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A Method for Determination of Radium

Concentration in Hot Spring Water
—Application to the Field Works—

Takashi Sarro”

Abstract

The concentration of **Ra and **Ra in the environmental water can be determined
from the amount of radium isotopes recovered in the two successive batch operations
using cation exchange resin. The radium isotopes are collected on the cation exchange
resin by a successive collection procedures : the second collection procedure is applied to
the same sample water after the removal of the resin in the first procedure. The con-
centration of radium isotopes in the sample water can be estimated from the amount of
radium isotopes recovered in the two operations by calculation. The amount of *Ra and
28Ra on the resin are obtained by a y-ray spectrometry for the 352keV y-ray from 2“Pb
and for the 911 keV y-ray form *®Ac, both in radioactive equilibrium, respectively. The
present analytical method is applicable to 10 L of sample water having **Ra concentra-
tion of larger than 10 mBq/L and is also applicable to the ordinary underground water of
less than 1 mBq/L by use of 50 L of sample water.

Key words : radium, radioactivity, radium isotopes, gamma-ray spectrometry, cation
exchange resin
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AHETIIEBE/KD 5 VY sRAEETGEICHEEET 28 LW HEEZBIRT 5 2 &2 HM
E LT BBA A v 2, Ny FREOERERIRIEEAITS T &ick b, BAHRHEF I
T EECRBOREIKN 5 5 Uy A2 TRICHEEL, MINEhiT VY ADEEFERZEIC
EBbIgh, Hv<ar~z rox b)) —jcky, ®RaTIEMPb D 352keVDH v <, Ra
TIFAc DI keV DH v =iE2ZTNTNAEL, Boniks Vv sd8hoitETI VY A
BEZMET 28 L O 2R L, AbEZHOVNE, ®PRaBEEE LT, 10L oK
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JKZHWIE 10mBq/L F2E, 50L OFEKEH WAL 1mBq/LEITFD 5 ¥ 4D EEHNT]

RElcs - 72,

F—U—F: 5V A, HEHEE 5V ARGER HYefRERR7 bax ) =G A
Bt

. FC&®IC

KRS 55 V9 DENIKRITY 7V RFIETH % *Ra CHEI : 1,600 4F), b o) &%
FIIE T d % Ra CEE : 5.75 4F), Ra CHEIHH : 366 H) BXL, 77 F=v 2 RFIKETH
32Ra CEREI : 114 H) O 4ENERT S, 205 DRENKIZFERIICRE 8ENH 3720,
HSRK, BEKhO 5 Yo ARNARN, FRCHEI O TR W 2 Ra/*Ra 28835 C Lic &

D b

BT

HIER(L PRI R AR A1 S 2 ATREMEA D 5. 2 2T, ARTRREIKPO 5 ¥ AfEGAZ R
EEERT B2 HEERFEL, S oICCEMIRHIRESAMIRO—RE L THRELc T Yy &

DEINHAARNT 2 & 2HME L.
INFET, BEKFDS Vv A (Fig?Ra) 208 - EEAERVL OGS TV 5.

@
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AEUKkthD 5 vy A& REg Y v A, ke vy, REEA VY Y AL E LI E 0,
KA EIRCIARRL, NSV LERELCT VT » 8RR ba X b =T ORNE
5 (FlE, 1969).

AEKD 5 vy AAGL N v AR ETIE T v E =Y LIKREAINA THEL BB N v
LESPREE, kL 7o iiEER EDTA - ANa KigE &2 IMA Ciasm L, 91 » AREL TS VY
LEZNPOELUT F v EDBENE#ICET 202>k, 7 F Vv ARKY v FL—v g
YA Y HICKORET S (@&HS, 1990).

HEVKICIERR AL TS LR o VY 2 DRAPBHTEZ 20 v 2R E» ST L
Ba® LEIMRIE T v =0 2% NA, AR O S VY L2 BN v L S E 7% 1
r ATRE L, R0 5 9w A LI D 2MPb & DSSEEEISE L TH S, thikE 4 v < fi 2
N7 bE X R I EDBIET S (LRSS, 1994).

AEDK 2 ZBRETE S &, BREEMEN v <FE2 <7 box M) =X DlETE (LS

1975).

HEKE T~10 HEERE Lctk, 5 N v ARk vy FLr—va v A7 FVEKICHEL

Wik vy FLr—vavhoryyickoflEEITS. MESNICS Fraicl, HEKERE
LEERICIGECEV R T » 7 LT 25 NvEho o vy amiaifiTd 2 RN S, 1979).

7o st ) AEHOWTREKED 5 Vv 4% P Rafree DN ) v A ELIPLEE, ZO
AR TR L, A 4 VAT L > Ty 0 afig1 4+ v 2RET 5. IR ERRETBE S &
CyDTA TIERELIctk, BGA 4 v HIRIC L > TN v 2 %bpEd 5. COSVILT ST
Va v OBEHRICKOFIEAIER L, TV 7 722 hox b)) =2k DEST S (Yama-
moto et al., 1989).

