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Abstract

Jodine is produced in Japan with (biogenic) water-dissolved methane from fossil seawater,
accounting for ~30% of global iodine production. However, details of the source of iodine
and the reason for its coexistence with biogenic methane are unknown. In this study, nine
hot spring locations in Hokkaido containing high concentrations of iodine were analyzed for
water quality, dissolved gas, and microbial composition. The iodine concentrations ranged
from 158 to 86.6 mgL ™', with five locations exceeding 10mgL~". Iodine concentrations were
highly correlated with Br~, NH,", and dissolved organic carbon concentrations, indicating the
iodene is originated from sedimentary organic matter (SOM). Based on estimated 1/Br ratios
expected from SOM decomposition in the hot springs, the SOM sources of iodine are likely
a mixture of phytoplankton and enriched I in organic matters of sea surface sediments.
Clostridiales and Dehalococcoidales were detected in four samples, implying microbial detach-
ment of iodine from SOM to pore water. Methanogenic archaea were detected in all samples,
and the presence of biogenic methane was confirmed in eight samples from 6“C (CH,) data.
Given these results, the ability of dehalorespiring bacteria to enrich iodine in the hot springs
could be related to methanogen activity.

V(AW AR A PR AR G IR o & — AL Hh B BB SR AT T 098-3221 A i i K K TR G 4 M S T
5-3. "Horonobe Research Institute for the Subsurface Environment. 5-3 Sakaemachi, Horonobe-cho,
Teshio-gun, Hokkaido 098-3221, Japan. *Corresponding author : E-mail takuma.murakami@h-rise.jp,
TEL 01632-9-4112, FAX 01632-9-4113.

Y K RFBE T060-8628 b AL T ALIX AL 13 4574 8. ?Faculty and Graduate School of En-
gineering, Hokkaido University Kita 13, Nishi 8, Sapporo, Hokkaido 060-8628, Japan.

VREREHAMABIZERT T 305-8567 JKIEIED AT 1-1-1 LS 7. P Geological Survey of Japan, AIST
Central 7, 1-1-1 Higashi, Tsukuba, Ibaraki 305-8567, Japan.

66



3 71% (2021) AL 351 2 i 3 o FRRR O HERILZE - UEYAI R & A

Key words : Todine, Biogenic methane, Microbial composition, Hokkaido

-2 g

LA Ty FAER IR EARDOR 30% 2 FH D, L IEKEERKT ZHRIABES 2 5
KPSHIMENT NS, LaL, 2037 ROFFMERIFECHBEYIRIEA & AL IFET S
FIRIZHHE TR, F 2 CARIFE T, EERICH L EREICI YR e EAY iR 9 ik
TIRRARZFIL, KERH A, AWK O G Z2FEE L7z, FOE, mRAKFo3
v HIREIL 158-86.6mg L~ O#HIPHICH Y, TDIH B 5jtiakiE I v ERE I0mgL YL Lo&Ea
TERICHEESN IV REIRERLBTERY L EORE MBS EWZ LS, HED
WRBEAEIIB W THEWICEm SN, W% - BB CHER L2 LR sn. %72, £
O)E(Eﬁﬁ%% Ci(ﬂ?l%‘cj(@j(gﬁ‘ 5 *bf:ﬁ%#@ iz EH%? VR=v ?ﬁ% L i%@*ﬂiﬂﬁ Iorg(imual)/Brorg
iy 225, WEEMERM ORI 2RCI TR BEL-ARMEMM T > 7 b Y OREW
ThbEFMEN. MAT, WREKDS Clostridiales HX Dehalococcoidales H 25 &
THBY, MEKFOBREI TR, INSGEY» S T Ak DER L3 v H%
DOHFGHRBENT. —T, TRTORBKRICA Y VERT —F 7S, 27 op#E
FINARE D A 2RI E T D27 VW ZADIHAED § DDOMMBAKTHERE I N/, UEoZ &
25, dLHEENOEIREIZI Y E 2GR TOMEYRIE X ¥ OFEIMHERI N, Thil
I A Y VAERBEE TICBLH T 7 ALAEY OIEE OB 52 RIE S 7z,

FoU—F IR BEWERX S Y, AWK, dtiEE

1. U &I

G D B3NeFr Y ILRo—2ThY, ZofgE L cEL o otkom s, X RN
RRWEORS e &0 5, FEHES, TIEMAMEE, RIS Vo 74 285 & L THkc AR
EBLEDboTWA, F/o, MRERKPICHBECHEETLIENHY (55, 1996 ; ik - #5
2019), 201447 AICBIT 5 [HLRSMTEETRE ] OWEIC LY, HRATICTIZ 10mgL ' ML L&
REREIVERETHIEBHLITEMENRT VS, 2D X I2FHA O HEEFICHISAEN T
ThrHA, BHRELTHHHMWZMNEZELTWS, KIBCBIFL2EHRELTOLIR, BEEDS
7 BKEPE IR A A SIS B 2 ok (EATHEAK) 20 5 ke S AU (R - kH, 1982 HiHI &,
1983), ZDMEFERIZIRLEKDOR 30% &, FVICKS2MTH L. 72, TOEHNONRE
LT, TIEED75%, HIFED 14%, Z L CTHiEEI11% TH 5 (EE, 2015).

