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Abstract

Chemical composition, *He/4He ratio and §!3C value of CO, in free gases collect-
ed from Nagayu hot spring, Oita prefecture, Japan, were determined to elucidate the
origin of carbon dioxide (CO, in free gas+ total dissolved CO,). Main chemical con-
stituent of the free gases was CO, and others were N,, Ar and He in small amounts.
Helium isotope ratio, normalized to atmospheric He, and §'3C value of the carbon diox-
ide, corrected for isotopic fractionation between the gaseous and the dissolved CO,,
ranged from 6.27 to 6.82 R/Ratm and from -7.47 to -8.61 %0, respectively. This result
indicates that the carbon dioxide discharged from Nagayu is originated from magmat-
ic fluid. Based on the CO,/*He ratio and the corrected §'3C values of the discharged
gases, quantitative estimate of mantle derived carbon, subducted marine limestone and
organic sedimentary carbon is given as 4, 69 and 27%, respectively.
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1. FC ®IC

ROBRFEEEIAIE T D2RBRRE, BHETOEROKBREEL THISN, 05 10kmicid,
RTIMAZAZERTHH L T2 NEREZLNERBEL T2, £z, RO—REREER I
LRBMEICHERER &KL 70 MR E T BHAHEICIE L TH5DObREINTH S (Fig. 1).

EHEROFERISERBH —HBHER) THO, 0L AR OXZFHRAFNNTH 5K 3km
DFAREFIC M LTS (Fig. 1), RRKIICO, 2BV AEEBITE T HEMRTH D, ER
KNS DCO T ADBERRIC KD, BH DR RKDHKBEIIIRKEE LD L (75 TFA ) O
AR 5NS, REZHFEDFT MU T L - TR LREKFEER (Table 13X UTable 32M)
T, {ERKDOMg/CaiBIAI LD BRENT LA EL THIT 55 EHE - I, 1970 ; ik,
1988).

FEAI26 4EITIL T (1952) D TAIRE DREICETF UTLSE, £ < OFE - fiFfrbih (il
WERIE T, fHAEMBRERKAE, 1997), REORFEKE, NEKILEOEROH W T
BeO 7K TRER R TIRIZE L, A OEA EERRMIEL TERLZCHBEDE K, CO N A

Oita - Kumamoto T
Tegtonic Line

to Syounai

R
®4

TS
to Oita city

Fig. 1 Sampling sites of free gases in Nagayu Hot Spring, Oita prefecture, Japan.

Table 1 Chemical composition of hot spring waters from Nagayu Hot Spring

‘Water + + + + - 2~ :
No.| pH | Temperature e = Cor Mg O 50 Samglling
o) ppm Date
1| 6.64 49.9 520 924 226 342 234 555 | ’97.11.6
8 | 6.48 45.2 408 745 251 327 208 371 | ’98.8.28
9 | 6.68 43.8 421 91.1 232 335 190 342 | 98.8.28
11 | 6.69 49.7 454 853 225 311 205 392 | 98.8.28
12 | 6.67 43.6 393 809 211 306 170 314 |’98.9.1
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AW, RBRROBRRADOEMTHBHCO,H ADYE - (LEBMERICONTIZINETIEE A
ERBRENTHEST, REAHORMES DEEICOVWTHIMTEH TN TS SITS L, 2
CTARMILTIE, WRADNSHERE - BH L TWAHXERRLT, TOEEBRBEOAY Y AR
PR, “BLRFBORBRMKLZEEL, Thozbeiic, —RLEERS T ZOMOH X
%57 DR 2 HEE L7z,

2. HHORIENH

EFAITROT AR, BABHTHY, K EBHREICE > TRRTASEF TR L. Fig.
HIRUeZ 126 OF AT, —BAEMERK2 L OES— )V RIcEwi-1%, B TAEBIZTILHUE
¥ (5M KOH) 2E T2 488 (100mD I Lz, ZORECEDEROKREREDDEEZ DN
B COL AT AT VAV BRI SN B 72, HARB & 0EB UKEIT 22 2k 0 7ILH U v
KIS NIEWT ARG GREH A BFRHZAET2) DFHEES~10mlE L TEREIZEEIRS
ZENTES,

