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Abstract

To investigate the occurrence of groundwaters with high Ra content and its
constraining factor, Cl-type groundwaters were collected from hot and mineral spring wells
at 30 locations in the western and central Hokkaido, Japan. The Ra isotopes (**Ra and **Ra)
in these samples were measured along with the dissolved components and stable isotope
ratios of both 8H and 8®0. Furthermore, leaching experiments with diluted HCl were
conducted using drill cutting rock samples obtained at one hot spring with high **Ra
content. Both stable isotope ratios of 8°H and 80, and dissolved components indicated that
the collected Cl-type groundwater samples originated from seawater or fossil seawater. Ra-
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226 activities and **Ra/**Ra activity ratios in the water samples ranged from 5.68~5,080
mBq kg™ and 0.085~3.92, respectively. The highest *Ra activity in this study was
comparable to that from the Arima Hot spring water with the highest *Ra activities in
Japan, confirming our previous results that groundwaters with high **Ra activity exist even
in sedimentary basins and coastal areas. Activity ratios of **Ra/**Ra in groundwater
samples were comparable to or higher than Th-series/U-series activity ratios of both drill
cutting rock samples in this study and common rocks in Japan. Comparison of **Ra/*’Ra
activity ratios of groundwater samples and rock samples indicated that Ra isotopes were
mainly ejected into water phase by alpha-recoil from rock (grain) surface. Ra-226 activities
in the groundwater samples were approximately constrained by adsorption-desorption
reaction depending on the salinity although occurrence of Ra removal by barite formation
within the well was presented. The leaching experiment of U, Th and Ra isotopes from drill
cutting rock samples with diluted HCI solution showed the possibility of the existence of a
Th-enriched surface layer, suggesting the relevance as the source of high Ra isotope
contents or high *Ra/*Ra activity ratios, or both.

Key words : Ra isotopes, saline groundwater, Hokkaido, alpha-recoil, adsorption-desorption reaction
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JeifEE - FEEOFE 30 # AT BT ALY R TP O Ra FAAR (PRa KU *Ra) 5 % WE
T3 &I, P TR OB, ZEFMAL (FH RU6%0) R OTREHH» 5 O
WAy 74 7A@ U, Th, Ra AR EEORE RS 5, “Ra & S E LML RK
DRI E b B H T KT D Ra R ABREIZOWTELE L. FEBRFRD L ORER VAR
(*H K. 0N §%0) DRIEREA S, FRIL 7z imSn R AT #EK F 723 bk iiie LTh Y,
Z D *Ra L 568~5080mBgkg ™ TH -7z, AWMETHE SN/ *RaigEOREMIZ,
HERRICILHT 2O TH Y, FAHISRHER o KRB 2 5848 5 b\ o
LM RICB VT 2Ra % BB IS G RAPEET LI NT COEREE R LEHLE.
FL R K O #Ra/*Ra i REILIX, 0.085~392 TH VY, HEIA v 74 ¥ 7 X (HH) O *Ra/
“Ra BSTREIL K EIN O S A O “Th/*U B EIL & FRBREL S BV ETH 722 L0 b,
MK @ Ra ARG WA H BEY) FRISHAET 5 Th FAARD o 224D o KBk
XD INT WD Z EDURBEENTZ. AT —VORIER? S, HFANIZBWTEMA DS
Hr L Ra DS SN T A REMEARIER SN 7228, IREE R AKH 0 #Ra 5 I3 A3 5447
HEOWR - BEESOSIC L D LR S NTwie, WHlY v 714 Y 7 A (Bh) &Rz hit g5
BT, Mo Th &%5)/U &% (**Th/*U, ®*Th/*Th & O **Ra/*Ra) A EELIX, &
AaEfk ONvz) o Th Z50/U RFIBEREILE D dRAEWEEZ /R L, SEE “Ra LOE
ZRa/Ra AT RELL DML R AR Kb S RafitiGiF & LCoE A (i) £JEo Thiksk
Jg OFFEAEN] Fe k&l < AR L 72,

F—7— F : Ra[Afifk, wfos e, deigs, o Kk, Wb - BsEsOs

1. U &I

RKIKZIZ, 4207 V7 5 (Ra) R (77 > (U) AR50 *Ra M 1600 4, F) 7 4 (Th)
AN #Ra : 575 E KN *Ra 366 H, 727 F =724 (Ac) RH® *Ra: 1143 H) HE L 554 -
HFAELTWD. 250 Ra AMARIEREI L OIS 8 2 2 2 L0 5, IR O AR o s
el v ThE 4 2 lERIb 7 a e X, Bl 21, #ROKIHES (Inoue et al, 2007), HHEKFHEK
OB - | (Moore, 1996), B TEBEREY O Hu g WL o3 1246 TR 1748 (Krishnaswami et al,
1982) fEAIEZEZ: EICHWVWONTE 2. —J, SRE® ®Ra (100000mBqL™") % &l - KK
B A BEHE AR OFFAE R W RN RS (WHO) D3 i RiHH: L~ (*Ra % 1,000 mBq L', WHO,
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2011) ZHZ 2K T RO &, BB EO BN A S & H T K @ Ra [FZAEIZOWT
HH SN, Ra FRMRIREE DA 22 O REIRE Ra OB RICOWTEHOM e % ST &7z (Bl 213,
Kraemer and Reid, 1984 ; Sturchio et al., 2001 ; Vengosh et al., 2009 ; Szabo et al., 2012).