CHOLIOREEE LT, fEH - kH (1982) X, IhoDKBEHERET AGEEOH TR 1
WMELEFE Br) /14 0RT7VE=v244 0y (NHY) REORELOLE2S, TIZMETOH
W OG5 Bro & & B ICHIBUKIICEI L2 2R L2, ZH S (2006) 1%, ST AH
TEZORIEREEE GEMR) OFHRFER L BBEKPO /ClLILE MBS, TIZEMOME o4
B ZREE LTwhE L7z 2HLLI2b 725 L-ARYORERWEE LTE, WETSI >
b EEFEE L3 ZEEE 1967 =5, 2003) iz oo eREE Lzd (B
2001) ZERH L. Fi, TEMAEWIRIS % 8 U C e R BRI E50E A 5 2,000 ppm 2
JEE CIRET LI L SN TEBY (Price et al, 1970 ; Price and Calvert, 1973, 1977), #—Vt
FA4 N UTHER L TR SN2 Y GRISFIRILZ L) 20 4% 5 @ik 2 RIGKE L 3 5 KiEtkEa
TSR (FEES, 2002) T, TICEOEBHFEDSHEBKFOIORFEE 22 THEELEZ S
na. —J, WFARDTOITOBEERMVARL (P17 128D AERREIC X 5 &, KIEBOKENE
KIRFAGIRD 1%, #9 3000-5,000 SAEANIHER L= G2 RIEE L, 1oRkEE Bk~
B L 0d, BEZI0HU EHWEROME =) 20BBLTELI L RHsh
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Tw’ (Muramatsu et al., 2001 ; Tomaru et al, 2007, 2009).

B OHE D SRR ENZMMBEARLHTARICIE, LEILIEBREDOIRAY U HTABREGEENS
T ENFHEEINTWD (KFE - W, 1960a, 1960b ; $5A - S8, 2007 ; K¥F S, 20125 A S,
2014). L22L%ads, ZNO0RESLAER 7o 22T L0582 L. TFKRPAD T EE
LAY AR E OBEEORIE, WFSEE T A 2 RIRO & 5 KEVE S 7 FHR O R R ke
WL TR S A Y VRGN T O ADBRICERET L. £ 2T, AWETIEAGEE N R K
FEAL, TIBEB X ORMAKL, TER U NTY YIEHEIE LILFWZRE M T 5% (C)
BLUBro#E ZLTAY Y ORZERAMAELICER Lz £/, TFKPCBIZ1R25 >
HADUSE - T a0 A2, WTRENCB 2MEWGE E HELEE0H 2 2 3PS
%728, i AKH ORI 2 S22 L.

2. HMEHE

2.1 HFEHER

BB 2 TIEE DS BB IR & U CHRiER (K% - I8, 1960a, 1960b ; #47%, 1993,
1995 ; $5°K « 25H, 2007) A% Szl 5 H (HS-1, 2, 3, 4 BXOY5), UL 1 il (HS-6), i
ML (HS7) BXOTER 2 sk (HS-8 BXUY9) #AFZerf4 & L, 2016 4F 12 H 75 2017 4E 10
A TR K ZFRILL 72 (Fig. 1). 3B OHERAEMRIL HS9 25 B =it chr 2 L %
Br&, B =it S cd 2 AeiEE L EAFZein, 2004). NI D RIS WiR
WK ERED SRR A — A B TR L7z, I, HS2 (3 203iHh SRS /iR
KOBAE) BLUOHSI MG B L OH ADGE TEZOEEN S, 2 LT HS9 Id—KEr
TORBMREBZO ZREFEE» SR L. &8, K LRRKICOWTIE, niReinkz &

HS-3
N N

0 50 100 km

Fig. 1 Map showing sampling sites in Hokkaido.
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OMIIIITDN T2\,

2.2 KEHLVKE - BFR - AVRFELEOI T

BT, BRKERICKE pH BEAMEEE (EC) B X UMLEtEM (ORP) K —% 7K
BLEF (R DDK #RaUa4E3 HM-20P, CM-21P B X ' RM-20P) # W CHlE L7z, K=& 7k
JeeERE (HACH #1:% DR2800) % H W, Ao —#k (Fe*), 48k (total Fe) B X UL
Y (HS, HS™, §) D% 110-7 =F > by Y& (Fe* X U total Fe) BLUIRAFL TV —
2 RIE) X hEE L ERZICELELEMI T VL) EREAREEZRE, 022um @
BAEART A NVE—THBL, TO—% 1% TMAH HE T 10 AL T LB 0T H Rk &
L7z, ThooiRHaille F Clmita L.