ERERICTERMS NI 2R ME, BUTFOFEICLO SR LA 7ILHY I IZH,0, T
BACOAE LI BEREL, SBULRIEEMEEREIC LT, REER8CE-235% 7 2 & 2 f L\
CO &R LTc. RIRABEMEBMELZHE, —EBEOE2F YU T —HRELEAAEHFEAFG-
SOSSEIANRAI TR M S TIEAT B I EICED, He, Hy, Ar, Ny BXUCH, 2447 L=,

CO M A DERRFRBLARLL (13C/1200 1, 7L 71 U I IRIN X 872 CO, 1 R ITKBE R b O > F
ULEMEASESICOs & UTHML 2, Y B ER F L TRET 500, 2B B IGNSD
Nuclide Associates 6-60) IZE A LHEIE U7z, 723, WEEEH 2 DR AR H 24 DCOy EFKFH DR
Bepisr & ORTR Z 2 ALK I ZWIET 572010, HA/KEORIE, KIEIZHIT 225D
BEBIVRBRRMARMREOBEIE BFT72o7. HA L/ KEOBIER, ROBEETH RS> D5
MUDBBR L Eo— VR RFEROBHOICH TS Z&ick D, BEKEEES 2 #FBICES
—IRICBEEAND. QEZ VBT R LK Tl SN2 5k OEEEBIE L E = — L8 OARE
EDELEIESTHADEREERD, TOBMBILENT R /KILETS, ©d, LRBOBESIVR
RLAR L DBIELS, FTR DT 2 A DBIFE BRI HE U

ANUD LRALAR BIE F O ZAEHE, #3 #] iE Urabe et al, 1985)ick DEHIZA kv T
Ay T DDA T ZBRGPITERIM Uz, AU ™ ARG CHe/4He) OFIEIZ, RiEMEE
STt UK FR BT I 2 R SE BB s L 2 E B sk D VG Isotope #-BIVG5400) 12 & DFT
ol

3. (EZN T CRAARIE DR R

BEHET AR DAL ##L R % Table 212, MEEEAT 2 B & ONB /K ORIRARIERE R 5 N H 2/
7Kt %&Table 3127 L7,

ﬁ%ﬁX@miﬁﬁ@,%®ﬁ¥ﬁ&%f%@,&%%E@é%@@@%ﬁfi?@%@ﬁN{?
Ho7z. Tﬁ%'@bi@éﬂ§0.00014~0.0015%@He%’:ﬁ/u’f‘i%@He/ArbHi%F‘:%T“0.0SS, EHT
$0.030(n=11) ENWSETH >/ T, KK DHe/Ark0.00056 (Giggenbach, 1992) &bk
&<, BEHERKRDOHeNEENDZEERELTNS.
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Table 2 Chemical date of free gases discharged from hot springs from Nagayu Hot Spring
Water COZ He H2 Ar N2 CH4 .
No.| Temperature Sampling
<0C> (%) Date
1 49.9 98.0 0.00090  0.000023 0.018 1.8 0.0038 97.11.6
2 47.9 98.2 0.00066  0.0000020  0.015 1.5 0.0027 97.11.7
3 43.7 90.9 0.00025  0.000050 0.078 7.2 0.00080 | '97.11.6
4 45.7 96.8 0.00053  0.000020 0.034 2.6 0.0094 97.11. 6
5 45.6 33.0 0.00052  0.000036 0.59 52.4 0.0013 97.11.6
6 40.7 96.8 0.00014  0.0000088  0.033 2.5 0.0015 97.11.6
7 45.1 97.0 0.0015 0.000022 0.018 2.9 0.0089 97.11.7
8 45.2 97.8 0.00053  0.000022 0.022 2.0 0.0051 ’98. 8. 28
9 43.8 98.1 0.00064  0.000032 0.017 1.8 0.0048 ’98. 8. 28
10 41.5 98.2 0.00062 ND 0.019 1.6 0.014 ’98. 8. 28
11 49.7 97.9 0.00059 0.000036 0.020 1.9 0.0043 ’98. 8. 28
12 43.6 99.0 0.00031 0.000055 0.010 090  0.0051 "98.9.1
ND : not detected
Table 3 Chemical and isotopic date of free gases and hot spring waters from Nagayu Hot Spring
free gas hot spring water
g e gas-water - 813Ccor™
No. C02 513CC02 3He/4He ZCOZ#Z 613CZC02 ratio <%0)
(%) (%o) (R/Ratm)* | (mg/1) (%o)
8| 978 —& 71 6.74 1760 —7.25 1.86 —8.20
9 | 981 —9.07 6.82 2150 —6.06 2.74 —8.14
10 | 982 —8.74 6.48 1760 —6.46 0.57 — 747
12| 99.0 —8.71 6.27 2350 —6.11 3.74 —8.61
#1 . R/Ratm= (3He/4He) sample/ (3He/4He) air, (3He/4He) 2ir=1.39 X 10 ~6
#2 . 2COgy ; total dissolved CO,
#3 F33Ceor ; corrected 813C (for detail, see text)
. . " N _ 1 1 N
AU AR, B > T8 B | | | Nagayu
fk bl R) 2 KA DF N (Ratm=1.39 X 10~ 6) | . Hot spot NN
THEBELZEELTELE BRREICRITS : : JMoRE
WEET AR OANY T LADFAAEE, 6.27~ : : :
6.82 R/Ratm EVNI MRV EWEZRL TV, : . I Subduction
Fig. 213 Z O £ OHERE D ™ AR | Bar
bb (%7, 1988, 1996) B L7=HDTHS. £ l | l
BON) T ARAANLE, Kepponmet | T Conentl crust |
Y ORI <, LAABE DKL ZDIED ' Occonic crust
GHICH D Z N5, T e
HEECS 7 0.01 0.1 1 10 100