HERIZBWTIE, H<{25 RaxATMMIE (PRaigZE23370mBgkg ™ Pl 1) oL HIL
LC, imEEHKF D *RaBESLEME SN, BEA " Ra OFBMTH 5 U & KW EREIZ
UM AEHT LY 7 VHRFLIZB W TRHIBEO *Ra Z A4 iRES B S T& 7 (FIL,
1955 ; Kanai, 1988). ¥4, FHH HIL, MR O LM - KA AAFREIEAK Gk & D & &ifsm) 28
FURED ®Ra 254 2 LA H L, ISt MR o KR 2 515 5 N A0 g
R IEAE A (RS 0 1-36%F28E) D Ra AR EE R Ra A E 28 L C& 72, 20
FEA, 1,000mBgkg ™ M2 5 RO ®Ra & & L imILR KDY, LR A AT DAL O ISz B\ T
LEETAHIEZRB L. T/, RIEEAKTO #Ra B & O ®Ra/*Ra gttt & ‘& Th
SH/U RHIBETRELL OBIRA &, LR AP O Ra AR, FIAAERB IS 5 Th A
D a IS o KERIC X D KMAEEHE S, ®Ra L35 OB S, Ra MEEEABEAQNE KA
O - BEERUBMC X D ZREINTWAL I L2 HLNIILTE. B RaiRBELDTEHD *Th/*U
BT & D b v PRa/*Ra B REIL ORI K ICB WX, &a (W) £EISAEED Th
FINLARDSERE L7 ThiREROFAT RN A RIE L CTE 72 (EHIZA, 2009 ; Tomita et al, 2010 ;
Tomita et al, 2014). LH» L %255, RalZ7 VA Y LHIGHETH LI ENSHTROKE, £5
WAREMED Th MRS TS 5 2 & 7 & g HUE O KIS ORISR S e 3w, Fl 21,
MEE K O #Ra JRE L WA OBRICBV XS D XK E L, ORI EOWRAE - Bisk SO 2L
MOZER (B 2 \XBERRIEAE I & %5 Ra DB R LA TTIREE) 12X ) Ra RVARIREDSS IR ST
WBLIHREMEA D A (B 213, Vinson et al., 2009 ; Szabo et al, 2012). F 7z, LR KH D *Ra/*Ra
BRI AYE A b o Th R51/U RVISHRIL L D b &2 3 2560 ), *Th 2R L7
I—TF 4 Y THNEA—IKREFIAETET 2Rt b i T % (Reynolds ef al., 2003 ; Vengosh
et al, 2009). CTOXHITHTREIZUD & T 2MMEEMAKD Ra FARZEENIIFF ICHEMETH D, &
OHEALFZIFE O EEEZH ST 5 72DICIEELRE T —F OEEPLETH 5.

GBI, ZHOBAYR, PIXmKE D b EWIESZE T AR K (R, 1992) 254F
FEL, IR AKDBEA SR @B AR 7 — & PSS, R KORIERL KK BT 5 s
FFELTWS (R, 1992, 1993, 1994, 1995). AWFFETIL, i - W OE/LWR T O Ra
FfZR (Ra K. U #Ra) EZHET 2 & L 312, e TRAARTOBEERS, RREIE2 S0
W7 74 v 7 ZA@ U, Th, Ra RMAEOHITEEROFE R 5, MK~ Ra R AA#ER X 7
= A 5% Ra A ARIREDOSRERIZOWTEE L.

2. HABERRUEERGE

2.1 WMEMRIBOBERVOHEHER

Fig. 1 [ZWFZExt I o KGN 2 7R3 (GESERAWIZERT, 2012). b rpgeifi o H 82
WPEENCIE, W2 ST > THICHIER, HESRKOFE=ROMBEIH A LTEY, A
AT TN ORI 230504 L T b, B RO KSR ONR S (W, e, HE,
VIVINES) oRY, Bl 2R L TwA 2 ENS AT - KRR XA DA TR S -k
WROFEL TS, AL - WML D DO JbHEE 8L, KIS E kT2 7)) — v 5 7
WRTHs (R, 1992).

ML K BEHNE, 2009 4E20 5 2011 4122 T Fig. 1 1297 30 #4125 W THRAK L 72, HK10,

148



564 % (2014) JogsErh - WIS A LRth D 7 Uy 4 (Ra) RN

HK2

O Groundwater sample
HK3

HK5

D Quaternary sedimentary deposit

‘k Drill cutting rock sample

HK8 1 - Quaternary igneous rock

Neogene sedimentary rock
HK1

1
~ HK1 == Paleogene sedimentary rock and
~ HK1 accretionary complex

HK18 y ~HK16 e - Paleogene igneous and metamorphic
H rock
HK19 H + g @ Prepaleogene rock
H ﬁ HHA. sedimentary, igneous, metamorphic
HK2 : and accretionary complex

HK17 - Neogene igneous rock

N »
HK22 ]hxzs S,
HK23 HK24 . &
K30 \

\ .
Western Hokkaido s \Cental Hokkaido

HK2g * HK29 N

Fig. 1 Surficial geological map of Hokkaido, Japan with sampling sites of Cl-type
groundwater (O) and drill cuttings rock samples (3%). This map was compiled based
on geological map from Geological survey of Japan, AIST (2012).

17, 19, 22, 27 O 5 M TITOWTIE, BRINH 24 2 T 2 FEHRAK L7z, duifg b B oo m i 55 o fi
FRAKDD B, —EBEEE SRR A ICEE L Tw 528, KERGIEHHE A OMRE KB L Tw
Ll IsnhTnsg, —J, LB O EES OMRILIRKIGHHE =R OHER SR KIS R IE L
Twan (B9, 1992, 1993, 1994, 1995).

MR AKREHE, 7 Y 7 HMARBIO KL U RER Y v 7 HALEOFRERILICH RS 7210w hL
ETHRAKT 2 L9 IOHNT722%, ZUSARWEELRE A, RS v 7 258K L7 Ra ALK
FEHIZ, 200 OB R = F L U HERIC, £ o b0 HEEHE 500 mL, 100mL % O
50mL OFRY LF L Y FE2EFARY e YL YESFICRK L RIRKO pH GBI Tl 512l
L7

AGRELLIAMC, 4l HK10 ORI CHEIEOK 1,000m # & £ CoREl 7 v 7 1 » 7 AR
B 22T 52 e TE, RGeS R ERI A L7z F72, HK27 ORI 554 7HIC
HER L7z A7 — IV HERINL 7.

2.2 EERFE
2.2.1 EEIEFRKREDODIT
Ra FARAT 134 201 o7k K2 FH W,

i

HIZ2A> (2009) KO Tomita et al. (2010) & [HAEED
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FiEERWTTo 72, 22 TIIBIEIC OV TS, KB (9 201) 12 HNOs & Fe* ¥ %) 7 —
A, NG —BplE L7z, NHOH 2z pH=2 I[ZHR# L 721%%, Ba* ¥ vV 7 — K O8fl (NH,)
S0, &%, Ra FAiA% BaSO, ik L D MU L7z, Z %, #fllZ2 BaSO. itk & R 21912
B % 72012, NHOH ZZ Ttk L, Fe(OH)sbBZE AR L, #EL:. AV T—v 3
¥ RO & ) F O & N, HCl # 2 C Fe(OH) s LB 2 %ML, A (045 um
L7 4 V& —) 12X D BaSO. ik & mINf%, w20 - FFE L, Ron OBPAMHTEZ2 7104 (35
mm x35mm) (ZH A L7z, Ra LA R, [W#E Ge EAM M2 (ORTEC GEM-30195,
CANBERRA GC4019) # W72y fAXRZ b XA M) =2 DER L. AXRZ O A—%—IiT,
NBL #ZE#E0E No. 42-1 (4.04% —U), No. 79 (1.01% —Th) KO KClL 3 () 12X W RIEL 72
Ra K U #Ra L, ENFN 186keV (*Ra), 295keV (**Pb), 352keV (**Pb), 609keV (**Bi)
MU 338keV (**Ac), 911keV (*Ac) O =27 S8 L7z HHrICBIT 5 Ra A AO RUTEIE
BaSO, DRI EE L WE AR L F/z, BaSO LRI L7z Ba ¥ ¥ 1) 7 —1%, Ra[Ffifk
DIEGD MR TH S EHA (PRa: 0701 mBgg -Ba, #Ra: 02+0.1mBqg “Ba) 2 SHFEHL
7z (Inoue and Komura, 2007).