ARk olE A 4+ > (Lif, Na’, NH/, K, Mg*, Ca*) BLX U4+~ (F, Cl, NO,, Br, NO;~,
PO, SO ) A Ay Z7u~x b 757 (B4 4+ > 1 1CS1000, DIONEX : &4 5% > : 761 Compact
IC, Metrohm) & VTl L7z, 7 v ) EEIdARR (H.SO.) 001 molL™' Z T pH 431274 % &
THAEL, TOMHEEE»LRDL. BAAARKKFE (DOC : dissolved organic carbon) B X UVALF
z# (DN : dissolved nitrogen) DIREEIZEH MK KT (TOC-Vesy, Shimadzu) & FWTHlE L
. Toxg=ld, #AFhoa Y ZoEEEE T I2H—3 %729, Muramatsu et al. (2001) % &%
12 Na:SO; (HEIREE100mg L") 2k, #HEtha 7 o A~ HEaiizEsE (ICPMS-2030, Shimadzu)
THMT L7z b, WEHEIZOWTIE Cs Z w7z

BRI BT, KFE - BERZEFRMARLE, Y8740 75 ARG (CRDS :
Cavity Ring Down Spectroscopy) 2 & ) iEaR#M# &AL —H — (LWIA DLT-100, Los Gatos
Research) & H\WToH#r L7z, Wi RIESAORMAL (*0/°0 3L D/H) & FEHE-1i
7k (SMOW : Standard Mean Ocean Water) O [RfiARILA 5 D7 (5 4l) % T-5% (%) & L TR
L7z, ZOREMREEIL 80 A% 0.1% A0, 8D 23 05% Al TH - 72, T HAKE (191 &,
KD DEHEMIEICI D T 208 L7205, fEMH (AgNOs) Z@M LT S 87-3 v 1kdt (AgD
XG & LA E R (AMS) Tl L7z,

2.3 BEHAMEBRELUOXZHADKFE - KFERLFOD

TR DAL A % ST %720, B THRKEZ & WA (68gL™" HeCl, 25mL) = F®A
N7z A4 TV (120mL) \SHHIERKL, 7FNVTAET I L LTIV I T —VIZ L) &
L7z, ZD%, N TIVHPIZANY FAR—=ZA %4 $ 5 7:912, Kampbell ef al. (1989) %%
WRAREDOT VT Y F A (Ar) 15mL ZiFEA L7z, HEAZRO NN 7OVEE 12 DL EEHE L, ~v
FAR=ZHD A% ¥ (CHY), —FfbixF# (CO.), “EF#E (No), MF (0, KFE (H), =% > (CHo)
BLOTuny (GHy) OBREE2&MEAIA 70~ b5 7 (GC-14B, Shimadzu ; TRA-1, 7 ¥ F
P4 X5 GC 7890A, Agilent) (2 & D 54T L7=.

Ay v DfEHE - KRFERMALOWEIIZH X7 0~ b7 57 Bigf R AL &58 5 (GC-TC-
IRMS, Trace GC Ultra—GC Isolink—Delta V Advantate, Themo Fisher Scientific) % H\>7z.
HERE BT T REMARLL (BC/2C) 2 A1 5 4 FH D Pee Dee @D LRI E N2 HGLA
(PDB : Pee Dee Belemnite) ®j#ZRINARILED S D 8) #T45% (%) TRLZ. %8B, K
FEAR L OWERGEE L £02%, KEFVAKILO ZIUE 4% BETH - 72,

2.4 EDHERER
G KT OBIERRE 2 AT 572012, KABOWEREK (1L) 2F— b7 L— 70 L72EY
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TOYL VELR PVICERIL, 77— T —FK v 7 AWIZEERAFE L7z, Z LT, ka5 4 EH DA
12022um A 7L 7 47— (GSWP04700, Merk Millipore #:3#) #HWw<CA# L, MEwz
BUBEWEE 7 ANV —RIC N Ty T L7, 7405 — D DNA % Extrap Soil DNA Kit Plus
ver. 2 (H#MEEEREEMARNAAH) 2 ATl L, V71 % 4 24 PCR (polymerase chain reaction)
P X D FIEMTE B X O @ 16S rRNA R T A2 Em Lz, ZhEhogmIilHv 7244
5fF% Table 112R7. LB IEME B X OHMITHE O 16S rRNA @51 O BEIX HS-1~4 T
i v4 HHI %, F 72 HS-5~9 TlX Halophile St A=W o ¥ &5 P % 10] | & & 5 72612 v4-vb FHI % &
R L7 H£FBTHOET IS4 ~—% Table 212573, KA —7 4 — (MiSeq, Illumina)
&5y =27 0 AENTTIE, 16S rRNA Bz F O WA 5 HS-1~4 Tik#y 150 32k, HS5~9 T
1380 250 W OMAT L7z, MA T, N5 2 0DEAEN T — 5 DK%+ —nN—F v TEL,
HS-1~4 T3 250 32k, HS5~9 T3y 410 OB 7 — ¥ #1572, o NEHT7F— 712D
W, QIIME (Quantitative Insights Into Microbial Ecology) 734 75 A ~ (Caporaso et al., 2010)
EHOCIENICEY, 740050 Y 7 ENZZBH T — 5 D5 IT% U EDObDZ 12D 5
AZ L, &7 7 A5 HTid INBUHEO &S WEY 2 LRBIER 53 B HAL (OTU : Operation
Taxonomic Unit) Be# & L7z, SR K oYL, 1551 72% OTU RIS H § % 16S rRNA
BB 7 — % N—2Z (K558 Greengenes (DeSantis et al., 2006 ; http://greengenes.lbl.gov)) DHf
FPEMRERIC L ) M L7

Table 1 Analytical condition of 16S rRNA gene.