KUD=) 2 E—A =i kPR EE L, BROKREESEA v <A< bt b ) —itkD
MET 5 (Salih et al., 2000).

HEPKENTY v LTI FrvERELLEL » AU ERET S, 20%EVET Y T LIS
RyENTYV 7 LTI Ry A AE=Y —THET % (Sapan et al., 2001).

Wilg s ) o o cdpb & & k2 kA IC L, Radium Rad Disk™ % W\ CEHElIH 217
V), Radium Rad Disk™ % %' 5 AFWEH LB v <A <2 bo A b =t L DAIES
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% (Rihs and Condomines, 2002).

W 7Yy r0EHEENDEVNY Y AFEECEROEZHWT, Sedtics vy axdliphsd, 5
SN/ N 7 £ %L Bl v iR ba A b)) =KD HET S (EH S, 2009 ;
Tomita et al., 2010).

F 7, PLRAOTHIES BEE EARRHER, 2002) ITBW\WTIE, $LR - BRFPOT Yy A (PRa)
ORIER, FHEKFTD I VY LR N v Ak Ebicdibs s, BEREEICEL 72Rn £ 2D
AR v FL—va v 27 hod b ) =2k > THIET 3 HEBHER SN TV 3,

L LB, INSOIIERFIC LT LITHV SN SN v a3 3 duciy, MEDS Yy 40D
vy Ix—vavyMNHb, Yamamoto et al. (1989) &, NV v aal#icEEns s vy o84
HELTHBD., ~N) LA 1g K 0.1~04Ba/g FRERAEL TV A &G L TWa, @E, HLo
BOEICE, B100mg O ) o ARIESHOWONTED, INoDavy I x—va ViZEEOH
KIS E S VY LR 1mBa/L LN OMKRED 5 ¥ 9 A ZHIET 2 BIFFICRE BREEL R
5. 351, WMIKRED S VY A% llET 5556, REOHEVKVBBETHY, v 7)) v 7 EfT
HSHHIT, TN OFEERIEEITS T L RREETH 2 7cdiT, £ 10~%7 100 L OFEIK % =
KRB/ OBINIEE S,

ZTT, B A IR AV, Ny FHEO 2 [AEFRIIUR(EAEITS T ik b, BAFEE T
IS BIE T RKBOREIKP S 5 vy a2 R pEt L, FINENIcS VY ADHEEREICE
BIFD, Hy<fA<s bax b)) -k 5 VY ADREETH 5 2Pb @ 352keV, Ac D 911
keV O v =22 N ZNHET 5 &icky, BIgEINE NS VY 2805, 7V AR
EHEET BN HEOREER AL, £, A4 VBB L 2 5 Vv A DEIGEEE, kK
W BT A A OB, N RIBEROMBEOERELHERL, 5 VY LRI EORRE
Totz. =DK%, FEREEM > THEBREMALZZAEIC L 2 TREOLEY. AhELftho s v
o AJIEE: & DL - Mt ATV, EBICRFKPHI T KT 5 VY ADERET - 12,

2. |8 I

AFETIIGA A sHig D /N v FEOEFHHEREIC L D 5 VY L DEIERE R, FHHEIC
K05V NBEEAWTET B HEEH VS, Ny FER—EREDA 4 VB Ic—EROREHA
WBEMATMHEAESEIOEL /& T AT, 2k - MEEITTOHETH S, TOHERA I LIGEDK
Btigicia 2 @d h 5 Lkl 0, KEE» T FICREOREDKD? S HITEHR (597 L) 298
HIZEITHELTWA,

5 Uw ADEE Cy, 1[H - 2[RIHOMEREICLVEINE NS VY 6 8%, ThENhC, C
BINRE a &4 5 &%, DIFORXMRD 7.

C1:Co ca
CZZ(C[)*CI) a
.'.aZI*CZ/C1

COZCI/a:CI/(l _C2/Cl)
kD, C, GOV LsaEZMETSIEICED IV am CMABINS,
LoL, o DEBBIEOEEICE W TARDOIGFA 4 v DIRECEREOZGNENT 57
W, BEICEARENE e FRILCTH S EFVALEO, LerLl, EBRMIZEC, CoaE—Td
BENEL TEEARDTHELTABVI EMMEEEsN GELL 3.2, 4.2 TiEN3).
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3. = L5

3.1 BUGEEDRE

5 VY LDMEA & HBNENDREIIGHE 25K B 72012, DIROEREIT- 72, 158, TOE
BTl VY L0FERER/INRICT 210, 599 20RbDICHENEILSMTEY, FEABLE
FE1s & TREENTHENTIREIS N ) v A Z i,