ML OKRERM AR () (&, BEME s v 72k E 7 A, BRERMAL (8%0)
AL S AR L Dl (Micromass Prism model) L 72 (Epstein and Mayeda, 1953;
Ohsumi and Fujino, 1986). llxEfai, BEWE (V-SMOW) O AL S OfFAE (31H) &
LCTFo#E (%) TmrL7z 8H RO %0 ORIERFE IR £3% LT £01%Tdh 5.

ImSLIRAGRE T O FEBR ARG 1EA 4 v 7 u~ 7T 7 g% (Dionex 1CS-1000), Sr } 1" Ba
BFHEREAE T I A< EESHED ICP-MS, Thermo elemental X7) Tl L7z, 7V H 1) FEiZ 01
MHCI #7213 H.SOs I & 2@ L ) i L7z,

2.2.2 HARH EHHY T TX) O

HK10 TN L 725 AEHI DWW TiE, FLERTHiEL, TX 2R —fbL 72, BERE 10g
RV IF L UHEHCEAL, FEIE Ge 54 &: (ORTEC GEM-FX5825-H], ORTEC GEM-
FX5825-LB-C-HJ, CANBERRA GC-4019) #HW/zy#ARZ ba X b)) =2k @@l AR
7 huA—%—1%, NBLE#EZE No. 42-1 (4.04% —U) K UKCl#E3E GFH) X W RIEL 2.
GAREH O PRa RO *Ra #EEIL, BRI S5 L7
2.2.3 ART—IO3MR

HK27 TR L 72 A 7 — W2 DWW Tid, FLERTH#: - H—ILL, 76g 2K 5L U HHICHA
L, [ Ge 8 abi#: (ORTEC GEM-30195) & H\W 7z y A Z Fr X MY —I2X ) @i
L7z, AXZ b x—%—(F, NBLEH#EZE No. 42-1 (4.04% —U) KO KCI#RIE G5 12LD
MIEL7z, GHEH B LR GEL A TH S, T, A7 —VoOSgEWHEEH S 2T 572012,
R X P (XRD ; Rigaku, RINT2000, CuKe, 40kV, 20mA) %475 7-.

2.2.4 AARPOHMEEER

BN Ra FILARAERR 2 7 = X &, $512 Ra DARMANOBIFICBWCTEEE Shbhah (8
Yy) #REO Th iR ORI T 572012, MR L 72— 2T, SadE o
WFEERA 4T 5 72, Tricca et al. (2001) &, HuF/KHD *Th T ThO. EREZICHIRE LTV 2
Z & %, Sturchio et al. (2001) &, RNEEO 7 A B, V) VB3R OKEEWIC Th 25R4E L Tw
LUREMEZ IR L TV 578, ZOFAEREBEICOWTIIAHTH 5720, ThiERBOAZ T4
LIRS SR TwiRv., BEEBICBWT Th B3AENETH 5720, HiHgERTIE, Th 2
W3 2701 BT 2LENH L0, BICXLMBTIE, A0 (BEY) KEO Th kiS5,
HiyE Lavaamko Th itk Sh s, Alisko Thigihz k2B Mz 27201213, #
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WO K R OMBILET 2 08 ESH S, Doz Lars, MilEETIE, 05MHC %
T ZLEL, BEWREL I5H5ORFERT LI L Lz 72, MMEBRIZER iRl
1g/30mL Tt L 72.

9, 500 mL E L IS aA OB KRR 10g 2 An, 05MHCL % 300mL Bz 72, 15 5
WiREL, 045um D7 4V F —THB|L WIS, BSR4 M) % U - Th FA&KS
B & Ra ARG ATHIC B L, &4 BMEGH 250 L7z, fibAd o U - Th MAA&E, (b4
IERFIEH O U RO™Th b L—H—2BAERMN L, Fe(OH); Lk, @ ORA + > agif
BeA o 2% M Er 5 Ec L ) U RO Th 22k - 3L, 2757 v L AMIC
BAEL. U RO Th AAREEE a AR ba X Y —2X ) ER L7 (Tomita ef al., 2010).
AT O Ra FAL AR, BEMMK W20, RELRAKREHFMEIC oMK RaiHE Ba ¥ v ) 7 —
% w72 BaSO, #3012 & b %, R/ANEH THEZICB TNy 7 757 2 FyfARS
b % bV — (Hamajima and Komura, 2006) (12X ), ZFORVAREEZE &L 7.

3. HEREEE

3.1 RILRKDER

BRI L 7208058 K 0 pH, 2@ AR (8°H, §°0), VATEMTILEE % Table 11273, $RIL 72
MR AP ETH 5 72, BT WEGROA F 2 LA T Y OBAT/NT ¥ AT £10%LL
WNTH-72. Fig 2 1TRT LI, FRIL 7ML RAKIE CLETH 543, K E KL T Mg & SO,
A+ OFELVEIPERLN, ZOKREIMEAHKOZNEFMPL TS, T2, SEERICL 721
SRk D 9 B, HKI0 KO HK19 AU ED CLIEEZALTEBY, IR (1992) oL
LABRDOFERTH - 72,

