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Yutaka Kanai, Hikari Kamioka, Yoji Seki and Koichi Okuzawa (2010) Uranium series nuclides in groundwater
and their colloidal behavior —A case study in Kanamaru area, Niigata and Yamagata Prefectures—(Study on
elucidation and characterization of colloid (part 2)) Bull. Geol. Surv. Japan, vol. 61 (7/8), p. 271-287, 14 figs, 7
tables.

Abstract: Uranium series nuclides and their colloidal behavior in groundwater and surface water in Kanamaru
area, Niigata and Yamagata Prefectures were studied to elucidate and characterize their behavior in groundwater.
Dissolved uranium concentration in granitic basement layer was higher than that in concentrated sedimentary layer
although the U content in the latter layer was one order higher than that in the former layer. This may suggest that
the U concentrated sedimentary layer adsorbs U rather than dissolves U, and the granitic basement layer dissolves
U under dissolving environment. Most of water samples showed U-234/U-238 activity ratios >1, which means that
U was dissolved into the groundwater. Several samples taken from subsurface in early stage after boring showed
Th-230/U-234 activity ratios >1. As Th-230/U-234 activity ratios over 1 in solution are difficult to be achieved,
these high activity ratios may be due to the presence of solid materials such as suspended and colloidal materials.
Inclusion of mud and debris by boring, transportation and the colloid formation by the change of pH and Eh are

also expected.

Keywords: uranium, uranium series nuclide, colloid, Kanamaru, groundwater
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HTEARPOY TV RIIREE ZOa a4 F2EE%IC
DWTHRETT % 72012, Bl - (BRI AE T 54
AHIRIZ B TERR X 7z gk hE AT O 5 &~
RAVIMR L KU T a4 FER A2 FEN HE SR
D7 VR, U7 VIRERO N EBRERE KD
& 1ML L@ Th > 7208, HEA TIZIRAE A
FOHHRY T VIRERED EEIRE CH 72, v IV
BRI TR Y 7 v RS 5 RE) LIRS L Tw 5
DIZRL, fERETIZY T VEABI LR TWEEIZS
D, v UL L TCOBXEET5LE L 5N,
HiRgARh O 5 v RAIKRIE, U-234/U-238 fx4taELL
>152RTREBIEEALETHD, 77 VMBEHRLT
WBZEAEREL T KEE L I3 TERALX
NI A O 7 iR T, Th-230/U-234 fithtAE
> 1 OO 2R 5z, EIEH TIiE Th-230/
U-234 BHRELL> 1123 A D N2 &2 5, BIZiE
bENTH A5, BERIRTOEEERE, Fl2 13 8E
WER a4 PNz, ZORRKE LT, K-

UV RN AR S YeK - IS o BRE Y O R A P
JEARE B O I RENE, SHIZIZ AR & DFEfilIC & 5 T pH,
Eh ZDZ LIZE v a a4 FAERDE C 22 eeErn# 2
5h3.

1. FU®HIC

BREGIC B UG5 IE O FARRATICE L T, i
FIRAETORIT LIS, Mllaaoq Fen) Bk
TOBTIZELAEE > Twd (il £1F, McCarthy
and Zachara, 1989; Mills ez al., 1991; Ryan and Elimelech,
1996 ; JES7 - AHH, 2003 & &), FRIZH N ARG &
L AUV ER Y O WAL (B L 7z a v { 2%
oo, Al s F# 2 RS 2 Z L hEH L Lo
T3 (B2, Miller et al, 2000).

ZOMEERRT 5720075 -2 24574 £ LT,
T TV IRIE O R SIS - B RBHCN BT &
RHIFIZ W T, WEKROFAEL K- v 7l - i
TABES IO TE 2 (BIAIL, WEEIEA, 2003 ;
EIRHEBREIIZE £~ & —, 2003 5 2004 ; 2005). Z
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N6 DOHFEDBIEIZ BT, WIADBEIRE - WEEIT
IZB$ 2 HH TIE, SO\ T - 7
IV L)Y LAHEOR LIRS N a4 FEL
THIELTWB Z e (LR, 2006 ; LRIEA, 2006),
TIBERTEDG FISPE-> Tk LTns 2 e (BiEs,
2005 ; B IE A, 20055 2007), AL 2 EhT
X 7= —J, WHI XN AR =) ¥ Z M T KD SRR
26 Y, WRAHRE (B2, 2007) &2l (B
E4, 2003 5 NIEIE A, 2006 5 BLEIE A, 2008), —
Hicaaq4 FOFEIRBENS (B2, 2009)
HORRABMHON, TOEEOGFEMHL . 7z,
BRI A H BRI LI A5 TE, HE
b TAKE N L 2BALERIC X % 2 5 ¥ RSO
JEEHE A S 2 &7z (Kanai et al, 2006). 75~
W RIRD BEHERHFE T & 5 & RIS & L ~OL SRR
FUHIZLEENTVIRMETH D, ZTORRTDO%E
Bz FrFar7Fruse UCHHEZMA A H{t4 3
LOELTHHEZED TS, LiL, HEASIZE
JBY T VR E a4 FEHHIZONTIE, R
IR IIRET STk, KPR T, HE R KD
e L FEREILIED 720 1T 4 B RFHIC R S hu =3 T
K, WITHNIKREDHEKRIZDONT, o T R
fE aa A FEBE2FREZDT, ZOMBIZOWTH
95,