Bacteria Archaea
Measurement device ~ Rotor-Gene Q(QIAGEN) LightCycler 1.0 (Roche)
Analysis Rotor Gene Software QP-PCR_macro Ver4.3.02
Forward primers Bacl055YF ARC787F
Reverse primers Bac1392R ARC1059R
Qprobe Bac115Probe is modified ARCOI15F is modified
Refference Ritalahti et al. (2006) Yuetal. (2005)

Table 2 PCR primers used by pyroseguencing of
16S rRNA gene.

) Bases
Primers Sequence (5' - 3')
(mer)
HS-1~4
S515F 19 GTGCCAGCMGCCGCGGTAA
806R 20 GGACTACHVGGGTWTCTAAT
HS-5~9
USISF 18 GTGYCAGCMGCCGCGGTA
926R 19 CCGYCAATTCMTTTRAGTT

70



3 71% (2021) AL 351 2 i 3 o FRRR O HERILZE - UEYAI R & A

3. MREEE

3.1 BRKDOKEERE

FimRAKDOKE % Table 317 F. WL ZRBRAKDOANFH &4 7754 (Fig. 2) 25, i
HS1, -2, 5 -6, 7B L -81dF b7 A3 bR (NaCl ), R HS3BLO41EF b)Y a-
HAbY - Bk R (Na-Cl-HCO, ), & L CilRHS9EF MY w24 - H v A-3 ki (Na-
Ca-ClHl) TH 5 Z LAFRO LN THEEEIF 1.58-866mgL " (Br i3 870-189mgL™") TH 1,
HS-1,-2,-3, -5 BXU-8I1F1% 10mgL ' M E&Et I Eh5, SRR &I vERIC
SFETE S, I, TR HS1 O TR 866 mgL ' & ARFOKEM S v FHIR (ZHS, 2006)
WIS 1 8o 7.

BB L OKRFEOLRERMARLIZ, $%0 25-10 20 5 +4, Z L T 3D 2%-68 0 & -8% F2 )% Tdh - 72 (Fig.
3). HS4, 6, -7, -8 BE U 91E, MK & RKKOHFEMTIZTay hE3Nb I Ens, {bfiEK
EFRKDBEKRTH A Z EDRBENT. L L, AL THRL 72 HS1, -2, -3 B L V-5 D §°0
1, K ERKOBERPSRRL T I AMIZY 7 FLTWA, RO, Z OHIROHERK
RMWMTARKTHLRDOSNTEY (B9, 1993 H2E - §i)ll, 2009 HH S, 2014), KMk HfEHN
TOF =V OiA (3 - Fi)ll, 2009) 7 XIS X2 TKE SADHEEHISEZEICAE LTV
T LERRIET .

3.2 AVKRDEIR

FEITLMRARA XIS, REFFETHM L7 iRRAKIE, HuEHERRRE (2 BIBR A AR AE L 72K AR K
DHARHBNAE D K- EAE 22 1 X DA L7 bk EE 2 51 b (Hama ef al, 2007).
LK DA+ REE FRROERICE D EGREE THEMSNLE60H 0, 9AENLREZ
KL TWhawnwZ ERFHENDL., £2°C, WENLBr 12 EOREL T 572012, £
FEBHP CTREMN LB 2RT ClL THRLARSHVWONRTE . BIZIE, K% - IH, 1960a,
1960b : =H 5, 2006).

Fig. 4 IZBr BX O T#E L Cl EOHBEKX%Z RS, Br-ClHER 25, Ko Br/Cl i
HSS5 #Br &, MKE D HEL, FHICHS1 BLOPHS4 IZFNFN102x10° B XL 821.9%x107° &
KD Br/Cllt (34x107°) X K65 HBRER»->72. —F, ICIHBRE R CTAL L, R
KD 1/CLEIE 345107 LEDMEZ R L, iAo I/CLE (26x10°° K% - IRZH, 1960b) 12k,
100 5 LA E BN Z E D S22 % o 72, FRIEAL IR TERIL L 72 HS-1, -2, -3 B X 0V 4 @ 1/CL LI,
R, #8, WalB L OEFoKEE S 7 REK (/CLI=30x10"° =5, 2006) %D L
CIFENID B ED o7