AR D &H, 3%0 1ZF N2 —-70~-7, —107~+51%TdH Y, FOKEBFIZIEBEHNDE
JEK (8 H= —70%0, 8“0 = —11%0 ; ¥, 1995) XV E VMR AR L7z, Figs. 3 (a)-(c) 1T,
§*H-8"0, §8*H-Cl K 1" §"0-Cl o Bifrz /R . Ll OiRSE BRI FARICDOWTIE, INhFETIZELEK
D FH, 80 B ClLILEE R RS AR E SN TVAE I LA s (REERITH, 1978 ; Rk, 1992
1993, 1995 ; H2E - [iJIl, 2009), ARWFZEDOFRINH AL & 7] Uin iR o O R #hisi s & BRIN L 72 i 5k %2
HWTFROTFT—=ZI1ZO0WTH 7Ty b L7 Figs. 3ITRT X912, KR O ML R A LA s o
KK EHRDBEAHEIZ 7Ty SN, RIERAKDSHIRO KK L WHKRDOBEWN TH A EHHS
el oz AbiEE P YL ERALE CEREL L 22k Ak (HK, 2, 3, 4, 5, 6, 7, 8) &, HUOKRKE
WAKDRERD SR E N, &H 80 AT F AT 7 FLTWAD. ZORFIE, Bk (1993)
LM il (2009) OWE E RO ETH S, T - {1 (2009) &, Z OHUIIZIZEIRE R
EREB L TEY), KAKEHKOREDOMIZH S— VOB THALZZARRET S &
WX EORMAERLZ AT 2 LTS, —7, HKI0 KOV HK19 &, 29 (1992) o &
FARIC, HEk%E B CligEE24 L, 8H-Cl LU §%0-Cl ®DBRICB W TRAK L BADREGHD S
KELHND. Bk (1992, 1994) &, k% LR CLEEEEIZDOWTHE L M AL ETH 545,
SH-8"0 O S, ZORIFIHEADEE L TW5D EHEL TS, ABFZECERILL 721855 K
MESHERE FiE 2 TR E LCTwd (R3%, 1992, 1993, 1994, 1995) Z & %45 &, AW T
PRI L 723 K 1L, Rk F 721 bk Z el e LTwb EEZ 55,

3.2 BELKFRAKPD Ra FfLF
MmELIR K O Ra AR (Ra KO #Ra) #EE K U *Ra/*Ra ithtiglt % Table 1 12779, 8K
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@ Groundwater
& Sea water

9 O%

Ca Cl

Fig. 2 Piper diagram of Cl type groundwater samples collected in this study.
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Fig. 3 The plots of (a) 6°H-6"0, (b) 6°H-Cl and (¢) 6 '®*0O-Cl for ClI type groundwater samples
together with data sets of literatures (Matsubaya et al., 1978 ; Matsunami, 1993, 1994, 1995

Kai and Maekawa, 2009).

KT o #Ra O #Ra ikFE1X, ENFN 568~5080mBgkg!, 7.23~7375mBqkg ™t TH o 7-.
A7 TR SN2 PRa L O &= 5,080 mBq kg ! 13 A HiRE OB EM 6200mBg kg™t (B11,
1955) (L9 5d D THY, HARMIETH 5. HEAK T O *Ra/*Ra el iX 0085~3.92 T
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EHINCE, mHERE, TAER, . 8 SEE S, IREL, REWW, IARBE MR

H Y, HK29 /Mt (0.085) Z BT, THFE THE SN T 5B HARDIESLIRAKT D *Ra/*Ra X
SHRELL & RAREETH o 72 (BHIFA, 2009 ; Tomita et al, 2010 ; Tomita et al., 2014).

3.3 HA (EHIA YT 1T ) hd Ra Rk

HK10 % SERIL 725417 @ Ra FvifER (*Ra KU #Ra) & U ®Ra/*Ra Jitgtagt % Table 2
WRT. AAHO *Ra REE ) O ®*Ra/*Ra BRI, £ 2 11.7~299mBg g™ ' K T¥ 0.60~1.95
ThHot:. TNOLDHEIFINETIIHMESN TV ALENO A by, Zika, Bk, e

Table 2 Ra isotopes (**Ra and *’Ra) activities and **Ra/**Ra activity ratios of bulk rock
samples from HK10.