N1 Y LA F V% 3~30ppm E S AT 5~50L D 0.1 M HEERKAKICH L, RERTH0g ©
VT4 va =y IEADGA A RS Dowex 50W-X8 (20~50 mesh) ZFHWTHEEKZ1T -
fo. EEBRHEEZ Sy FRECA T, 715 2EED 2851 3 =8 v 7 TRkHAR % a1 f& 5 &
BT EITRD N Y L% & VREEIEICHE S B, Bl O AR D) 5 —ER DA
Wtk B0, 0.1MIERCTERMAR LR FBOERET I THIE L /-,

BoNINY 9 LBEDS, A4 VIR s NN v A BZWR L, [BIGHEZRKD
fo. N Y ADPERE L iRES L OO Table 1 0@ Th 5. F 1z, B oNOIGERE D
#i% Fig. 1 ITRT.

Figure 1 OfER L 0, HEAKNS SLEETH NI/ Sy FETHEIEH TR L LYY v 4 %2[[)IY
TELD, 0LICH B ENy FERREEE L Enbh-7z. LrxL, Ry 720V EREE
MWz ok 500 DK TH 30 3T 50% IREEINTE 5 C MRS i, TofERKD,
HES 0L REE DR WEARE Ny 75, 0L 2#A 3 L5 B KBORBERVAESEIE Y7
ZROWERETEN L2 GBETH 5 En3bh- 1.

Table 1 Barium concentration, sample volume and collection methods
used in the experiments.

Barium conc. (ppm)/Volume (L) Collection method
30/5.0 Batch method
3.0/50 Batch method
3.0/50 Circulation method (6 L/min.)

1.0
5L (batch method)
0.8
g 50L (circulation method)
= 06
S

04 F 50L (batch method)

Fraction

02 f

0.0 . . .
0 20 40 60 80
Collection time (min.)

Fig. 1 Collection curve of barium ion onto cation exchange resin.
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3.2 HEAAVDORE 2
T ORRKPHEFKICE, 5V 4
DEMMITbREA SIEA &V DFEET
3. ZN6HhTI VY AQEINELT 5
AR H O, L b KREICHFLET 514
FrELTIE, Byl ryBLY
A A v IEZ NS, HETHARTIC X
% [ HA DI Ll o 2ok oLl
R (HERIN S, 1997) 1tk B &, Ca*t B

£ O Fe?ﬁ ®(}%r§7§) 200 ppm DJ\‘F@ % D 0 ZISO 5:)0 7150 1().00 12I50 ISIOO
RERD 8% IZEE. INESFITL Concentration of coexisting ion (ppm)
T, A A UBERET AGHICEL S . . S

Sk 5 DS ) & AEIL S AL B B Fig. 2. :CCO;CFr.ltgnzo[r;egzcoexmtlng ions and ratio of C, to C,.
DA E S ITIc> VL THIET 3 EE % ’

?i‘ - 7z,

SNU ALY 30ppm 25T 0.1M OFREIKSLITH VY o AL & v, FHEEA A Y ENA,
By LA F VD250, 500, 750, 1,250 ppm DIEE & LA K DT, F gk A v OEEDS 300,
650, 950, 1,600 ppm & 755 £ HicENENFHEE L 2. B4 & v 23HE Dowex 50W-X8 % 30 g %
AL, 15910 0EHEL, HRO—HEZD IO FH ML bD% C, flgZH0 1L’
BE o ToIRWICH O L WA & v s 2 30 g DA TEBEDIRIELZ TV, U H - 7oAl % Co &
L. Ci & Co%& 3.1 L[ARRDEET/NY ¥ L DREEDRIEETTY, BiE~DEIE C/" & C ZH
L7z, C/EC DO LTEOSNI/N) 9 LEE Co EMKDOYIER Cy & D ATT - 72, R
% Fig. 2 1Z/”9. Figure 2 KDL Co/Co & A MEI L& T A, By &4 4 v 1F 1,250 ppm,
A A V13 650 ppm FREEAAE L TO T HRIRAL K N ) v A BEATRH ST S T AR L /2.

Ba: Cc/Co

—t

3.3 RAERBNDDS KV OELE

5 V9 LDEINARa 8 LU Ra ld, RKARODHERITHE Y5 VvRF) - b Yo aR5FIEL
TW3, 95XV MY Y ARG OMIRK % Fig. 3 1TR7.

AFRTIES VY 2ORREDL SIS NEH V<A NET 2 Eickd, 5YY LADEES
RIEST 5. LirL, *Ra DIELTETH % 2Pb 2Bl ZlI/ET 5%, *Ra & 1 S OIELTEDIE]
WCANEMSHETH S5 K CPRn; R 382 H) NEELTVWAEY, LI K vro—iha
EIA280 5 ki d % & #Ra-*"Pb-Bi O THUE M GkFeFd) WEGLLEV. o, #IE
WD T R vkl LI W& S ICEHOH A2 T RT 20808 H 5.