COX) IR EIN T ORBEZHEET S 72012, RAKTORERS OB ERE A L 728
F, 113 Br, NH/, DOC B £ U° DN & MHEIRE 09 DL EOE WA Z /R L7z (Table 4). IhHid
BAEYEOTEED LLRZOLEWTH S (Bowen, 1966 ; Price and Calvert, 1977) 2 &25, 1
VTR ICHERE - SRR OBRMERIC X > THBW MRS N2 LT, ThOEDBG L & HITHhR
AICHEH L7222 EAVRE SNz, FRciRk DMBTEORE W Bro (0957) XTI &R U a7 Y ILRICE
LTWaZEns, WRERALHEDNBRICBI2BITEHIEVLCVDLEEZLNL. T2 THIL
L 7Rk o I/Br WA Z oRFEAERMO UBr LRI LT T RET L L, Tho5D /Br
WzIRTrZ T, [ORBEEMEZHRET A LD, 22T, BEKRFOIBIWY
Br @RS, WiKHED I B X O Br @B & HEFHRREORKR A S — VKX B8RO
BEAMIEL, A2 SHBINATIB L Br OBFIEE (T B £ O Brogww) (mgL™'] %
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(“s'1)Cation(meq I‘_')Anion (HS-2) (HS-3)
6|00 3|00 ? 3(|)0 6(|)0 6|00 3?0 ? 3(|)0 6(|10 690 390 ? 3l|)0 6(|)0
Na'+K* : cr ‘ :
Ca? HCOa'+C032'
Mg? S0z
(HS-4) (HS-5) (HS-6)
60 3|0 9 3|0 6.0 690 390 ? 3(|)0 6(.,0 6?0 3?0 9 3(|)0 6(|)0
| ‘ i
(HS-7) (HS-8) (HS-9)

600 300 0 300 600 600 300 0 300 600 690 3?0 0 3(|)0 6(])0
1 1 1 ] L 1 1 1

Fig. 2 Hexadiagram of hot spring waters.

0 T A :
SW
HS-1
-10 | o |
HS-5
-20 - ® _.
[ J -
—_ HS-2 HS-3
o\g -30 + i
a
) -40 L B
-50 - i
o This study
O Sea water
60 O Meteoric water |
MW ';,3'4 (Matsunami, 1995)
-70 - I 1 1 1 1 1
12 10 8 6 4 -2 0 2 4
580 (%o)

Fig. 3 Plots of 6D vs. 60 for hot spring water together with typical
meteoric water in Hokkaido (6 D=—"70%, & "*0=—11%, Matsunami,
1995) and sea water (SMOW).
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lodine ore (Niigata*Miyazaki etc) :

Sea water:

MR

20 Sea Py BrICI-S 7%x10° 1/C1=2.6x10*
. * T T T T A T
Br/CI=3.4x10° ;o , HS-1
o S ,
/ ’
HS-50 / / , /lodine ore ,
/’ , (NiigataMiyazaki etc) : -

15 , / IcI=3.0x10° .7
- / /)7 I

o)) & ®HS-9, ‘lodine ore(Chia): / .7

£ / // BriCI=7.0x10 / e

N 4 P 7z
5 1
— .~ lodine ore(Chiba):

X HS-3 /8 HS-3 7" uci=6.0x10°

o R

@ This study
< Hot-spring water in Hokkaido
(Uzumasa & Nasu, 1960a)
1 1 1

20 60 80
I (mg L)

and (b) CI~ and | concentrations in hot spring water.

150 100

Fig. 4 Relationship between (a) ClI~ and Br~,

LFORXZHWTERD .
Fl= ]El - (—E d ) x cz% (1)
Cl) s
- Cl., ‘
El\)rg(ini(i‘dﬂ - Elorg Cl\dmp (J_:h 2)

T, ENIEAIEE UHDHVIEBr) #E ImgL™'], T EXTF org IZAEY, sample (X

KEVEE, 2 LT sea 13K EEL, initial I3AHETORIEL EERT 5. (EI/CD .« AT OILE 1B
YUBr) & CloEEL (ImgL'1/[mgL™]), Clame li(m%iﬂ(éﬁﬂ@ Cl i [mgl™'], #L<T

Clea 13K D ClI#EE (19000mgL™") THb.

Fig. 512 Brogtmia B & U Lgtuar OHAT R ZHEIEA Y (8, WPWHETI 07 3 BIU1% 2
W IR L 72t R UERE ) o I/Brlb e & IR L7z, %D I/Br iZDoWTid, BEHD
BAADEC I o/ H W & (B 21F, Young and Langille, 1958 : Saenko et al., 1978 ; Hou
and Yan, 1998) THIGNTWD I &h 5, HAM, Fk— 7ifEds X O THRINES bz BAE
(Laminaria spp. B & O° Laminaria japonica) ® 18 X O Br D& A& (Saenko et al, 1978 ; Hou
and Yan, 1998) 25K 7z, KEWET S 2 b o I/Br lid, HARREBS =1 v 7iEB L0
JER PRI CHBE TV — 2 WNICRESN MY T 5 0 7 PO 1T B LU BrigE (Masuzawa et
al, 1999, 2002) »HRD7z. 1% 2 KWITHRE L 72EREHREY O I/Br leix, 770X
FEM D 5 D IR © l_V‘J‘B/K@(E(EﬁiEFEW 27 (CIR 150, 170, 171, 183 B L 1°185) 2l S 7=
I B LU Br OiREEOER T — ¥ (Price and Calvert, 1977) % a7z, 3B L /Blorgtniin
K, HSADKEW T Z > 7+, HS2 3EBHERYPOERY, £ L TZofiidiE (B4) o
I/Br e #ipiic7a v b &7z (Fig. 5). F7z, HSS5E Br/CLIAsEAK L D bIKW720, A
CHIRS 5 Br 0"AOMEZR L, WRE LAY O I/Br WO 7oy b3z FRICE