Depth *Ra *®Ra Ra/*Ra Depth "Ra Ra Ra/”*Ra
(m) (mBq g'l) (mBq g'l) activity ratio (m) (mBq g'l) (mBq g'l) activity ratio
10 165 + 08" 250 = 13 151 + 0.07 510 25.1 £ 1.3 30.7 + 2.0 1.22 + 0.10
20 197 £ 1.2 307 £ 23 156 + 0.10 520 11.7 £ 0.8 158 + 14 135 + 0.15
30 16.5 + 1.2 29.7 + 2.6 1.80 + 0.11 530 234 + 0.7 29.5 + 1.0 1.27 + 0.06
40 126 + 1.2 187 + 22 1.49 + 0.15 540 19.1 + 0.8 268 + 1.5 141 + 0.10
50 150 + 1.2 242 + 23 1.61 + 0.12 550 16.8 + 0.8 253 + 14 1.51 + 0.11
60 149 + 1.2 289 + 24 194 + 0.11 560 20.3 + 0.8 317 + 14 1.56 + 0.10
70 144 + 1.2 267 + 2.4 1.85 + 0.12 570 288 + 1.2 403 + 23 1.40 + 0.10
80 124 + 1.2 242 £ 22 1.95 + 0.13 580 18.6 + 1.1 258 + 2.1 1.39 + 0.14
90 121 + 1.1 163 + 2.0 134 + 0.15 590 23.1 + 1.1 399 + 24 1.73 + 0.13
100 153 + 1.2 17.8 + 2.0 1.16 + 0.14 600 140 = 1.3 203 + 2.0 145 + 0.20
110 18.1 + 0.9 285 + 1.6 1.58 + 0.08 610 231 + 14 30.7 + 22 133 £ 0.12
120 247 £ 1.3 273 £ 2.1 1.10 + 0.10 620 19.0 + 1.2 295 + 2.1 1.55 + 0.15
130 155 + 1.2 163 + 1.9 1.05 + 0.14 630 26.0 + 1.3 37.8 £ 23 145 + 0.11
140 13.8 + 1.2 16.5 + 2.0 120 + 0.15 640 229 + 1.1 363 + 2.0 1.58 + 0.12
150 183 + 1.4 19.0 £ 23 1.04 + 0.14 650 15.6 + 1.1 206 + 1.9 132 £ 0.15
160 131 £ 1.2 174 + 2.1 1.33 + 0.15 660 264 £ 0.9 36.1 £ 1.7 137 + 0.08
170 154 + 1.2 158 + 1.8 1.03 + 0.14 670 254 + 0.9 367 £ 19 1.44 + 0.09
180 17.1 + 1.1 183 + 1.7 1.07 + 0.11 680 212 + 1.0 332 £ 20 157 + 0.12
190 225 £ 1.0 288 + 1.8 1.28 + 0.08 690 17.5 + 1.0 23.0 + 2.1 132 + 0.14
200 20.0 + 1.3 203 + 2.1 1.01 + 0.12 700 20.6 + 1.2 269 + 23 1.31 + 0.14
210 18.1 = 1.3 234 £ 23 1.30 + 0.12 710 234 + 1.2 32,1 £ 24 1.37 + 0.12
220 199 + 1.4 21.0 + 23 1.06 + 0.13 720 175 + 1.2 26.1 + 2.1 1.50 + 0.16
230 203 + 1.5 253 + 26 125 + 0.13 730 20.0 = 1.2 264 + 2.0 1.32 + 0.13
240 17.0 + 1.6 184 + 2.7 1.08 + 0.17 740 17.6 + 0.9 277 £ 15 1.57 + 0.12
250 146 + 1.2 177 £ 23 121 + 0.15 750 185 + 1.2 263 + 2.0 142 £+ 0.14
260 20.7 + 1.2 202 + 22 098 + 0.12 760 120 = 1.1 158 + 1.8 132 + 0.19
270 19.8 + 0.9 19.0 = 1.6 0.96 + 0.10 770 150 + 1.1 182 + 1.9 122 + 0.16
280 194 + 13 242 + 24 125 + 0.12 780 148 + 1.2 201 = 19 1.35 + 0.17
290 226 + 1.4 18.1 + 22 0.80 + 0.14 790 19.1 + 1.1 224 + 2.0 1.17 + 0.13
300 19.0 = 1.2 152 + 2.1 0.80 + 0.15 800 213 £ 12 263 + 2.1 123 + 0.12
310 252 + 1.6 24 £29 0.89 + 0.15 810 185 + 1.1 257 + 2.1 139 + 0.14
320 235 + 1.3 16.6 + 2.1 0.71 + 0.14 820 142 + 1.1 202 + 2.0 142 + 0.18
330 21.6 + 1.2 164 + 2.0 0.76 + 0.14 830 149 + 0.7 229 + 1.2 1.54 + 0.11
340 225 + 0.8 16.5 + 1.1 0.73 + 0.08 840 16.0 £ 1.0 185 + 1.8 1.16 + 0.13
350 248 + 1.5 17.0 + 23 0.69 + 0.15 850 14.8 + 1.2 215 + 2.1 1.45 + 0.18
360 299 + 1.1 18.1 £ 1.5 0.60 + 0.09 860 162 + 1.3 256 + 2.1 1.58 + 0.18
370 19.8 + 1.4 169 + 2.0 0.85 + 0.14 870 16.1 + 1.1 272 £ 20 1.69 + 0.17
380 13.6 + 0.8 9.75 + 1.13 0.72 + 0.09 880 20.1 + 0.8 269 + 1.3 1.34 + 0.08
390 16.8 + 0.8 124 £ 13 0.73 £+ 0.09 890 20.1 + 0.9 27.6 £ 1.5 1.37 + 0.10
400 16.3 + 0.9 134 £ 1.8 0.82 + 0.12 900 184 + 1.2 26.1 + 2.1 142 + 0.14
410 26.6 + 1.6 21.7 + 2.0 0.81 + 0.09 910 19.8 + 1.1 26.7 + 2.2 135 + 0.13
420 233 + 1.3 21.6 + 2.1 0.93 + 0.10 920 212 + 0.8 300 + 14 142 + 0.09
430 253 + 14 21.8 + 2.0 0.86 + 0.09 930 20.1 = 1.1 258 + 1.9 1.28 + 0.12
440 23.0 £ 1.3 262 + 2.1 1.14 + 0.11 940 221 £ 1.2 342 + 22 1.55 + 0.13
450 21.2 + 0.9 236 + 12 1.11 + 0.08 950 19.0 = 1.1 254 + 2.1 1.34 + 0.14
460 219 + 1.2 20.8 + 2.1 0.95 + 0.11 960 156 + 1.2 164 + 1.9 1.05 + 0.15
470 213 + 1.3 183 + 1.7 0.86 + 0.10 970 144 + 0.7 225 + 1.2 1.56 + 0.12
480 24.1 + 1.1 238 + 1.2 0.99 + 0.07 980 15.5 + 0.9 272 + 1.6 1.76 + 0.15
490 239 + 14 203 £ 22 0.85 £ 0.10 990 164 + 1.1 240 + 1.9 1.47 £ 0.15
500 149 + 0.9 163 + 1.2 1.09 + 0.10 1000 183 + 1.1 232 + 2.0 1.27 + 0.13

™: Errors are based on counting statistics of 16.
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W) o ®U PR E K O ®Th/2U fgteett (01~28) O#PHNTH - 72 (Miyake et al, 1975 &
H(ZA, 2009 : Tomita ef al, 2010).

HK10 OS5 ITIE, A L —F —25RBE STV SIEE 690~1,000m 7> 5 ima K 25K L Tw
B, ZOWEIIBUTAEAD PRa B & O PRa/*Ra REIIZ, 2 h 2 120~234mBq g™ CF
¥ 178mBqg™) MU 1.05~176 (F3914) T -7z, HKIO AT O Ra & E NSO
4000mBakg ' THH DKL, HAHO P Ra g (RFHFEHE2IET 2 & 2U RE) X120~
234mBqg ! OHPEATEHNOEATOEEL XV THL. ZORKRIE, HBIREAKT O ®Ra #EEAE
L4tk OSV2) @ #Ra (BU) IBECERENTVEDbITTEEWI E2RBT 5. —7,
KD #Ra/*Ra G EIEIX 1.83~1.86 TH V), HH D “Ra/*Ra et (1.05~1.76) & ik %
&, FIREEN SENIIEVETH - 72,

3.4 BILRKAD Ra FLFEERVBEDZEER

Ra [FIZARIE, AP BB OEZ, Ra 2 S GHW QWM. SWEMITATET 5 Th O o B
I oo KSR (FEY) —KREEFIUC BT 5 Ra OBLEESUGIC & W KMt S 5. F/2, KM
o Ra MR, A B —KREEFIC B 20 OE (4 4 Y Rifx &) ROmRESD
LBANOILLFIOBIT & 0 FEM~BRZ s 5 (Blx 1L, Tricca et al, 2001 ; Porcelli, 2008).