2. WEBIRER - L TOBE
BRI LB R O BB 13y 7 OBk 3%

N20E Projection g N

DAL TER D, FHCHERMO [hfibik] 2 [
AN ] & (LT RARN D [/NE R | 12D T,
WA 30 45480 6 7 7 VA EE R W O SR 2 FHII 1T
bhTxz AL, EEEs, 1960 5 dit - ffjd,
1963 ; Wit - /N, 1969 ; BiE A, 1963 & E). Y
ik Cld, AHRALOEMER SO i, B =Ko
ShE (B L T7a— XBRE - B & Fio
TR (Jes - XY bFA NE) BERHEREL T 5.
s - RO (DR, SR E T %)
TiE, BB ICHET 2IREEICY 7 v RER
BRIGN TS (J21E, BEIED, 1963 ; WELRIEH,
2003 £ &). HTY, HAMERMSIHE B & AR
AICEE D “HFRE EWEh 5 & TR ikghHg
MIENE. Ak, ZOHKICNE T ekl TiE
EAOFRIDPEA TR TS,

“HETE” OJLRDILIEIZ BT, 2002 45 5 fd 4
ORED R =) v 7 IHIBIEX T bz, Zh s DM
PSSR VA= R 3 W B N I e BV A - 3 | )
WL, WEEHVE BRI 2 v 4 — (2003 5 2004 ;
2005) RNEEIEA2 (2006), HEEIEA (2008) 1 FECEK
ENTNBEDT, ZIZTIHZTOMIEABRNBIZHD 5.
3 4L (Brl, Brlw, Br2) 2002 fEFKICHEHIFET L,
EWEICOEDEEEZ L —F —f EF e x> Tn
% (JLUESZEIE K9 30m). Br.3-31&, 2003 4 Fk i Ji fil 48
TU, 307 VRER, HESHEEE, HERS A6
FEREGS, MERE /ACRS BRI, fCMA s Es, e
EHRER L EERNRIZE TSy - nEFE SR
WIBIOFAKE T 8, £ TSy 1 — AKX % & 10

" C M2 M3 a -
i WEUBHE || ) =
<, 1 280
iy (cts ‘ - 285
’E ¥ (ctsls) |] EBIEEE ‘
II 280
C Ii Ii t 275
j« ! Y (cts/s) 25;
j .‘ 260
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Fig. 1 Outline of borehole in Kanamaru area (modified from Research Center for Deep Geological Environment(2005)).
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Xz ILF7%y 7 — (WESTBAY £LMP ¥ 2 57 4)
MRE S N7z, Zofiz, (HTEHE D O Br.3-1 13 L
Z b L —F =tk (FUSZEER 15m) &45->TkD,
FZILTAR O Brd TidfERSR LE O Y 7 v RESS
ICHRARRIZE TSy =R BEI TS, ZThb
DAE=Y 7, WFhd v ViRERE2EML T
MEOIERFITE L TS (FEBIEA, 2003 5 BWEIEH,
2008).

3. AEF

Zhs5DfLHD S5 5, Brl, Brlw & KU Br.2 Tl
FIXHH 1 OMEE TRREE R L LK (KR,
pH, EXUZEE, WKLY, MIEITERN) M
OMKBBIH, WNZY 7 VIRER E S S ARE K ED
REREE D 5 DFARD e S, FE-EE Ry (B
70 BAY) iia Xz (BT A, 2008). AHF
FUZB T M=KD 2 <13, JHlH g %
V2002 411 A, 2003 4 11 H §f T8I 2005 45 1, 3,
5 A, FELTAREIO LU 2micENT (HT
ARELITHEE 2> 5589 5m) BRfLAKRIRE P HICERK S h
728D THh 5. B TIIHALKIZEEED 720 KB b
VY L — RS AL, FEREICR S i 72,
FEERE T, BRALARIREE i 247 - 72 5% DRk (3
Y EWR, FAWMEET 8 ) o AENRIMENTNE) 25,
v 7 Y Do - A EAT 7.