ZCT, SHEEOMERGEMV S YV LA RE S E1o A 4 v RERHEZHIE AL I A L
ENZENONEREIT O VW TEEEEA Z T?Ra (186keV) & 2Pb (352keV) & 2Bi (609 keV)
DT HETRE A HI5E L, FRREH.2Pb/?Ra, 2Bi/*Ra 5K, BFEEAKALL TWBNE S hE
BRI 217 - 7c.

HAWics Vo 23 e LT VY ARG FN ARG SIEOIEICE 2 AReED b 5
FvEM)TLE, B4 yREEIEER O TRELCODEMEA L. 7YY LB A A
flg Doewx 50W-X8 i &R &, fitlg & & BICAIERGICHIE L 2. © ORAER S 2% L *Ra
& 2Rn S EATICEST 2 T30 HUIEFHE L 7c b D& HPGe /v R A R7 b X —51TC
RIEZ1T - 72,
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T (a) (b)
[4.47x10%y ) (2.46x10°y )
234mpa
(6.75h)
234Th
(2a.1d) (7.54=10" y ) {14110y (181y) o - decay
2876 || e B~ - decay
(6.15h)
mna 228Ra 224Ra
(1600 y ) (5.75y) (366d)
222 220Rn
(382d) (55.68)
218P0 214P0 210p0 216P0 212P0
(3.1m) (164 us} (138d) (0.1455) (0299 ps)
rid rid . £4.07. 7
214Bi 21nBi 212.Bi
(19.9m) (5.01d) (BDEm)
- - P 36.0%
214pb 210pb 208pb 212Pb 203Pb
(268m) (223y) stable (10.6h) stable
(305m)

Fig. 3 Decay chains of uranium series (a) and thorium series (b).
(numerical data in parenthesis is half life)

NERREEEHERLTO®BY TH 5.

O FYVFovrrryyE#G (EE:66mm, 5 :16mm, X :1.0mm) ORFwEEEL T E+ v 2B
X (Araldite®) & v ) avick->TEELL b,

@ #7532V —L (HE:70mm, 5 :16mm, EX :20mm) OEE ) a vESICE D FE
HLTERHLICLOD,

® 7YFEH (ER:67Tmm, & :155mm, EX :0.25mm) OF & FHOKRMZ Araldite® T
PELEHLICLOD,

HTEFEE (Table 2) X, £ 7oL yEROEAE2BI/®Ra=08, 75 R Y+ —LOEA
13 21Bi/®Ra=03Tdh v, MBI D 609keV DH v <HidL 1,120keV DA v <& DH LRRDOE
BAZE L TCORINE#EICIGEL TWIRWL, Chid, KY 7oL Y ORBAKOBELZBLT, b
ABVEHAITZA Yy —LDHITREV) I VYOHICRAKLOREIREN S T F vk LicdEEL
L5N5, TNITHL, 70 FEBOEE, ®Pb/®Ra, 2MBi/?Ra & bEEDHIFHT1 L7 ->TED,
BFRERCE L TV A T EMER SN, Thiy, HTITR 7Y FOHTEREEMEHT L EE
L.

LL, EHS (2009 @FHEE Y v & E0dphTofiLcs VY 22K ) 25 L v RICTEIC
WE LGS, 7 F oMb fcE2WELTVE. N, MEROILEYIHTRER Y
T LATHD, E5IT600°C THEAL TH D720, W) v 2NOFEFEN» S 5 K v hsEfic Lic
B> TVWBTENFRREZZ ENE, AERETIE, 14 VREBIRICS VY a4 4 v ISRE
LiEgET0E, IR VOREBEHTEXRIVWEDICKE >TVWEHDEEZL LN 5.
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Table 2 Concentration of ?°Ra, ?"*Pb and "Bi (in cps), and activity ratios of 2"“Pb/?*Ra and ?'“Bi/**Ra.

Container 2Ra (186keV)  2MPb (352keV)  2UBi (609keV)  MPb/2°Ra  2Bi/?Ra
2.28+0.20 — 1.570.03 — 0.6920.06
bot 1 2.1240.19 — 1.630.03 — 0.77%0.07
olypropyiene 1.220.33 — 0.89+0.04 — 0.7340.20
2.12+0.33 — 1.630.33 — 0.77%0.12
_ 1.3940.12 — 0.5240.02 — 0.3740.04

Glass culture dish
0.79%0.10 — 0.0640.02 — 0.08+0.02
0.89+0.31 0.9840.05 0.8840.05  1.10+0.39  0.99%+0.35
Steel (Tin can) 5.2140.54 5.000.10 4.3840.10  0.96+0.10  0.84+0.09

ee In can

3.60+0.53 3.03+0.08 2.7240.09  0.8440.13  0.760.11
0.87+0.29 1.000.05 0.9340.05  1.1540.39  1.07%0.36

3.4 FBBAAUKEBEEIEICLZREKFDS CILDEE
BEOKhO 5 vy AREORITEE, 7HIK 12 O BRSNSV TiT - e

E, BRAGEHC S VW TR 5~10L Tk LT Yy FEEZ2 W, MR AKREIZ W TR 50 L Tk L

TRy 7EHOIEREEH O, ERIRERLI Fo@E Tbh 5.