Ra W7 1E Th FIARD a BZEIZ X D A SN 5. Ra226 K O™ Ra O BIBFEIX, ZhZh
BTh RO ®Th TH %75, ThiZEEEHRTIVAliE LTHEEL TW 2 2o mEERH ClIA BT
HY, WIKEETHS (FHIEA, 1991 ; Tricca et al, 2001 ; Reynolds et al, 2003). Z D7z,
FLR K O Ra MM AADOBHRIR & LT, WAFBIEOEZ I X 2R3 EHTE 5.

Ra Z# & &a A DOERIC X o T Ra AALAEDRIL R K IHHG SN DG, WK O RV ERIR
REDMSL IR AKIZB W TIE, *Ra & ®Ra O P OE I X 0 LR AT @ ®Ra/Ra AT HEI X
HAD PRa/Ra R & D KL 2 5. —J, SARBIHEET 5 Th FHARD o BZIZHED
o JCBEIZ & 1 Ra RIALARDSIRER AR BHG SN A HE, PRo#ENIZE Y, RILEKF D *Ra/
ZRa BRI A ARG CHFAET 5 Th FAAKD *Th/Th BEfelb L 5L < 22 (EWIED,
2009 ; Tomita et al, 2010). Fig. 4 \ZH8LIRAKHF O *Ra B & “Ra/*Ra YT HELL O BIFR KL VA H
o *Ra i & *Ra/*Ra A B O BIAR 27”37, I SLSR K O SR SR #EPHTH 5 D T,
HK10 THRILL 72 ¢ A sk & HALIC IR $ 5 2 & 1d kw25, Fig 4 1077 & 912, HK10 TH
WL 725 H o *Ra/*Ra BUGTRELE & FIFEEE O **Ra/*Ra BUSTREIL 2 B 3 ML KDL v, Zh
F TS SN TS EINTERILL 72856 O ®Th/*U Baelt (B-Efr 2125 % & *Ra/*Ra
WRELL) L lbEg$ A L, HK16 2B &, 12T OIS AL, FRILL 7285 R K O KERT A3
R ORWLAm AR EZREE LTwb I EE2FET 5L, TOMRIE, WIEAKTO Ra &I,
FAZ o BRI & D ARG ST 5 2 L &RT. HKL6 @ & 9 125G A H O ®Ra/*Ra BUTHEI
X0 L PRa/“Ra ETRELL 2§ 28R KICDOWTIE, o KBEIZ X 5 Ra AR A3 g
TiahA GRY) FEHTO ®Th/Th RO B VEOHFENLETH Y, ZoiFEE LTl
EOHAOFEREIC LY KA ENABEED *Th (FTh b #2553 Th & TP
WIS AYEA—RBEFICIRE SN TV LI REEDRI S T2 (Bl 21X, Reynolds et al,
2003 ; Vengosh et al., 2009 ; & MIF4, 2009 ; Tomita et al., 2010).

ARG S 7z Ra FIRLARIE, W UG B ORI AR X D Z 0 EN LR SN D, Ra DY
HROBIZDOWTIE, pH, BALETCERBE L OCES VP ER 2 IR ERNE 25 2 ERALR TV
(Krishnaswami et al., 1982 ; Kraemer and Reid, 1984 ; Vengosh et al., 2009 ; Vinson et al., 2009 ;
Szabo et al, 2012). —#&ICKMHD pH 29K 72 % &, Ra MMAROWAEHH E NS, KHOME
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Fig. 4 The plots of (a) **Ra activity and **Ra/**Ra activity ratio of Cl-type groundwater samples
and (b) **Ra activity and **Ra/**Ra activity ratio of drill cutting rock samples. Gray solid area
showed the #*Th/#*U activity ratios of common rocks in Japan reported by Mivake et al. (1975),
Tomita et al. (2009) and Tomita et al. (2010).

LR ICIRIANS £ D Ra DMEATEIEZEALT 5 Z 13425, Ra ZICEAS X5 Mn L
PHALN B CRATET 5720, HHEMIC RalEL T 5. KEPEESBEEOLS, €0
FEA LD TN THAET % Ra Ak, T Nas82Wg3 4 2 5305720, B~
WA 238 S b . Ra-226 — pH, *Ra—SO./Cl KU #*Ra—TDS OBz %, ZiLZ1 Figs. 5 (a)-(c)
\ZRY. F72, Fig 5 () WCHAEICE TIEEEF ST 25 HAROHAL R K 0GEs E o ClL BT
KD #Ra—TDS DR Z/RT. SO/ClILIZHEKZRFE T 558, BILEICIREOIREL LTE
ZbMb. Figs. 5 (a)-(c) WORT LI, 520X KEL PRaiBEOLEENEEZ ONS
pH, M L ICIREE, Mo & OMICHERBERS R S Nk o 72 Fig. 5 () IRTLHIC, CIH
HFKH O Ra IRIE 1L, H MK O RIEIRISF O HIdE A O LR ERIZ I D IX S 2 ZIEA S N5,
W ASEIN % & *Ra EEASHIN T 2 @MA3H ), AWFJETH LN *Ra—TDS O5iA4ilk, €0
EHDOEOHFTIRIZT KL TWA. ZORFIL, REERAP O *Ra IR KL 2 W -
PRBERISIC L D XEENTWE I EZRIELTEY, *Ra ORI ~OWE TR DL 0%
2% % F53 % (Tamamura et al., 2014).

BaSO. £ O EER LB O 4 X KM 2> 5 Ra FAARZ LIS X VBB T 5720, TRBA AT *Ra
WEEZLRT A EEZ LN, W FKTO Ra 5 & HREEEA K & OBEEICOWTRET 5720
12, Fig. 612 *Ra—SO, DR Z/RT. Szabo et al. (2012) X, 7 XV 5 OFFEKF O Ra R
FIZBWT, A+ VICECHTTK T, *RaiRiE L SOGREOMICEOMBEN RSN, HTK
o Ra i 1E BaSO, AABITHE) LT X D XIS N TwB LEX 2 LaL, RIFJETIE, Fig 6
WRT & 912 *Ra—SOs ODBRIZB W THEEZBERAZA SN, SO AEEE (1,000mgkg™) T
B SN TV EEHAICBVTH 1,000mBake ' B2 A MMSLEKDFIET S &0 0, AR
A3 *Ra EE — R L TV 5 L IFFVEE.