Br3-3 ClE, L F /)8y h—HITEDBEIN-
XM OB 2R e Lz, ZHhEFEBRIZ, 2005 41,
5 HIZHi b K FIRE S IAHICHER KIS N2 DTH 5.
Brd 7 51, 200541, 3, 5 HIZHMIGH SR Lo
PRIERY 33m THRA S ht=.

au A FEHEZEET 20BHIE, “H 8B oW
R E ORI E 5y TWE S A 5RZE L T 2K
WONZEAFL 2 5 E 2 PAKIZ DT, Btk
WTTFHRAMBEETT 4 L4 — AT 572, “HE
SH” b o> SERHAN LIS D Wi, 2002 £F 12 FLEF 1.0um,
0.8um, 0.45um, 0.2um D XA ¥ 75 v 7 4 L4 — (H
AIVATHE, DITRER) T, &hdile 5 ok
1% 2003 12 fLf% 1.0, 0.8, 0.45, 0.2, 0.lum DX V7
TYT4NE—=TAHEL, BRIGUREDK 1% &D 6N
A IMA TEBREICH bR 72, SRiln» o ok
ARTITEITRUPER (R A, MER) % FEE
ZRB D, MERAICHESEE 045, 0lum DXV T
FVT4NE = KOS Fw 207, 5T, 277,
1JiDa (FILFYV) OIRETFTT4AE— (T KNV
7w 7f8) TABLT, SR E L7z BHiza
a4 N ey Ty RYIBFEOFEM A METIZIE, 2005 41
A 19 HIZEHREL X 172 Br.3-3 OV 9.95-11.05m D AAL
PR 2 O 72,

—J7, WERAKOFAE TIX, 2001 4, 2002 4, 2003
0 11 SIS 2 R L 72, GORHE B THLEE
045um DAV T 5V T 4 LA —TABL, HIGREE
D 1% D 6N IGEE I A, FEEBREIZFHH M- TH
Wr&A7 > 72, [RIRCAKKE 5 FH OGO G FRELL 72, 2
N o OFRRHREUh S % 28 2 IR L7z, Kb oF&FFE,
B1ED2%5HD [No.in figure] 1ZXEL T3,

4. KER

AL ARRIRE SRR SN 2R =) v 60
HiEARIZ DO, WA LAKR IR T #% O a0 Il
BR7LI=T L) ViE—T7 VEZ Y LIEBRIARE TR
mu, 7VEZTAREMAT) VBT LI =D LD
AR STy T v B X/ Aoy EERR I
FRIZVE/ LT pH % 1.0-1.5 1238 L 721%, WBMFa A
X VR H 5 4 (Amberlite CG-400) IZHLTY 5 v %
HE S EE NI TH 7 242G L, INKEBTY 7
VEBH LU (&HEs, 1991). HEELZw 5 vk
MR TERLER, 7L 7A@ X bYT
U-234/U-238 Jgteett A e U 7= (Kanai, 1986).

U Y ARNARIZDOWTE AT 2545100, IR
BEAI0D U-232 - Th-229 [EINIfA 2754 2 (NERFEHE) %
—EERMU T RO & 3 123k 8E#%, Eichrom £k
BITEVA 5 K P UTEVA &4 4 VR h 7 2 & L
7o o EEREERE S DR L 72

au4 PR, Bicb\w Xy 7307400
A=A TABLESBICEEZMAZ TEBEIZRS
it o 72RRK, S ONCIR AN A SIS B R o 7 R
B2 B EICB W TR AT D a3 a4
R0 55 m0 U 2zakb A2 oW, 1IcP-MS (Bl 7 >
VT4 Y AT LB HP-4500) A HWT, Ak
FDY S v BERUY ) HIREE 5T L 72,

v 7V RAIREE 3 A R RO R A BET T
3, V=T vy L aEEET o720 BB, £ 220ml
(pH 7.55, 26°C) DadflAk (Br3-3, 9.95-11.05m, 2005
1 A AR 045 um DA Y T TV T 4 L& —
(HA 2 ) F 7 L3 HAWP04700) TA# L, itk
T 4N =L TSR L 2. ATRIET| &
SEILESONM A VT TV T4 g — (HEKIVET
8L VMWP04700) % B CRIBRICKES| AL, 7«
B —PHRT DT 4 IR — S E LTt - 1%
F U7z AW 5514 10,000 Da D 7L 5
T 4B ==y FUSY-1 (7 P8V 5o 2it#l) %
FWTA# L7, USY-113 11N 2ml L2 BT & &
W7z®, 3HMARKRHCEED B UL TAilE1T- 7.
Oyt - REX N T 4 L& —FITE — 7 — 1D, fil
e, i\ CHEEE K ONEIE RN % I A CINERGZIE % # D
WLTCUSY-1BHND A Y TS5V T 4 B =5 7=,
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Borehole area

B2 SR O EIREOBRIONT.  [E R REAT 1:25,000 M [THRE] KO8 VNE] % (.

Fig.2  Sampling locations for surface waters in Kanamaru area. Geographic maps of 1:25,000 Funato and Oguni by

the Geographical Survey Institute are used.