O #hFhoEHCERERNL, 0.1M OERRIAKRICIE 5 L 5 ICTHEL 72

@ L RREPKICHIRER T 30 g DA A v ASHNE Dowex 50W-X8 Z#¢ A L 15 /e,

SEmE LB 2D U7z, T OffIE%E Ciresin & L7z, F72, REKA50L 0413 30g
OftIEEH 5 4 (58mme X 8cm) ICHIEL I =+ ¥ 7T 6 L/min O T 30 4tk %
fEER S 7z,

@ Fo LRI OE L WIS A A s 2 InA, 15 08, 10 9FRE L, BHIEEE O HL
7z, CORIEE Coresin & L7z, 3EDKA 501 OBA SH L WIEA 4 v ABudigEnz 721%, @
L[ERRIC 30 D RelalRlia R & faE & & 7z,

@ Vv LERELLBIIEREG S E/%, 3.3 THH L7 ) FBIONIERSICHEYD, Araldite®
TEHRAZ LDb, PRn BSEHPE#EICEST 2T » AU ERE L TRELE

® #EBRORKENL, K)zF L VBICAN HPGe Y <2 <27 box —4% T, ®Ra: 186keV,
2P : 352keV, 2MBi: 609keV BLUPAc: 911keV OH v <fEARIE L1z, HIEIZ 1~14 H
FITTV, 155 NG HEER 2 M b & Lo LU O i RERSE & sk /e,

® {5tz C, Cyresin ORUFRREMED SR a & Co ZFTRICK DRz, 123, C, DUHHEE
SRE KRR T OB 1E, a=1.00 & LTiE% L1,

3.5 BRI UFL—YarvEERWCRRKPOKSHEEDRE
AUEETME LT VY LBELA 7 O F = v 7510, BiEkY v FLr—va vikEHOL
TR ORBUHERE OMIEEIT - 7o, kY v F L — v a viEETIE, REIERGVLEP
TN A TX B2ERL 20N, TRxVF—DEN LBV, Hiozx vF-—%2HF Lk
0 OO TR i3 23k Cid, FPEDOKHED & ORI E 25 L TRIES 5 C & 13K
#HTHs, WMRKITIFT VY AZEDMICSIEHERENEGENTED, TOHTORFICEEEICH
SN BRI OK CERM - 1.23X10°4F) TH 5. L, KERoA ) v adhicEgEn s YK OEFE
Wid—ETd 570, BRKFDH ) 7 LEEAZAESTNIZYK OEHEX* RS 5 2 0T 3.
FEEBEREELITOMWMY Th 5.
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O #HEK 500~1,000 mL ZZFEMIC AN, & v b7 L— b TREOMICERTE S &1,

@ ZEFREEMAERIKTHE» L, 100mL OFFIKY v F L — v a YDA PV AR, flikEINA
50mL & L.

® A v ALY vF L —% (INSTA-GEL PLUS) % 50mL Nz, &HCHEELIIRET KL
e s E v v F L — Bt &1, £/, #iZk50mL 1T INSTA-GEL PLUS
%50mL A7/ Ny 7 75w v FHOEE bEEC/ER L 7.

@ A YILE 30 BY EEE Lk, iRy v F L —va v Ao vy UBHDEF : S-1267) @ Gain
% X5, WEates® ¥4 ¥ (lower level discriminator) % 40, 70, 100channel (upper
level discriminator : off) 1ZFRE L 1~2 BEHIEZ1T - 7.

® HBontfEf ro Ny 775y v Fa7&LEIE, channel number &EHUE &2 5 e —
REFRRZMEK L, 0channel IC/MF L 7o EARRGTEUE S L, W, HIERE TR LR
fEA 5.

® RS (1988) OELEABEIC, MEEIKAE W cHE X SariEic kv, BEKkhoh ) v
LDEREITV, MmR/KPYK ORURHEE B L 7.