ML KR O Ra REOXRLERICDO VT S BITHRETT 5729012, FRILL ZZIREEHEKICDOWT
SO M & KB D 7V — TG L CERZED L. SO, M & RMIEIC 72 v b L7z *Ra-
Ca, *Ra-Sr, *Ra-Ba, *Ra-TDS . 0" *Ra-pH O Bfe% 1 EN Figs. 7 (a)-(e) IT/R”T. Fig. 7 (d)
WRT X 91, SO ARM OISR KL, HHAEINT 5 & & 12 *Ra i EEAE < % A HEIH
bh, Fig. 7 (e) ® *RapH DRIRICBVTHENA LNV EH 5, IR AKH O *Ra i
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Fig. 5 Relationship between **Ra and pH, SO./Cl and TDS in Cl-type groundwater samples in this

study.

(a), (b) and (c) represent logarithmic plot of **Ra-pH, **Ra-SO./Cl and **Ra-TDS,

respectively. (d) shows logarithmic plot of **Ra-TDS for Cl-type groundwater samples in this
study along with those from Ishikawa Prefecture (Tomita et al., 2009), Niigata Prefecture
(Tomita et al., 2010), Tohoku district (Aomori, Akita and Yamagata Prefectures ; Tomita et al.,
2014) and Cl-dominated water samples from around the world (Kraemer and Reid, 1984
Krishnaswami, 1991 ; Pluta and Zuber, 1995, Moise et al., 2000 and Sturchio et al., 2001)
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Fig. 6 The logarithmic plot of ?*Ra-SO. for Cl type groundwater samples.

IR EATEOWRSE - BSOS L D LRI NTWE I EAVREENS. 2F ), HHPE L5
& IMfid Na B IZEAHOWAE YA M &2 HEENS 720, i THET 5 Ra USRI S 1, K
HH D *Ra R 5. SO W3RN TH L LR AKH D *Ra LRI L7 VA THEETH
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Fig. 7 The plot of (a) #**Ra-Ca, (b) **Ra-Sr, (¢) **Ra-Ba, (d)**Ra-TDS and (e) **Ra-pH for Cl type
groundwater samples. Black and gray solid circle show sulfate-free groundwater and sulfate-
containing groundwater.

% Ca, Sr, Ba & OMBBLR (Figs. 7 (a)-(c)) b, TOEREZLFTH. —F, SO 2 Eh T
VBB KIE, #Ra-Ca, *Ra-Sr, #Ra-Ba & 0F #Ra-TDS DBRIZBVTWEFNRHITHD XK E
<, WIBZRMBEERIEE SN, Szabo et al. (2012) &, 7 AU A OMTA (#FK) Ho Ra
IR AR Z A L, SO 2 &t TAKIZBEWTD Ra WM AZ M EREICEGHARH D,
ZOMHE LTSOHBHFAET LT KOS, BalENKIRETH L0 RaZ LS E S
BaSO: 2VE S v, F 72132 A BGHEEDIER ISR V720, Ra WfiRIE Ba 840, S
KA S a KK TKMICHEB I N D720 Ra # MIREIRE CHELOTE R VWA LN L TV 2,
S5, SOV T HH T ARICB VT, RaFMARIMRIRETH ZHM & LT, BaSO, AEMKIC X
5 Ra Db ofilz, SO, % & F 9 Ra 2 il & TR E SO % & M Ra AMEILEE O # Tk AS
FHFNTRAL, AR L72BaSO, 12X ) Ra2S L L T2 W REME D BRI L T 5. IR
MNIZ BaSOs 25 L A — VAR L, FDORA7r —VPISERED Ra ARG EhTnwb 2 ik
Mo Twsd (Bl 21, Omar et al, 2004). Fig. 812, HK27 DiEH LS LA r — Lo
XRD SR R_"T. TOAF—VIEFICHEGA (BaSO.) KA VYA b (CaCO:) 6% 10,
JEREIE y AT R AN —DFER, TR —VIZI1E P Ra % 30Bqg &y, ORI,
HK27 i <id, AN TAR L7z BaS0. 12 & 0 iR Ko Ra A ERBREIRTwSE 2 &
ERELTWS. AT, BHORIEKEZRANRE LTHHLTWA720, HANICB
L HTKOBE R T OMWREE - )% %2 IEAEICFHITE 3, BaSO: O AFIHE T 5 2 L it
¥, Lo, SO & & Siim /KT, Ra MAAEREAMRCI A1, 5 KB 281 5 BaSO. A,
TN BIT 2T ARDOEAIZE D BaSO, 23R S, Ra [FAKIKMD SIS T
LD DH Y, Fig. 7 TROND “RaiBEDIXLDOEDOENIIL L EEZOND.

Doz b, RaFfifkix, FICHEARBICHELET S Th O o BEIED o KBKIZ X D AKH
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Fig. 8 X-ray powder diffraction pattern of scale samples from HK27.

WG S, KO Ra WA B IR QIR KA E O WS - BLEESOR IC R SN TR L EZ D
5. SO % &L KOV TIE, HWKBIZBIT S BaSO, A B, F 7235 7% 2 W ED S
FTLHMTARPHFNTRAET S22 LIS D AKT % BaSO, 12 & D Ra R BRE SN TV L ITHE
TAE 2z ol ZoMicd, B, RaFMAZ MG LA S 60£EO Th M4 (**Th,
BTh) O L RE W e ORI R AR O Ra WA ARRIED L RERE LTEZRAONEH
(Vengosh et al, 2009 ; &HIIA, 2009 : Tomita et al, 2010), X SIZEEMZERZ HED 57201213,
L1k, WTRDIRIERI S DORERET — 7 H3FHE L TV LI HEH I B W T, EEE IR 2%
W3 2%, WHEORMGZRAHMENRLETILENDS.

3.5 FHAAFOMEER

LR L7z X912, KHAND Ra Iz oW TIE, o KBEIZ X 1) Ra FfRZ KANERTE B8
RHEPICAEL T A EA W) REO ®Th KU *Th (U) SAPEELREEH T R-T. B
MBITETIMIZBWTYH, TOHEREEIRHMEINTS (Hz1E, Tricca et al, 2001, Poceli et al.,
2008). L22L7%&Ass, ‘A ($i4) FEo ®Th KO®Th (*U) 44 % Th 48 O T
B FEBRI RIS S Tw .,

HK10 T, #EE 860m, 870m K 1 980m % K < &, iRk *Ra/*Ra 4ffEl (1.83-1.86) 1,
FHHAD *Ra/Ra B HEIL L D b EWETH 5. HE 860m, 870m 2 UF 980 m 234 K g D5 1g,
GO D o KK X 5 Ra OMFRIC L D IRRE KD ®Ra/“Ra gt ielt # 3T & 5. —F, Th
PN ORI RKETH BE, KD PRa/Ra ETRELLAYE A @ Ra/“Ra FEHREIL X 0 3
BWIZeEroama (W) #ETO ThigEROAETRES NSNS, 22T, & W)
FR O ®Th RO Th (*U) 542 H S22 T 572912, 710m, 750m, 810m, 850 m 2 UF 990 m
DEFABREHIDOWTOS5MHCL I & B FEER % 1T - 7.