HICHEBICIARLTTF 7ury—h—1CBL, &ikA
W& HAT 2 N ITIREREAI O U-232 - Th-229 7K
254 2 A E R L TR &R O 7 v (L AKER T
fiF, HEMERZIE A Bl DR U 7. R IZVAR L 72 15,
Eichrom #1#1 TEVA, UTEVA L YV # 5 A& HWWT Y
TV b)Y A ESTEREELL /2.

TILT FHEANRY ba A b T U-238—U-234—Th-
230 FRGTEE A Ml e 4 B AE, SEEER L 2 5 v
7553y, VIS ATIOYaVEFTNENR
T VL AMICEE U CTHIEE/EK L, Canberra #1317
LT 7 AT bax—4% KO SEIKO EG&G (ORTEC)
HET7ILT 7 AR O A —&Z576AICK>TT L
T 7HART ML EF AR P 5 U238 (W
4.20MeV), U-234 (%9 4.78MeV), U-232 (¥ 5.32Mev),

Th-232 (%9 4.01MeV), Th-230 (9 4.69MeV), Th-229
($9 4.84MeV) DY — Z1HiFE%E KW, Zhr» 6 GhE
B L ORI A L, —ficy 5y b YA
DREERAR V572012, %7522 3V TlifD A
NI MUHBBERINDZZENDH 720, ZOBRED R
N M IVIERTIE T 3OV —GHIIC 5 1) B IR A H
TY =ik mIEL TR 7.

5. EREBE

51 WMRKEFICHEFEVT>EVT SR
YIRS BTN E N2 WK F IS B T2 Y 7 v

¥ KUV U-234/U-238 I REIL D ARG R 2 28 1 RN
L7z, &K, RHSERAKICE T 27 7 VREIZDON
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TIXHEBFEIZ A (2008) TEHE TN TS DO THHIC
filidr, T Z TR FEICBEBEIIZ DWW TR 5.

v 5 VIREOBWIEAKE, FELUTHLA S O
Ke ZOWRA L2, WIS “HBE" 256 D%
KTh s, WiHE E IS RPIMARE 2 EE L T
=W & D S ERE L 55T 5.

U-234/U-238 HETRELLIE, drnifie & T
e 2DIEIX1 THEH, WHEOKRTIF1I LD E K
EaMEAELE BT ENL V. ZIUIRGHEZIME S Kk
R E LT, WSRO Th-234 (F D% Pa-234 & 4% T
U-234 127 %) HHESE T ISR BEA L2025
RO ABRIZLDEDLEHHENATED, VI U
FEIZHEE T % &, U-234 BFEI35E R 4 U-234 D53 720
BUEFED U-238 LD & KPIZELFHETHZ L Lk B,
HFEAEIZ BT % U-234/U-238 [ aELb & 7 5 v R
EOBRE, B3 (a) IZRLE v T v MKIRE
DI, IR & 0 BRIFAET 5 U-234 1
MM TEAWRE LD, U-234/U-238 HRaTREILIZ A X
BEERZN, U7 VHARREOLAICITHENCDH B
U-234 13T X 2R I/hE < 5D, U-234/U-238
GBI N E K B 5T LIZHEDL. ZD X2y 5
VIR LR REI & I3 HB R A BAR L K B AN S
WS (51218, Osmond ef al., 1983; Kanai, 1988) 4ih
WoOMERAKTIEZ S LGRS TIE AV, Zhid,
R4 mIGATIC kS 5 B 5 aeetbo Y 5 v, R’
B ARL TS0 ICHMABIRE 3k > Ty
LDEEZONS.

52 HEKICHTBALEICLEZT—2DLE
BAR=) VISR B KEBREONERNRE 6
DHEAKRIZ, 7V PV TAIZOVWTES T X

Actlabs tE T ICP-MS IZ X D Zpfi i STz (L
EA, 2008). Zhbid, HRARZRICBIHOMEEIZTIL
0L UM DAY T TV T 4 A —EHNTABL
LDEREAE LT LTS, —J, Kif%ETIE,
au A4 FEHERETT 55 2RO T, WA A
VR ORI & 5O & U TR ERSTE 25 8T L T
%728, HILBRG AR 5> Tnb, Blb, HEIEH,
(2008) TIXAMMMHZAT > TV B DKL, K%
TIRAHAEZ L TH 57, BMEME ED =20 T
HBHZE, 72, WEIZA (2008) TIXEE%MA T
BN, AW TIEEALA & v D -0 RBS b
VoL, RS, T ORPFAMES b Y U LER
WX, BHICEREZMAZ THUL T3, FoiEn
bbb, WEDT —2DH 5B TOHHARERD K
AR L. Br2 I20WTEE—DRBIOF —
AN DT, BEIEA, (2008) @ 10-12m, 25-27m
DD T — & & FNFN 10m, 25m TOfEiE LTH
L7z 72, Brlw TIEHEEIEHORKE T — 24 2 %
WOT, [ARRIZEEIZ 2 (2008) @ 2003 411 H —
2004 FF-2 HO 7 — 2 OKEE TOVFE A HH L 7=
Br.3-3 D7 — & TIXREEZL» (FAMZ) ZH0nAE 20
RARTIE, KU TORHMED S A EOE L 2> T
B2 EnGn5. WALA & VT B 2 RIS
DTFVIFALNTIE, 9F7/0DAVEIFZ—Y 3V
K 0.3ng FEEECTH D, 100ml iR & LT3
V5V OSHHEIZIZIE E A E BN (<0.003 ppb U)
ZEMMERINT WS, LEDNST, ZOEEEZH
T E LT, B, (2008) Tk AIN$ 5w
VB 75 X TR WD TH BRI LU TG R
BIELS T AEEER & % 25, AMRIE &SI ToH
50 THIEAKTOBMEDE O THhEhTnhd729