4, TEREEE

4.1 BRK-#TFKPDS Y LEE

AHETHE LI, THISED 12 #F0RRK, BLO 1THEAOH T KFDS VY LEEE S VY
LTRSTEELL P Ra/?Ra DfEE A Table 312/79. Table 3 kv, ®RajEEEL LT, iRk TR
10 L @ik 2 HWiid 10mBa/L F2EE, # F/KEUEFTE 50 L oiEKE H i 1mBg/L LUK
DI ADTEENARRICIE T EDHOMIT 72, £z, BEOREITRONDE T Uy AJERE
LA =Y — LNV TREE-HELTEY, ALHEEZAVTOREDRRWI EDbE oI Tk,

Table 3 Concentration and activity ratios of radium and the progenies in environmental waters.

Reported Conc.

Concentration (unit : mBq/L) Activity ratio P
Sample Volume (unit : mBq/L)
(unit:L) " pa996  Pb2l4  Bi2ld  Ac228 ZRa/"Ra  pooss References
(186keV) (352keV) (609keV) (911keV)  (BAc/2Pb)

Tamagawa 10 134+73 6519 49+9 1190+40 18+3 55-270 Yokoyama (1955)
Sarugajo 10 10045 4143 43+4 — — 6-110 Sato et al. (1975)
Masutomi 1 10 — 1943 10+2 — — 160-300 ﬂg%”hi et al.
Masutomi 2 10 — 506 — 5911 1.2+0.2 37+5 ggg?jm"to et al.
Masutomi 3 10 17801150 1070290 1090--130 2270140 2.140.2
Arima 1 10 — 203+14  168+12 6426 0.33+0.14  37-7750 Yokoyama (1955)
Arima 2 10 - 69410 70+11 4914 0.7140.22 Tkeda (1955)
Onogawa 1 10 205+138  351+36 304+34  525-64 1.5+0.2
Onogawa 2 7 464146 344+25 208425 56542 1.620.2
Misasa 1 10 46+15 48+1 47+2 112+5 2.310.1 37-550 Yokoyama (1955)
Misasa 2 10 14637 5249 44+12  101+16 1.940.4
Hijiori 9 14+2 1142 323 2.2+0.4
Kasawaki® 50 —  0.64%+0.15  — -

* Well water
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BOEORRETTEDONTVS [HE] L LTTHRINIGEMEEOH TS Y 4[3%Ra
BT 370 mBq/L IS4 4 3. AEBRETEIOMEE D & 51T 1HHEL L~ T fllEr]
BETHB. LEN-T, —fRICS VI LHREZVESNTOBERBOIESHEEZNIES 21T 3IERICH
NSHETHDEZEZ NS,

SYUYLDEEAAELTVWS EXIT, 186keV O Y DT XTHPRaMFH LTV B H
YRERTH B EPUE L TR S/ #Ra OFSTEERRE &, IR TH 5 *Pb & *Bi DR REM
FEEofickEnEZECTOIRENVL ohAa o, Thid, B4+ w3385 i3 *Ra
O Y 5 v OERIMAETH 22U BEIFFICEINENEIcDTHEEELLNS, ¥ 5 235 1
KIRD T 5 12 0.720% GFNTEY, atEE LT, 185.7keV OH v <fA& 0I5 57.2% THUH S
B, 5V A-226D5RHENB A V<43 1861 keV TH D, HMiEGEN 2keV FRETH 5 HPGe
HY AR ba A —FTIEID2ERDH VA2 AT bV ETHEET A EIITERL, O
Dz, v Ty RRBRICENE N2 TIE2Ra BRA T FAERHEINE bDEEZ OGNS
* 72, ®Ra D 186keV DA v <D HIE 8.6% TH D, *Pb &2MBi Sl En 3 352keV
& 609keV O v <IRDONIEILE D/NS K, PORZANVF—TH oD, A7 b ETEI Y
TNy I TS RICE= I BERTLES TERLELEAONI. TDkD, SV LE
FEA RS DA, Ra D 186keV DA v =fio—r7 ZHWVW3E T L 3ERTREL, BEHETH
% MMPb MBI DA Y =M EIET BT L.

4.2 ERELES D9 LEEORR

AAMET T Vo 2208 BB, BINR a 1213 30~90% L0 iE 5> ENA LN, Thid
AHEVKOIGEA A v OBPBLZ VDT, a NS B-TLE-bDEEFEZL OGNS, BT
W aEC & CETHARTICEENSGA A YOBNE(NT 22DFELTIRIEVD, 32Tha
B—E LA L THERSWT EMMERENTWS, 22T, ERBIcBOWTS 7 VY 20T
BRI NS EETEDD BT, A 4 Y HIE DR T (mesh) EiREIKOREZZ, a %
B s B L FICGHRE SN A IBE O % 1T - /2.

