505 EEWGTH A, Lizoto TEWRIET ) I OEEH, v HFBEFEDOLE)
BB L5 2 Tnh, 22T, EWEIFEY ) 1 OB RN 4672012,
WL TEONIRESAT =% %, ) heEliowhic X )it siT->7:. Fig. 7a
E DAL BRI R BN L e EFESAZRT. K FTE%~0em BLUB L
Z30em 25 EBIIRLREO L KOS BOLNL L OO0, &b EEARITILERYY
HTHAHIEDMRTED.

KIBOHEFEW 2B WT, pHS OFEEE TdH 5 Morgan iSHIC L ViEHRT 5 e Ze= 3=
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Digestion
------- 6M HNO,
11963 " 6M HCI
€ 11954
r=a N = e TAO
&
e Morgan
———— Digestion - TAO
ot oo oo i ]1920
1000 5 10 15 20 25 30 lOOO 5 10 15 20 25 30

As/(1-BiOSi) As/(1-BiOSi)

Fig. 7. Normalized As distributions by non-biogenic silica materials (a). Changes of the contribution
of arsenic associated with iron/manganese oxide (green line) and iron sulfide (blue line) (b).

K7 FEAWRIES ) HIZXBEFETGITEYBIEIL L 72 As oA (a). FETETERER As 40 (et oA
gk -~ o WA, FEOM  Sinit)

THAHIO, AERRBESWIZESIIL R IR L TVWAWwWEEZEZb2 DL, F22
OHFERIE, 22D ICKBOKEPEELL, KO pH S5 BEF TTIFR-72L LTh
WREWH O EZPLZEICETHLITHEEIIERNZ EE2R LTS TVIZTLARTS A
D LADOBEMRERIIRENS LI, WM OA X7 A4 M 6M HCLERIZ X 1) &7
T %%, pH3 OREMETdH 5 TAO BRI IZEMR L 2. L EOBELEIE TAO B L 6M
HCIHEH TRV o722 800, Wt THEAA T A ML LROEERAKA b
TRV EDHEE SN L. TAO ERITEIRIL B L O~ v b % 5 — 7 v b L
7oAHEEETH S (Solongo et al, 2018). FRERIL o~ > 7 BALIIE V310 b B R ITH

LTEWEERLZFOZ EDPHS LTV A (Fukushi and Sverjensky, 2007). TAO #liHi 12
FoTHEMLAZLRIIINS ORI E AR A b L THERRWICHFAET 5 2 LTS
5.

HEFEW O T REHCIlE TAO B L OHCIHAERIC L W i3 5 e #1347 <, HNO; 12
Lo THEMT 5 e HEPEBT 5. HER 40 cm DIEIZB VT, e FEDSMZ 6M HCl & 6M
HNO; OiHIZ & 1), HHEICHE 22N THIEIR#kTHh 5. wiko k)12, HCIT
W ERSIEEH L2 w2s, HNOg TIREHT 4. btz e B2 M & L CRgrEIc e
GUWEDH S (FRJIEA, 2005). L7225->T, 6MHNO; A X » T HeFHE L
6M HCl W (MRS TAO i) IS X » CHEMT 2 b E0EGIE, bkt AA e T
HERICEoTHMEINL EEZZONE.

Fig. Tb 138k - ~ v 7 U BALW L SR IR S N e RORES v R_"T. -~
YHUBAWEARA N ET A RITTAO BRI L o THEIM L2 REMEL, #khtby
ERANETDHLREIEBLREAELDO TAOBRIZCL > THEH L ReEZTTHI L
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TRMEL TS, EE»S530em T Tk vV T VBIEWERA N ETHENEE
THY, 30cm »OEBIZPIT CREMICEHFS M 5. ifb#kz s 2 b ET5bHEE
KB TRLEL, ZEHEHLL00, FEL EDICZTOEGIREIZHENT S, £FA

MHIZ BT 2 E ZORMA RN - HAEE, e RIHRBBRICBE T2 L 2RIELT
W, eRIFEEP M (As (D) & HAG (As (V) Offifks &b, As (III) i As
(V) &0 S8 ~OWAEBREIE N Z &2 E T 5 (Sverjensky and Fukushi,
2006; Fukushi and Sverjensky, 2007). L7:5%-> C, BRILAYERIETIZ As (V) 38k - =4
YERALIC X WS BT, BICHEEICBW T As (V) 25As (0D ISEITEND &,
As (ZEEMET A SHMEST 2 L E2 5N 5. WRWERIZHIKEEML Th50 T, Bt
ERBEICH D, KEAS PN TRERICIHEREANEELL T Z EAHEIITE 5. &
FIIHEREBRSE C As (D) 127 % L HEREY 20 & FIBUK IS 5 2 LRI S 5. As (TTD
(EHIREK R 2 JEHCS 2 2%, SRR CIIMIL S NS RITHFTET S8k - ~ » 7 VERIEIC
BNy TENEZ ENHEMS NG, T2 L ) BICHWRBREIZB W CERR LY DGR
L, St AT 55408V, RIS HITETSNEMILWICD AENn 5
eI NS,

AR O FREIL0.4 pg/LREE LD, A O v FiRE D 2 f5% 779 (Table
. KBIZHAT HHEKIZEINL CROFGPEHTE L EMCET L% 56, #EL LR
DYV —AIHREDTH Y, HEEWRTIRE L2 RITHARIZODTNITBE L L Tnb Lk
ZZoND. WARICER L RT3 ABEREY L-ob, S5 - NBICi
END. BUEOHEREY ORI As 1L 5~15 mg/kg FfE L RWMEZ R T 25, 22D CTHE
FRYNZER L 72 e RLAKIS DT NITHER LT 2 2 & TR L72ER2 S Lk,

7. % & &

KB L D 2011 4E (2R S - o 7B O R SRS B X L EFORE
A B L OO G A S, KIBICBIT 2 e ROBEL MG Lz, R 7ovH
IR 5-15mg/kg TH Y, HiEHR#E (150 mg/kg) * —Hrl LW EEIRL 72, —7,
HeRE W ZME 40 cm O b FgEEITRAFIRMERED O e FRE LD bR, bFrile
FOSIEMEREMICER L T b 2 EaURE SNz, e RIIWRHICBWTEICER - v~
UL B L O A RA ML LTHEEL C0 D I LIS N, EEHL S TE
I T RORFFCH T 2 8L OF G2 A L, 30em & ) REIZI»IT TR - v~
H VAL OF5IIHINL 72, KA A MHICBUT 5 e ZORFHW R8N - A Em, e
FHOHERERICERL - BICRD 2B U CREI L 722 L 2RIB L T 5. Ko & RIEE LR
AT FREL ) b 2BBES» 72, ZOMBIIHEYRE T - ~ v 7 BLY
WZBREF SN2 e HO—FIZMKIZTM L T A I REEASRIE S 172,
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