(a) (b)
6 r 6 -
2 5 g5
> >
£y s 4 T -
=] =]
s S, $ T ix oo
N o r Loy
' ' T .. o:Brl
22 T 22 3 ¢% Briw
S g 2 °° 3 ‘ A 5:Br2
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Fig.3  Correlation between U concentrations and U-234/U-238 activity ratios in (a) surface water and (b) groundwater samples. Vertical

bars indicate statistic counting errors.
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analytical data in this study

BAK AWIZE s K OHEIES (2008) 2B B Y T V4
Wit Fb#g. Brlw 38 X U Br2 12k T 2 BB »
(2008) O 7 — & UL1E O Yl ieks | 3 AEHE (i >5) .

Fig.4  Comparison of analytical data of U between this study
and Okuzawa et al.(2008). Data of Br.lw and Br.2 are
average values among samples of nearby depth and
time.

IZEWITE DS 5 N7 ATREEAS .

53 HMBKICHITZIVTVBEDREZ{L

5.3.1 Br1 LU Br.iw

Br.l RU'Br2 O =) v arvizonTi3, HRY
DAL RR S HERE IR O 5 DX BT B Kat 2

MATED, ZHIZOWTRIERET 2 FPETH 3.
Br.l OHIEAKIZDWTIE, TH F T 2002 4, 2003 4F,
2005 EICERIL X M=o T b T s, 7=,
Br.lw 122\ T &, 2005 412 FREL X 72 30 3 b7 08
fibhTnb, ZhoOfRRER 2 RITIRL 2.

Br.l & Brlw &3 <HlLICSERE SN TS A, Brl
DOWERDIF Y TV REOENMER D HERE S T
3 (REBMWEIRBIZE £ v & —, 2004). SRID 5 Hr
FERTIE, 200541 HD 5.2ppb % F&iF1E Br.l 2355
BRE L WSS 5 DD, ZHIFEKRE LMHE
ATy B5K (a).

SBHIARZER 11m, 21m, 27m fHETHRIX 72
DTH D0, U7V RERRREHEISTOEER 11m O
WK TiE, W lppbiiithDy 7 Vg AR Lz 2
NIBREAKRTOY 7 VIRE LRG3 &1k D En L
NLThBH. —F, KEK2Tm OEEAKTIE, 5Sppb,
2ppb EHIZE WY 7 VRE AR L, #21m (HETIE
1-2ppb O HIE ) 22 YR8 % /R U 72, KBS TR A 83
H5HEDODETITIE 15-20m (I AR L 45 2 K&
ME2nRO 6N THD (BEZL, 2008), 7z, 24-
26m IS ANEEAHERT, T ARSI & 8- C
W5, ZhoDZ b, KEHN1Im, 27m (FEOH
A2 M2 SR HERGE do & OB i A A
LTy I VIBEREVWRDEEZ NS, HBHERY
oY 7 R, EERAERS &0 T 10m (HEo
YT VIREROGT N I EERETH BICE b
59, HikgAKhD Y 7 R IFEBAERE O 2
RETH - 7.

o2& SO Brl & Brlw DHEKIZE T Z Y5V - b U T ARFEORGHE & ETEELL

Table 2 Activities and activity ratios of U and Th nuclides in groundwater samples from Br.1 and Br.1w in Kanamaru area.

activity concentration ( uBg/g )

activity ratio U Th

U-234/U-238 Th-230/U-238 Th-230/U-234 (ppb)

U-238  U-234 Th-230 Th-232

Br1 -10m 021113* 2 0 4 0 29 =1 2
Br.1 -20m 021113* 18 £1 23 1 5 1 2
Br.1 -11m 031119* 5 +0 8 *+0 34 =1 1
Br.1 -21m 031119* 29 +1 39 1 41 £2 2
Br.1 -26m 031119* 32 +1 41 1 24 +2 2
Br.1  -10m 050510 14 £1 16 +1 3 1 2
Br.1 -27m 050510 29 #1 33 1 0 +3