EEREREIZ A A BRER 1% % 20~50 mesh 7 5 100~200 mesh 12, kK (Masutomi 3,
Onogawa 1) Z5LICZHEL, 3.4 L[EMOIBEEZITVWC & Chba EEBEAZEH L. fHHE4E
Table 4 IZ/59". Table 4 &0, [E{FE a #330% TH->Th 0% ThH->Th, FEEN L EEIFHE
ZOFPFANT—HLTVA I ENHLLITE -7z, T&D, BoNFFERR o ITRFEE T RED
METE 3 EMBMERs N,

4.3 BFHNRENOICH

AFEOHKO—> & LT, BAFHERNCS Vv 20 A 2EEK» SN LEBIRDMIEST 3
EETEL, MEEEEFEL TV, T I T, ERIMIC CIATEETICOBEL S Yy Aok
Wiz S, [[F UiEEZK (Onogawa 2, Hijiorl) % FEERZFICHE L £ OBROBHRIELZIT-72bDT
D HIRERR T - 72, MIEFERZ Table 5 1IC/8d. Table 5 &b, FAFHEREHEENOLESE S
TIT - L FEBFER bR OFHHN T L Th D, TohEIBAFECEB S, icghT
HBTEDHPBAL 12,

4.4 AUZARY pOX MY —¢EBREDVFL—2 3 VEHE S DEEE
AEEFICBOT, 5V LAREHARIEEOHNE KX ED ST, BIEICE L THIENS W
CEMMEERINTVAD, MORIEETHE L mRKhOMSRERE E 7 0 2 F = » 7 ZTOAR
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Table 4 Radium concentration obtained in different experimental conditions.

Sample Volume Resin size Concentration (unit : mBq/L) Collection efficiency (@)
(L) (mesh) 26Ra ((4Pb)  2Ra (“Bi) **Ra (Ac) 24P 2RB{ 28
Masutomi 3-1 10 20-50 107090 1090130 2270140 0.33+£0.02 0.27%0.03 0.38%0.02
Masutomi 3-2 5 100-200 1120£30 103030 2670160 0.924+0.01 0.89£0.01 0.89+0.01
Onogawa 1-1 10 20-50 351£36 304134 52564 0.32+0.03 0.38+0.04 0.41%0.04
Onogawa 1-2 5 100-200 291+9 284+9 497+18 0.91+0.02 0.91+0.02 0.93%0.02

Table 5 Radium concentrations obtained during the field work and in the laboratory work.

Sample 226Ra (214Pb) 226Ra (214Bi> 228Ra (ZZSAC) ZZSRa/226Ra (214Pb)
Onogawa 2 (lab.) 280115 291+15 537125 1.940.1
Onogawa 2 (field) 344+25 298+25 565142 1.6+0.2
Hijiori (lab.) 11+£2 112 3414 3.1+0.7
Hijiori (field) 14+£2 112 3213 2.24+0.4

FHiEE I L, 3.5 OOWETIE, EEDKIZ 500 75 1,000mL EdbF O KEICH WA I ENTE
W, TR RERREE 235 W\ Masutomi 3 & Onogawa 2 DEEHE W 72,

3.5 DIMEIC KAy v FL—va vy vy (LSC) kKo ohiikbkh o bEmmrs &
TR E RN Lot X0 (XRF) TRO SN A ) v AEED» SEH L 72 K ORUHE
SREEASRS S,  ORBUERREEE N S K DfEEZE LI T Eicky, FHEPKkho®8 U, #2Th
L Z DIRTEORIPHERE 2 RD 2 T EMWAfEE M5 EFZ 5N5. LrL, b ARENE
(®2Th, ®°Th, ®Th) I pHA3LIFTHOVIRYIEEALEERES, F/, #U0, »URBEDL, %
OYFOEE M SHEAEL TV TS, RERBALINEL 2. Ty, KHERD SN2
fEld Fig. 3 £ 0 ®Ra~2"Bi L P ®»Ra~PAc DO TH B EEZONS. T2, WEENT
RELTh2EEUKIE, K1) 5 vy OBEMICS VY 2 MIET 20E1IET 2701, 0.1M O
RIAKIC L CTdh 5w, RHEGRE L T 23EKkh TR Ra 7 5 132 Th CREM - 1.91 ) 23t
WRETw 7L TVWAEDT, ThoOIRMESBEEHRICIE SN2 139 Th 5.