IYHERDL S % 10mgL ' U o I # &4k (HS, -2, -3, -5 BLU-8) DERAKE! ,iu¢
Pt (HS-1 oAt 2 &) 2000, TOEHIEHEY  HERERS IO LWE - HEED
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Fig. 5 Correlation map of initial concentration of Br and | originated
from organic matter. Red shaded band represents the range of I/Br
in the organic matters of sea surface sediment enriced with | (Prince
and Calvert, 1977). Green shaded band represents range of I/Br in
seaweeds (Laminaria, Saenko et al., 1978 ;: Hou and Yan, 1998).
Blue shaded band represents range of |I/Br in phytoplankton
(Masuzawa et al., 1999, 2002).

HI@TdH D (i g mr e, 2004). ZoZ s, mift - i cd 7%
A BN, BEE O EEN RS TR AR T 2RO IEE 2 12w (ZH 5, 2006). 20
72, 10mgL ' Ul EomiRELIOREIX, REHEEW LM77 > 7 b2kt 3 5mED
REWTHAHLEEZONS., B, HS2 D Lgwiin/Bromin LR EHERY @ 1I/Br lIZ—3%9 %
Z Lid, HS2 oKETH 200k (uifgE v EATZE0T, 2004) ASRIEHERI A58 S iz o —
Ey A MEOHR E S D (RR, 1962 M5, 1984) & LEAIL, HS-2 4o I A3 tiE
HOEE DD b 720 N2 LAVRIE SN 5%, REGERWO I/Br b7 — & OIEFRR KK
B T REROMERBRBEZ ZE L TV 28T, Lot/ Bloginin DY T OFRE A HEY O F5 g %2
FHROMHO—I b RIS,

At B NILR K H O L/ Held 46.3-555 < 107 @i A /R L7z, T2 TIavHRER () 2 “I D
WEE () % 441x10°° (Fehn, 2012), 1/ leowliifE (R) % 1.5x10 " (Moran et al, 1998 ;
Fehn et al, 2007) EMRGEL, RAEKTO LTI (R) 75 ROBFHBRICE D RD7-.

R=Re " - (X3)

Bon a3y FEMRIIH 7900 HER (HSSH) 205 2300 JT4ERT (HS-7) TdH -7z (Table 5). &
WFze i, HS9 ZBr&, #2300 HAEHTD 5 258 JTAERNCHERT L 7281 45 =A@ IS IRIG 3 2 # ok %
HHRELTWDEI R, HS2 B LU HST 2K CIRBKIIEIET 288 X ) 8 2 520 L wap
fRAFRLTBY, FBEOBEIANIIEEBEIIZEY v & —H Fiiik ot FA e =ik a ot
BB L OERIE) 25 b XN TwD (Togo et al, 2016). O X H G 248 (LREE,
HERAEAR 100-200 J54ERT) OMERAER L D AT 2 1A AEREZ RTINS AW (F
54900 J74ERT) THHMESNTEY, TOEMRDS HILARAG P OHERY 2 )i b D L
25N TWw5b (Muramatsu et al, 2001). L2 L, 29 L7-RMIZ ERERZ IoREE 5683
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Table 5 lodine concentrations, isotope ratios and the calculated ages for
hot spring water.

I 25, 127 Age

Sample No. mg L x107"° Ma
HS-1 86.6 159 +4 51
HS-2 15.1 487 +10 26
HS-3 28.3 122 +4 57
HS-4 1.58 268 +7 39
HS-5 28.2 46 +3 79
HS-6 9.96 151 £27 52
HS-7 3.62 555 +61 23
HS-8 12.6 216 +£23 44
HS-9 4.52 458 +60 27

(2001), EIES (2002), =H5 (2003) 2 EORELE —F L Twiwv, 2O L5 BA—FIZEHND
ki e HERUS ISP/ b 7 7 REHERI T H D 5T b (Fehn ef al, 2003 ; Torgagl‘l et al.,
2007, 2009 ; Togo et al, 2014). F 7z, Mahara et al. (2012, 2013) (X EIPI DI = HbI O igK 273

KB CLERM AR (PCl/CLD & 2T/ o aHra 6, BEHEAT ZAHICBIT 5 1/ & *Cl/Cl
WOFRIGRAMP TRV L2 BRHMLTBY, ZOBRZEL REZFEICHRT S “IORGICES
bDEELEL TS (Mahara ef al, 2013). AWFFETHREKF D T1E 2 RIGIZIRYE L 7R R
MR LA T 5 >~ 7 by OREW D SHRERRMAED TG (Bho 3.4 2ROz L) 12XD
HWREHIHEM L, E5ITERKEECL MM Ay ohiz. Zokd, TR E 204
BT 2 RIROA—EOMHEICING T, HEHNTO I RMVARLOBITRENICE T & 5% 50580
YIhb.