RERMAL (13C/120)13, ERREEYE D
V-PDB (Peedee B DXL LA F1 MUA) DEILLE
LhEHEEELT, ZO@ENSDTNETHE (%)
THLZGPBC= [(Rsap/Rstd) —1] X1000).

3He/*He (R/Ratm)

Fig. 2 Comparison between *He/*He ratios of free
gases in Nagayu Hot Spring and earth materials.

ZZT, Rsap, Rstd [3TNTHEE LIREME ORNALZRT. FR2ETRNZE DI, HAN
BRKNOKIE L7 THRBET 2B, T AMDCO, E/RFDREEFR S DRITO, RS BIA =
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DTN EEZXSNS. 22T, UTICRTR (AMEKICET2EEOR) 25 WTRIR 7 BELLRT D
FEIEAE (813Ccor) 2R 7.

8"¥Ceor=83CC0, X XCO, + §'3C2C0, X X£CO,, XCO, + X5CO,=1

TIT, 8'3CCo,, §'13CICO,IRENENH M DCO, B L UIKH DEREEFA DI E R 251
Tz, XCOy X2COuME, ENENH ZMDCO, BL UK DREER S DTN HERERT. ThbiL,
HA /KU ETZRB LKA DOCO, S BASRKDE. ZDXSIC U THIEEMZ 726 3Ceor DI %
Table 3IZR L7z, WIEZHEL 728"°CHE (6'3Ceon)id, —7.47%~—861%THV, FIZLDCO,
130.1 %~ 0.9 % FREEE < 725 TS T ENS Mo I,

41 “BbRFEDRE CO, /2000

{i SRR IR I R B Bk 4> (HCO5 ™~
CO, (@) NEFEHEL, BBIREDOX
INTRIRKF DCO, (aq) AT IZ &

DIEBEL TCO, MR ZHAETHEED

BB, ZNSNKIH ZALEDCO,H

AIEDH, BB WIHEFREY o DA Y
HORRIZE S THRETSHCO,HAD

KO 7K TR AT ANE BT
SINTVRINEHRT DI EITHL
WESINTE B - WEE, 1982).  3He X 106 A
U UBSETI, ZOREEMmR T 6 & 04 2 1 0
57’5&753‘%%3;}1?@?5_ Fig. 3 Relative CO 3Hel-{aler:d}f‘eHe contents of free gases

%@\V\W)gj‘:’ jjqu@BHe' “He o.f Nagayu Hot Spr?r,wg.

BLUCO,BE DML 5 CO,

(EHe) Digi Z U % CO,-*He~*He diagram (Giggenbach and Poreda, 1993) 1% (Fig. 3).