Br.iw -11m 050118 12 +1 16 £1 7 £1 2
Br.iw -27m 050118 65 +2 84 2 55 x3 7
Br.iw -11m 050316 10 =1 12 %1 50 1
Br.iw -21m 050316 14 +1 20 %1 9 +1 2
Br.iw -27.5m050316 22 1 33 %1 7 1 2
Br.iw -10m 050510 6 6 14 *5 1 x0 1
Br.iw -27m 050510 22 +2 30 %1 7 1 5

+ + + + H+ H
~ 000 -~0

A
N

+ + + + + H+

163 +022 099 £ 0.17
1.31 £+ 0.08 0.13 £ 0.06
151 £ 0.07 0.15 £ 0.03
1.32 + 0.03 0.08 £ 0.02 1.07+ 006 23 06
1.31 £0.03 0.05 % 0.01 057+004 25 04
116 £0.09 020 £0.04 0.18 +0.04 11 06
116 £0.06 0.01 £010 0.01 +0.08 23 <05

772+073 02 06
0.22 + 0.05 14 06
433+019 04 02

1.38 +0.11 060 £0.06 043 £004 09 04
129 £+0.04 085 005 066 x0.04 52 17
1.21 £0.11 045 +005 037 004 08 02
145 £0.09 0.70 £0.11 0.48 +0.08 11 06
150 +0.10 033 +£0.05 0.22 +0.03 1.8 04
236 +249 013 x015 005 £0.04 05 0.3
1.38 £+ 0.11 0.33 +0.04 024 =0.03 1.7 12

* indicates the sample which was filtered with 0.45

kS

3—\0—\—\O|\)O

m

enbrane filter. Others are non-filtered samples.
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Fig. 5  Depth profiles of U concentration in (a)Br.1, Br.1w and (b)Br.2, Br4.

H3E MO Br2 & Brd OHIEKIZKIT AT 5V - b U Y ARTEO AR & RGTRE L

Table 3 Activities and activity ratios of U and Th nuclides in bgroundwater samples from Br.2 and Br.4 in Kanamaru area.

activity concentration ( uBg/g ) activity ratio U Th
U-238 U-234 Th-230  Th-232  U-234/U-238 Th-230/U-238 Th-230/U-234  (ppb)
Br2 GL-10m 021113* 0.8 +0.2 27 £0.3 37+06 20+05 3.38 £0.83 467 +128 1.38 +0.29 0.1 0.5
Br2 GL-25m 021113* 3.0 +0.3 8.8 +0.6 13+23 - 296 +0.38 045 =0.79 0.15 +0.27 0.2
Br4 GL-33m 050120 759 +23 2630 * 76 83+21 11+14 346 £0.05 0.01 +£0.00 0.00 +0.00 61.1 <0.3
Br4 GL-33m 050316 876 +35 3010 +115 142 +20 3.7 +1.7 3.44 +0.05 0.02 +0.00 0.00 *0.00 705 0.9
Br4 GL-33m 050512 1500 +49 5000 * 159 27 +03 09+02 334 +£0.03 0.00 +£+0.00 0.00 £0.00 121 0.2

* indicates the sample which was filtered with 0.45 ;£ m menbrane filter. Others are non-filtered samples.

5.3.2 Br.2

Br2 IZHW\WCid, HEHI#%ME S 2 2002 4K 11 H D&k
BOSMERAES 3 RISRNLZ., 75 ViIEEIE Bl T
DOHBAIZIENS L, DKW, 72, Brl TOMH
JEARETRRIZ, v 7 VIREAEMEUE ORI D &
FARAE S TR O HURE K O TT SRS &0 D KRR S
h7z GESIX (b) 218).

5.3.3 Br4

Br.d OEAROHIE RS H I, Br2 OfGHR L L1253
FRITRLTH B, ZOHFAIFMTEMIIZMEL TWb
2, ARRIKIZ RS & OARAT TR W T
D, v VIRELMOKR—) vy OHbfEKE AR THR
WTEW. 2006 SFOFETH B4, 1, 3 ADiEAKM
121% 60-70ppb Tdh - 7248, 5 H D EAREIZIX 120ppb
EWRTI2ONRBENZ GESK (b) 2H).

5.3.4 Br.3-3

Br3-3d~v L F Ny =L EFE&h->TEHED, 1t
Yo N7 K REHEIT L L 72 He R K 2RI HE T b B
2005 -0 1 HE 5 HIZlR S h7zalfHz>nWT, &fE
Wl hEkhoy S VIBESGE R 4 KB &
V6NN L7z H6 XTI, &AL I
ICHIPH A AT 57280, BB A0 & L CTIRIR L T
W5,

INERD L, T—2ORBEBEDOPHHE DD,
HE10m hED Y 7 VREREETIIHRE AP O Y F
RENRSEL o TWBEEDDFELTHE T3
<, TR0 12-13m, 20m {3, 40m {35 o g K 12
=2 &8585 0%k L THD, $HZ 40m fHEo
FHEICRA AT OHIE K TE A5 D EERE L k> T3,
Z ORIZHEEB DI AT T 5 VIR A £ B EIAEN,
Brl 5K U'Br2 DMEAKTA S N-{HA L [HMETH 5.
v 5 VIREI TR T Vv AN A & BB LR E L
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WAk SMHEO Br3-3 OEKIZETSE YTV -

Table 4  Activities and activity ratios of U and Th nuclides in groundwater samples from Br.3-3 in Kanamaru area.