FIT, HY=REERRZ boA Y —=TiEONIT Vv AL ZDOIREEORIEERE 1, 2Pb
(*Ra) OHUHRETRE Z 6 5, **Ac (**Ra) OIUNEEMEZ 2 5L TRz, b ) v 4-228 D
REDRIE (JIRRFE T d 5 2?Pb D 239keV O H v <#F 2T L, TfEF2 I &ickRponsizd
TH 5. FEBRIT Masutomi 3 kN> W\WT, 2001 4F 6 HICHIE L 223k & 2002 45 4 HIHEIE L
foi k2 ik U 7276 % Table 6 12789, Table 6 & 2002 4E 4 FITHIE L 72506 @ 25Th 254 10
BICELVRT » 7 LTEBD, ik vyFLr—va viBic kDR SN BRI IZ 2 Th o B
K7y 70biiEEhT0sd T EAHER L 72, Masutomi 3 ®ikHT> W T, HIE L 7222Pb 2 5
ZBTh 2351 & N As, Onogawa 2 1DV TREEVKAARE L TO7ztcdic, 22 Pb i ORIEE
3B ENTEL P -2, £ T, PAc DIFTREEE & SRR 2> & ORGEIFE > 5, *Th
DEVKT o 7TEEHEELTNE L., INODfEREF EWicE%E Table 712/R9. Table 7 &
D, EGTEERMIE D O YK OEAEZE LWl E Ay <z~ bo X b ) =itk DR SN
FREHEREE & AZIERI UMEICIED, Y <A <27 b oA k) =ik DR 5 BURHERES >
SAHBEENZEERIELLVLDTH S T ENMERS NI, L L, HBHUEERE S, S K Oz 2%
LW EAS, # =27 box b ) =12k R SN BIEHERE X 0 ETHERWE D 1T
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Table 6 Build up concentration of ?!Th in stored hot spring waters.

Sample Date of *Th (**Pb) *Th (**Pb) Concentration
p measurement C; (cpsX107?) Cy (cpsX107?%) (Bq/L)
Masutomi 3-1 Jun. 26-29, 2001 6.61+0.7 4.1+0.4 0.11+0.2
Masutomi 3-2 Apr. 2-4, 2002 49.2+0.9 37.8£0.9 1.09%+0.11

Table 7 Concentration of Ra and the progenies in hot spring waters by
different method (in Bg/L).

Ra+daughters+*K Ra+daughters Ra+daughters

Sample (LSC) (LSC-XRF) (HPGe)
Masutomi 3 26.2+0.2 17.7%1.1 20.4+1.1
Onoawa 2 7.3040.09 4.640.20 4.15+0.12

Hons., CoFEKE LTiE Masutomi 3 DFFHTIE 3ok EZEnTh D, BRick 2HBDE
itk s 7 2 v F v 7 ORETRIBHEPEC R oNiclev L FEZ 615,

4.5 BERK - HTFKPDS DY ARMKL

KR TiTbi e, DEOFEO—DIc—fi)75 2 Ra L[EHEC, Vv ARMMATH % *Ra
LHIETEAMICH S, THICLD, 5 Y9 ARMIADKETEEH. 2 Ra/®Ra ARWH 2 T L BT X
%. Table 3 &0, I ¥ ARNIADISHEH*Ra/*Ra (0.3 75 18 LIELWEAR S 2 & 05h
-,

L L, Cho DR I3ERRKERIL 7S 0B - RfELTHh D, s ofEnEIc—E
TH5HEEFRSEV, 2 I TARFERZEZIGH L, TR R 250 2003 4£ 7 H» 5 2004 4
12HFTD 1 » HEDERKFD?Ra, Ra BL O Th OEE L, HATEELHRa/?Ra % ki
FNTHE L 745514 Fig. 4 1ITR9. Figure 4 £V, 5 V9 ABEREFELAFTR TTEVERED
EEnd v, hoORGEEL*Ra/*Ra b RE AT 2 Ebh -7, 2T L *#Ra DRI
FETHBTh DEFERZIFIEAEEELISh -7, OB TORBKDO RS TCEOBEEIZIZE
AEZLTEST (UES, 2009, 7YY LDEEDALNAEL LT T2 & I3IER ICEBZE
V., INSOEENE, FYVYLARTAEBZNREROEL T ZBRORESERH D, ook
MIT T VY MEEDRIGICE VRIBDFEA T TN S 2, BPThOBEENR—ETH S L L
—HE L7V, FHBBEEGHAEDNTH 20, SKERK HWTKIDS VY LADHET—7ME 5
ez, EHAN - AREEIISIEN TN S S Ltk b, HIFNTOKOE) X 11 EHIER LI E RS
BMAEBLIENTELHDEEZOLND.

5. ¥ & &

O BREKFDF Yy L ZFAFERICEECEIL, 7YY 22750 FERECFR SR> TH
YRREZ AT hwx b ) — O LT ERIFE L 7.

@ AHHER, A& SHEINED Ny FHEEZISH L THEZITS b0 TH D, FHEIKOEMN 10L 78
DB EEN Y F O EET, 50L LIEEREOREKISHRICE 251 R Y 7E2HL
TEBRIE TR K K S 5 S L3 H[RETH - 7.

@ HEloED 101 OEf13 10mBa/L #2EE, 50 L O3 1 mBq/L LIS @ *Ra DERNAIRE
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Fig. 4 Concentration of radium isotopes and the progenies, and
activity ratios of ?®Ra/?*Ra in Tamagawa hot spring water.
- : ZZGRa . ’ : ZZERa . . : ZZBTh . O : ZZBRa/ZZGRa
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