3.3 BEXFCOER

ISR Z TR L 723 TIVRD ANy R A= 2D T ZMBIZ BT, L TORE TR 5 > (055~
0.22%, ¥35549%) x> (0001-0.053%, F¥340.012%) 2588 S/ (Table 6). —J, &%
(115-164%, F¥#136%) RWeF (299-474%, ¥ 378%) WEREICEHFEIN TV Lhd,
WS R TR KT D X 7 2 7 EDVEET A L 28RO LTV 722 EAVRB S 7z,

BT B IRALKFEDORX Y /(28 v+ T axy) (C/(C+Cy)) REHE X ¥ ¥ i FEFRMAR
(3"C(CHy)) & »PIfR (W )v KX, Bernard et al, 1976) 12X 5 &, HS-1, -8 B LU -9 i3k
WA & >, HSS BRI & ¥, ZOMOTIREKD X 5 23 APk & B i o
AT OWMEEEL I EIRBENS (Fig. 6). TOXHIIEEED 1 % &t T KA Wik ik
DAy v EETMEnE, MEEAT AH (Marsedn and Kawai, 1965 ; Igari and Satake, 1989) ¥t
AWM (RIS, 1974), WHEA A NS, 2016) 7 EOKEERRT ZAHER TRD LD
M EFETH Y, EAFTHERED T EREWERA ¥ O BF LEHME2REEL LTWwb LEZ
bniz.

3.4 AEYHER
WMAEMIE K X 4 ¥ (domain) > (phylum) >#i (class) >H (order) >F#} (family) >J& (genus)
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Table 6 Gas concentration and stable isotopic composition in head space gas.
N2 CH, CO, 02 CaHg C3Hs Hz 8”C(CHs)  8D(CHa)
Sample No. % % % % % % ppm %0 %0
HS-1 13.3 6.16 6.06 2.9 0.004 0.001 0.147 -63.4 -183
HS-2 11.5 6.00 2.53 3.33 0.035 0.008 0.240 -38.2 -176
HS-3 14.2 0.55 5.03 3.40 0.001 D.L. 0.195 -45.1 -175
HS-4 14.5 391 1.62 423 0.003 D.L. 3.83 -529 -158
HS-5 16.4 222 0.06 474 0.053 0.001 0277 -344 -168
HS-6 14.2 9.22 0.20 4.00 0.005 D.L. 0.795 -539 -191
HS-7 144 6.64 0.13 4.10 0.009 0.010 0.758 -49.1 2207
HS-8 12.1 5.67 279 3.64 0.001 DL. 0317 -60.3 -188
HS-9 11.8 9.06 DL. 3.63 0.001 DL. 453 -77.8 -185

*PDB (Pee Dee Belemnite) and SMOW (Standard Mean Ocean Water) were used as standard samples for
3"C and 8D, respectively.
*D.L. means Less than the detection limit.

10

[@® T ! T T
FHS-9 HS-8@
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108 b O Hs._4 4
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© ol [ .
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[ ]
! Thermogenic
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10 1 | i 1
-80 -70 -60 -50 -40 -30

8"3C(CH,) (%o)

Fig. 6 Natural gas genetic classification based on methane (C:)/

(ethane (C.)+propane (Cs)) ratio and 6 "*C(CH.) based on
Bernard et al. (1976).

>ffi (species) DNHICHITSIND. ZDHH, HLUNVTHE L SR KFOMAEDMKZ B
% &, Campylobacterales, Chromatiales, Methylococcales, Methylophilales, Oceanospirillales,

Pseudomonadales, Rhodocyclales, Sphingomonadales, Rhodobacterales 72 & D U=,

B

L A2 PR E OBEM D BT 5 2 L SO 22k 572 (Fig. 7). ZHUIERAKHT O IR RN
TR (FBALMBED) ICRFEIN0, HFREOBAYREANEMN L2 RIZLTBY, &
A A DM R ORPAE & OFRER LA TH 572, —HT, TRTOREDPDL A Y VERT —F7
T& 5 Methanobacteriales H, Methanomicrobiales H 3 X U Methanosarcinales B O\ ~$ 1Lh 13
BEMN, FFIZ Methanobacteriales H X3 _TOFEEHIZ 0.004-195% D THEAE L7z (Table 7).
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(a)
HS-1 Campylobacterales

Rhodobacterales  Alteromonadales

. |

I Pseudomonadales

HS-4 Burkholderiales
|| Methylococcales Pseudomonadales I
| [ | [ | |
0 20 40 (%) 60 80 100
(b) i
HS-5 Methylococcales
HS-6 S Alteromonadales
g | =
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 paee——
Methyl Il
HS-8 Burkholderiales I
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I — | e B
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Fig. 7 Taxonomic composition of microbial communities at the order level revealed by MiSeq
sequencing. Amplification of the 16S rRNA gene is targeted to (a) the V4 region and (b) the
V4-V5 region.
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Table 7 Ratios of methanogenic archaea and dehalorespiring bacteria in taxonomic composition
of microbial communities at the order level.