DI T T 5 LT,

(L) WHABFOKIF R, <> MLEREA X (MORB ; Marty and Jambon, 1987) ECO, ¥
ZiE SR EIc7 Oy b X5 (magmatic gases)

@) BEEFDOTT % MUY AOKSEEICHS e FICHET 5 He 25 1 i & 0 L
NBH AL, crustal gases TRENDH FIz7Oy hahs

EVIREND B,

LT TS LCRBRADERMA ADF—» %70y Uiz & 25 CHe L4He B, ~ 1
U LRARELE EANY D ABE DM 5RkD), MORBDEN S MY COMmANZ 7 R LTSS
DD, %> MVHERITZA (MORB) &CO, ¥ Zks 558 L IchrE L. ZUTRG DIEBECO, T A D5~
TRERDOTZAEED I E2RELTHY, BRARORERS (COy (@ ®HCO ) B E, ¥
SPEDCO,HFZITHKTBHELTLNESS.

T, ZORTIHECOTRZNSTZNEINBETNBDH. THE TITONEFZE TR S
DREEIE, NEKLUBICESZRKATH S EHESNTED, COHABAEKILMNS S S
NDHDTIFRNNEEZ DI EMNTES, Sano et al. (1984) DWilliams et al.(1987) iz & DR %E
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TR, <2 MVEEOAY AT OB B ORISR OANY D AHERINS L3 Tn
5, ZOEZIRAR, BEERROERT AFOAY Y ADRGAKRIZAEKCEHT ST A0
FhE VKL, NEKUNSEENSIZHED TAY D ARSI ISIERK T T2 &0 D A3 A
BoNDEBOTFRIND., ZHUITDNTIE, NEMBILSCELOBRENSERHT LT ADOAY D
LFNARIE 2R DETE D 5.

42 TOTHZBLRFREDRZEDIER ; 7 : T
EGRROIRRKICRE K (COy (aq) 0l Nagayu
HCO3 ) 28 L TWB DI 7 MH AT

. éabonatites,. diamonds -
HDEWEINZE-DA, ZOTIHECO, : : -

HADRRRE BICEDL S5 e 25 IR B vioR®
EHDON. INEHASHICTHEDICET, | ‘
RERMALOBERTHELS. 3ETRL g | . I sioauction

7LD ICEBEROTE{biREDRERA
H@3Ceon i, —747~—8.61% LD {E g ; :
7Y, Fig 413, ZOMEEINETHES R i+ dimentary materias
NTWDHERYE Dk BRI Z iR U7 _40' o 3;0 o 2‘0 o 1‘0 T 6 o '10
HDTHD Hoefs, 1980 ; #£5, 1996). £ 5 13¢C

WDEH, 55 bbby LRI D Fig. 4 Comparison between 8'°C values of free gases
NI EBEASNOKRRBIE DY > ML E ir.w Nagayu Hot Spring and earth materials.

RET 3 LanshRiEEOXRE MORB)

DIEB LA B DKL XA DMEITEN. UL, R FEAAR IR OF IR O xR
(Organic Sedimentary materials) & jREEHFCIE D&% (Marine Limestone) & 2EI& TIRE
5EINEDHDITHNWFRLARLDIEIZIR D DT, KFEFALARLLDHN ST A DR sE DR % —
EWITHRTDIENTET, TN OBRNBE LD EINTND (EF, 1996). HiL T
CO,/Helt ZFWT Z ORIEZMERT 5 HMICH D, Sano and Marty (1995)13, MHTAH D
iR DEETE % CO, DS3CHE & CO, /P He L E W THEE L TS, HEDAHETIE, AEDESA
TEAAAEE DKL - B S SN2 ER O KL R, FKIRDOES T AR R A DR
OFRLIEDS, <> BV, HREHTFTOREEREZRSNIT L — b & EBITTEHRRAALIBRKBIED3 DO
R DIRSICEVHRBATES. RGEROEHT AR DCOERIIETATHSLI &, £z,
ZOHIEN T+ VE T L — DIk AHABDEEHFICH D Z & (@& - /ME, 199905, B
BRIZBNTHSano and Marty (1995) DFEZ A WEHEmA TEL2HDEEZ 5N,