N T AL RETHE & U BE.

activity concentration ( uBg/g ) activity ratio U Th
U-238 U-234 Th-230 Th-232  U-234/U-238 Th-230/U-238 Th-230/U-234 (ppb)
Br3-3MP GL-0.00-9.05m 050121 4 +1 9 1 23 £2 1 +0 228 +047 6.04 +1.10 265 +£+036 03 0.2
Br3-3MP GL-9.95-11.05m no sample
Br3-3MP GL-11.95-13.55m 050121 13 £1 38 +2 8 +3 0 £+2 284 +0.30 057 +£0.20 020 +0.07 1.1 <05
Br3-3MP GL-14.45-15.55m no sample
Br3-3MP GL-16.45-18.55m 050121 25 +2 75 +4 6 +1 — 3.05 +0.28 024 +0.05 0.08 £+0.01 20 -—
Br3-3MP GL-19.45-21.05m 050120 67 £3 174 +6 8 1 2 +1 261 £013 012 +£0.02 0.05 +0.01 54 04
Br3-3MP GL-21.95-23.05m 050120 23 +2 50 +3 20 +1 2 +1 221 £023 089 +0.10 040 +0.04 18 05
Br3-3MP GL-23.95-36.05m 050121 19 +1 44 +2 - - 1.96 +0.86 - - 15 —
Br3-3MP GL-36.95-38.05m 050119 162 +6 296 + 10 4 +1 - 1.82 +£0.07 0.02 +0.01 0.01 £+0.00 13.1 0.0
Br3-3MP GL-38.95-41.05m 050119 249 +10 533 +19 144 +3 130 +3 214 +0.08 0.58 +0.03 0.27 +0.01 20.0 32.3
Br3-3MP GL-41.95-45.00m no sample
Br3-3MP GL-0.00-9.05m 050511 9 +8 19 +3 10 £2 1 +1 205 +188 1.04 +096 051 +£013 0.7 <04
Br3-3MP GL-9.95-11.05m 050511 18 =11 15 £12 - - 0.86 +0.85 - - 14 -
Br3-3MP GL-11.95-13.55m 050511 37 £7 47 +8 17 +6 - 127 +£+031 046 +018 036 +013 30 -—
Br3-3MP GL-14.45-15.55m no sample
Br3-3MP GL-16.45-18.55m 050511 11 £2 22 +3 - 2 +12 193 £043 - - 0.9 <2.9
Br3-3MP GL-19.45-21.05m 050511 89 +5 158 +7 2 +4 1 +3 178 +£0.11 0.03 +0.04 0.01 £0.02 7.1 <0.8
Br3-3MP GL-21.95-23.05m 050510 49 +15 68 + 10 3 +3 0 £+2 1.38 +0.46 0.07 £0.07 0.05 +0.05 4.0 <0.5
Br3-3MP GL-23.95-36.05m 050510 16 +2 60 +4 7 £1 2 +1 366 £059 042 +0.09 012 +£+0.02 13 04
Br3-3MP GL-36.95-38.05m 050510 146 +5 293 +8 2 +3 - 2.01 £0.07 0.02 £0.02 0.01 £0.01 11.7 —
Br3-3MP GL-38.95-41.05m 050509 228 +6 512 + 11 8 +3 3 +£+3 225 +0.05 0.04 £0.01 0.02 +0.00 18.3 <0.8
Br3-3MP GL-41.95-45.00m 050509 90 +3 212 +6 2 5 1 +3 234 £0.08 0.03 +0.06 0.01 £0.02 7.3 <0.7
Br.3-3MP U(2005.01) U (1 Ba/1) Br.3-3MP U(2005.05) U (¢ Ba/D)
0 50 100 150 200 250 300 0 50 100 150 200 250 300
10ppb 20ppb 1Qppb 2Qopb
0 T T v T o 1 0 T T v T T h 1
5 5
10 = 10 =
15 | T 15 T
E R E T
S 25 S 25
& o)
< 30 < 30
35 E = 35 =
x x
40 T 40 I
45 L 45 I
50 50 -

W6 Br3-3DHIEAKIZKITS YT iEEZ (200541 AKO5 H).

Fig. 6

TWBDIZHL, fERETIEY 5 VIHGTHE L Tof
XEATBREEZON, ZZ2 YT vEBRLRTL
BREE (B XML RBREE) 12d B e Sh 5.