B EBOH R % Table 3RS, BALME ONV2) O U RN RO Th Ry OFHMIE, ZIN
2BV THEARBEHEI IR Wi Z /R L7z, faho 20, U, *Th, ®Ra, **Th %0 *Ra i, 05M
HClIZk Y, ZRZh 48~168, 75~215 42~227, 170~389, 65~21.3 Sz U 22.7~36.4% HliiH
EN, WEHEOTPBEE L QI I T wiEna /o, 72, Th RO 55U %
FIRZAL X 0 Bl S e WEINICH 5.

SO K OV E A SRR O ®Th/”U, **Th/*Th K O° *Ra/*Ra 4 et 2 HK10 i Ko
Ra/*Ra BIHREIL & 612 Fig. 9 12/R"d. $ithAHH o Th &51/U R%5 (**Th/*U, **Th/*Th L
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Depth Activity ratio of Th-series/U-series radionuclides
(m) 0 0.5 1.0 1.5 2.0 25 3.0
® . Leachate
710 —O-+ A A 22Th/238
@A — A 22Thp2%Th
---------------------------------------------------------- A 228R5/226R4
750 ® B Total (bulk rock
—A®- @ 22Th/28y
"""""""""""""""""""""""""""""""""""" O 232Th/30Th
@ @ 22°Ra/?®Ra
810 ’_&)ﬂ

228Ra/??%Ra activity ratio of groundwater samples from HK10 > —l——
|

Fig. 9 Distribution of Th-series/U-series activity ratios of leachate, whole-rock and groundwater
samples from HK10. Triangle, circle and square were showed the Th-series/U-series activity
ratios of leachate, whole-rock and groundwater, respectively. Gray solid area showed the
range of **Ra/**Ra activity ratios of groundwater from HK10 with error of 10.

2Ra/®Ra) BUREIEIE, HAEKRO ThR5/U RFIBETREIL & 0 A EWEZ R L g,
TREE 850m MO8 990m DA A AAHI BT, HlE A o Th R51/U RE B §E A8 SR K o
Ra/*Ra MAREIL & —H L 7= 5 ORI, “AHAEBICHFAET S Th FAAKRD o B2 o X
Bk X D Ra FAARASIRIIR AR IHHR SN D54, @FRBICBWT, FEEMo@ECIZX ),
SRR O #Ra/*Ra T REL L E A RIGAFAET 5 Th FAAARD #Th/Th gL & HE L % 57
&5 MCHIREEC, 05MHCHZES IS 2 IR AT Ra R AAOARIR & 7 % Th [
FARAHESE L C OB W2 M RIBT 5. L LAad s, MmlEET, Wiy y 71 v 27 2%
HWEE LTHOWTWS 720, Akornf () £Eo U, Th, Ra FEARSA 2 #8E L T2 1THE
MDA H DB b, ALENEMPERZIT-oTwWAZD, HIE LaVEAHED Th i Sh Ty
LI ENFHEND. T2, ARG THWZERAT O #Ra/*Ra BETHELL & P8 860m, 870m Jz
U 980m (2B B 5 A O Th R5/U RV SHBETH S 2 &, TOMDEEIIBNT
DEZOEMPENTHLI NS, BEALD BEW ThRH/U RGBSR EZE T 250 (W)
FEO ThiREROFAEZ BT MR EE . Zo ThiRERBOFIEL TR
WAFBES 2 W REPE S PRa % R EE I A TR R A A O Th R41/U ZAREHEIL L D dEw
“Ra/*Ra WAL ORIE R OKH %2 S SITHLNITT 57201213, iR A O *Ra/*Ra 4 g
W& EHD Th R50/U RFIBUR BRI ATK & R 23k &2 AT LR EZ D L LEDSH S .

161



EIHACE, SRS, g, k8 SRE T, IR, REakt, IARBUE MR

4. &

BB TEA R 30 ) ROHH A v 74 v 7 A (BA) Z8RIL, RELRKH
O Ra [F B 534 Jo OF Ra R AR B O LRE R IZ DWW TG L7z, L mfikkL (8°H, §°0)
B O EZEAL ST O W E A R S BRI L 72w AR ITi K T 72 ibaimke i LThh, 2o
“Ra i E1 568~5080mBgkg ' TH -7z, AWFETHILE N7z *Ra i E ok EEIE, AHKilRR
T 23 OTH Y, VRIS HER A O KIRESEI A 543 5 12 S5 OB R THik
£ *Ra & Z LR KIS 5 TN E TORE L E LF L7z IR o *Ra/*Ra st
AEIL1Z 0.085~392 T, EHN®DEAH O *Ra/Ra (*Th/*U) WEFEELL & R A & %R0 8 il
THY, TORKRE, RaEMAIEIZ o KBEICE ) KNI TWE ZE2R LA T2,
52X IIREVD DD, *Ra-TDS OBRD S, LR AR O *Ra #EIIBEAQERAEE O WA
BLEERORIC & D ZRENTHBY, SO, % FLimdiRAKICOWTIE, #Ra-TDS OBRIZBWTIES
DENPKEL, HFNICBI B ERADERIC L S Ra OBRENERTH 5 Wik RIE S e,
X5, WHIA Y T4 v A CaR) ZHW7205MHCHIC X 25X b, HibH o Th &
H1/0 %51 (*Th/®U, ®*Th/*Th &1 *Ra/*Ra) WAREIE, AAEE OV 2) o ThRHI/U
AL X 0 AW Z R L, Sk *Ra ) UF ®Ra/“Ra g BELL sk Rk & 7 5 it
WMIRE LToEA BEY) RKEO ThikEROFIET R MM R L7z,

4

AT 2 HeD H12H 720, HIRITAH L O BLE OB 518, FUBHRIPUIN L THRE# V72720
720 RBEFENE, HARZARELSIERIAZE B30T (B AL, No. 20-6070) K OSCRHEFRMFEE (1L
ARBUE, No. 22510057) O A Z T ERL7-bDTH 5. T2, HROUWHEIEL T, 2808
HOEZH D OISR BIE 2 THW 2, BREOBERICIEH T 5.
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