Fig. 512, BB DT—¥ 270w hL783CCo,l-CO,/SHelbMZR L. 728, §3Cco,nfE
13813Ccor &, CO,/°HethDCOLIE, RS/ DIFBEN X DCO,MEEE, RFEAH DL RIEEE S
KOHZ/KEERAANTHIELZ2CO,DfEEZHNTNS, MFDToy ME, EEDCO,TAH
FEE3DDHEE S DIRBICKVBEDII>TNE I EEREL TN,

Sano and Marty (1995)13, =517, LESHKSDREEGZKEL, UToXhsEnsDREH
BEEELTHEERE LU

: :
. Marine limestone
: i

(13c/12C>ObS: (13C/12C)MORB - M+ (13C/12C)Lim L+ (13C/12C>Sed .S 1)
1/ (COz/ SHG) ObS:M/ (COZ/ BHG) MORB+L/ (COZ/SHG) Lim+ S/ (COZ/ SHG) Sed (2)
M+S+L=1 @)



92 Rl

ZZT, FDobs, MORB, Lim, Sed 1f, 2hzh 101
BIER GOH ZEEL, <> MVRIEN X, Yhash g 1 _Sediment Limestone
BB, WRART OBREEERL, M LS 10 7
&, ZNENT D VRN R, MaA D e Rk e ]
BRI ORBNREOREERT, £z, 09] &
<2 NIVEEIEH A (MORB), Ik H5A §0¥ A p B 1 ]
(Lim), Mg HEAEM o DA R 3 (Sed) m13C/12C 3 S
L, CO,/*Hettld, Sano and Marty (1995) DAL ] I
FEERALE. Zh50REMANT, 3HSOES 10103
BB EEM LA R % Table 4107 Uis, <> MLE ]
BAR, WAAOMBRKEE, WRAERDTORRK 1]
REDRGEIEL, FhEN4%, 69%, 27%E ]
THY GRBOTIEME), B GLAABE) DXL P AR AR A AR M
S ENDHADE DT HEEF, 1996), A iNG 9 13Cco, (%)
IRRBIRDOF SR OREL, <> MRS 2D Fig. 5 Correlation diagram between CO,/3He
NUIL0% IT BRI, LML —HT, HEHFEY  ratio and 5'3C value of free gases in Nagayu
HOEHRFEDIREEIS 23~25%)13, FMDiEx  Hot Spring.
WITHHREREREE, BE ZU0Th10%H% ; &
B, 1996) IZ< SNTH SN EN. ZHU3, EBEREOTZDEIEERDY T LTk s
TR DX TOBHEMIRVD, HDVEIBEHEEINSWEDIC, HEWEDEA 22135
éﬁ%m:&%%bfu%m#%ﬁhmm.:@ﬁ%ﬁ%@«UﬁAﬁﬁ%ﬁt%?éﬁ%&%
RDB70, SHESITHEREDENEEZ TS,

1011 4

CO,/He

MORB

Table 4 Carbon isotopes, CO,/ 3He ratio and estimated sources of carbon in free gas

Carbon source
813CCOZ#1 4,3 - -

No. (%) C0O2™/ *He | MORB-mantle Sediment Limestone
v (%) (%) (%)
8 —8.20 3.0 1010 S 26 69
9 —8.14 2.4 X 1010 6 28 66
10 S 4.9 X 1010 3 24 73
12 —8.61 5.0 X 1010 3 28 69

#1 : 813Cco; ; corrected 813C (for detail, see text)
#2 FCOy; corrected COy

5. 8b YU IC

AHIFI & 0 RGR R OREE L5 (CO, (aq) PHCO; ™) DEARIREIE, <7 MRIETHS Z &8
RENT

RTHECO, T ADRFI LD BT > MBS Z, kA DR HhFEAEREW) D
REBEOFERIL, ThTh4%, 69%, 21%THHEREI N, FHEORER, Bl GLAAH
) DKM S SN BT A EFRETH D7, HBHERRY T OB BIRFE DD D EIAE, N O
KILD B E5COu 2 DEH (10 %38) & D A =, ST TR RICER T 5 %
TORICHIBE DIR A 252\ 7= SHERI S N /=,
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