Total Meth bacteriales  Meth icrobiales ~ Meth cinales Clostridiales Desulfob, ales  Dehal
Sample No. reads % % % % % %
HS-1 37,805 0.019 0.003 N.D. 0.016 0.061 N.D.
HS-2 29,801 0.114 0.003 0.017 0.181 0.007 N.D.
HS-3 25,942 0.004 0.004 N.D 0.189 0.008 N.D.
HS-4 34,879 0.023 N.D. N.D 0.043 0.032 0.003
HS-5 34,597 0.590 N.D. N.D 7.49 N.D. N.D.
HS-6 25,027 19.5 0412 0.292 16.7 0.084 0.340
HS-7 40,308 0417 N.D. N.D 0.846 N.D N.D.
HS-8 42,871 0.658 0.021 0.072 1.29 N.D. N.D.
HS-9 29,479 0.078 0.037 N.D 0.492 0.041 0.007

N.D. means Not detected.

F 7z, BAMMAEDOTICIIARD L OO T VI HEEBEREIELILTIANT -2
Dehalobacter ¥ (Clostridiales B ), Desulfitobacterium ¥ (Clostridiales H ), Dehalococcoides T
(Dehalococcoidales H) 7z EASHLEE X N T 5 (Yeager et al, 2017). #EWIZ X A a7 ki
FICCBLUBricBWTHIENTWAED, I— FEERILEWP ST v ELT st e
L C, it 5538k S W7 Desulfoluna Spongiiphila®i (Desulfobacterales H ; Ahn et al., 2009), —
7 ) —IVRHEE & v o I BTG5 ARDFAELIZ BT Desulfitobacterium M0 Ntixtl (Clostridiales
H : Lecouturier et al., 2003) < Chloroflexi ') Anaerolineae ¥ @ Bk A EM A% (Oba et al,
2014) 2SEE SN TW A, S oI, WRHERW 2 Hwic X & VAERSE T Colia v #bd Bt
ENTBY, RARRE T TOMEWIZL 2B I 7 FAPRESN TS (Horowitz et al,
1983 ; Sulfita et al, 1982). RIRBRETICBUIT BB a7 ALICEbABAEmE X 7 VHERT —F 7
BRI R CHIET LI EATRIBENT VLA, TN DMAEWOFEIIZB VT, HEY
KELTHOWONLKEZDOBEIREINTWS (Valentine, 2011). 1245 (2010) 1 Z 0id
VSHI A 7 YT —F 7 2 6l a 7 AAUBAE O VR ET OPHG & v o 7L EBRO TR
PEEREE L TWb, ABFSETIE R oling 7 AW DR LT\ 5 Clostridiales B 553
N TOFEBHIZ 0.016-16.7% T, Desulfobacterales H %% HS-1, -2, -3, -4, -6 B £ 1F -9 T 0.07-0.084%,
% L T Dehalococcoidales H 7% HS-4, -6 3 X U89 T 0.003-0.340% & s T % 25H & 1172 (Table
7. ZOZEDL, INSOHIRT AT 7 FALRISIZE D > T AT REENE 2 S,
FREOT LAY Y OFICITHTERTICBIT A 2 9 LMAEWEE %55 L T 5 WTREMEDRIE
I,

4. # B

JMEENORREIC I 2 35A 3 % 9 i Dlnp K, KE & 2w RMARLD, S Ua KRR
LTWa ZEQURENTz. mEKRFO TIEER, 158-866mgL ™" O#PHIZH Y, 5 #Frid 10mgL™
P bo&aw#ERIcpEans. TIBEIE Br, NH', BAARREB L OCBHEEEOKEE LS
WHE (»>09) 2HETHI L0, HRWTOERDERREE T2 LARINL. ZORIEHE
WL, HRAKD UBr A5 1% 2 RINICIRE L2 BERBER L 75 >~ 7 b v oG
CHER S N O, BRSBTS B A 7 I, RALKERRIL & X & o RFERVAKLY S,
HS, -8 B & OV -9 25fU/EWE, TS5 MBI, ZoMmot Sz oRATh 2 LE s
N7z MAwHKIEE, TXTORBPS 2T VAERT —F7RaEmoli nasr Lk ) s
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¥ — %1% Dehalobacter Fi 3 X U Desulfitobacterium Fi D383 % Clostridiales H 25, % L T—#
DB D B Dehalococcoides FiDNE 3 % Dehalococcoidales H 75 S, R KTIZBIT 5 Eik
FEOTE XY YOIAFITIE, NS OMEWHEEHH»HGS LT DI REEAIRE Sz,

AW E LD BIZH 72D, HRMERE 9 r TOREFEHAZELEREOES T2 561, WERIR &
T 5% K T Ewiz72wiz, GEIE S RO=HEE L, HARRT ARKStEofR R
HEG, BEERKDE X OSRKFOINARBUEERICIE, & ZoRMNEOEEICOWTERZI XY
MRz, JRBRFORBREIES L O E R ORI RIBEIZIIE T L BEDIEE G
LTOERZEEIIOWTIPF V2w £, EXAD2 AOKEHEITIE, AROWHICH-VE
WHPOBRELIRX Y MEeWwEn/, ZZICRLTHFHERLET. /2, AIRIIRHEES T
ANV F =T 5 ORELIGE [ 28~29 RN RIS > A 7 A W EEALESE ] o—B& L<Tirb
n7z:.
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