X7z, Br3-3 Tl 2EHFEN LI TBH (2005
FE1AHESH), WEhsIRIERM A/ S8 -V ERLT
BD, MP DFEEIZ X > TH=EAKIIEIFLRE IR
XNTWBZ ERHERIX NS,

Variation of U concentration at Br.3-3 (Jan. and May in 2005).
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MFLE ELRRE LT R > TR,

55 WEKICHTDY T RIIEE

v T v RYIEGHE, FEIZ U-234 5 LUV Th-230 2 &9
THMr L 7zikHE, Brl, Brlw, Br.2, Br4, Br3-3 2
SEHL 22Kk CTh 5. 25 OFEFITREIZHE 14
PO ARIZEBNVTORENTWS., ZhsDOHT, Brd
BXUBr3-3 Tl AT NNy I —BXURTLF ISy
N —FRELTNDEDT, b hzBUeD i fEKH
PRI hTnb eMffah 3.

HhFEAKEIZ B % U-234/U-238 fihtetb & w5 ViR
L DBERIZOWTIX, F3X (a) IZRL72A, HifE
KIZONWTOREREZHEIK (b) ITRLTHD. Thz
W3 &, R0 HM B OBIfRIZEED 5T
W, F 72, (@) OHEAKEIRTHS 2 XS, Hb
JEAR TS RELLD E R A L, FFIC Brd DRk
TIIy 7 ViRE S < BRI B e n ) R e &
LTWwW3s., —fHCgtRe A m< a5 8 e LT,
BN s 5h8 L ORIG, RRBEORIG, 7 v &
LR TWRIBIHE DRIE, EF1nEZL5Nh5. HEKT
EA L OBMBEE AR L, £, v T VIR
4% v Ltk (U0 (COs)5") I LIEMEA 115
Z & h 5, Brd TIRER IR 2 R G (BT,
2008) ZEMMELTCWBEIDNE LAk, KT
HIRFRIEE 2SS E 5013, WA MG )
&% CO, ZMWIL AR5 NIZIREL T, Shi-KK
IRz NS 5720 LHEE S NS,

Z ZC, U-238, U-234, Th-230 %D 5 v RAE%HE
DRIRFFEZ DN THBUZHFIAL Tk < (5B 8 X2MH).
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Fig. 8  Explanation of Thiel diagram.

v 7 v OFFENEST 5 —BE& UT, Thiel Diagram 2}
» % (Thiel et al., 1983; Scott et al., 1992). Z DT,
el (v W) 12 U-234/U-238 BRgHEELL, AL (x Bl) 12
Th-230/U-238 4 RELL A 7 1 o b X, U-238=U-234
L5 % y=1 &, U-238=Th-230 & 7 % x=1, U-234=Th-
230 L 5 BfEE 1 OEHE (y=x), FLOHML 7ot
2 Tldd DR VA X Y) B R e TH 1 R A%
OMZEY 5T, BEHOTo L 2E2RFTT22DTH
5. #4707 4 EOEET (1, 1) #HDELT,
Fe LM IR T o 212k T U EEL
TkD, WIHTOEETIEY 5 VY BEBBL TW5 &
AR CcE 5. [ERPTOREIEEZELZGHICIE, KL
X I UAREEA»SIREL TR D, A T IdELEIZ L5
TY 7 VHEBL TOB5AICHYT 5. —F4, KR
TOBMAEEZLS L, KRy I vy BEMOSES
SARHICEMLTCETED, A4 MdY 7 VARSI
BB CABRTICAREL TWB Z L2 BIkT 5. —F
TODOEMTHENR SR TIE, —DDO T v 2T
EDHFEFEVEHTH D, XOrDHEANET ok
2ERTCNBERIRENS.

Br.l, Brlw D% Tiel Diagram 1270y b L7223
DEFIKNIAR Lz, ERATay b, MRS R

MEERNT. AN R Y TV IRE O RN EH
DREXT/RLUZ (gL LTlppb UAR IR T
%). £, WTFhoRE T8 U-234/U-238 fithgthert >
1Tho, v rrphbfEnsr ot UTibEApiziEg
TWBZENRINTWS, 72, HHIPIHHOBRRE T
» % 2002 4, 2003 4F-0 Br.l TiZ, Th-230/U-234 x4t
BELE> 1 & & 250R D 10m 5 C 2 Mad 6 h 7z,
INEORBOY T VIREIZIEFE IO, (22D
B RmAEIBRMAGBL TS EEZ6NS. 2005 D
Br.l ¥ & UF Br.lw Ti34: T Th-230/U-234 fxataetb < 1
LD, U UBHEMIZIER LTS HIEKTH S Z
EERIREL TV,

Br2 5 XU Brd OHEKIZE T B EHR A 10 X
™ U7z, ZEIXI2S Tiel Diagram 7 &2 v T, GXIZHE X
W7 VIREOKRNEMOKRE S TRLE (Jhike
L 100ppb U A/RX AT 3). 2002 4£0 Br.2 T,
A% 10m T Th-230/U-234 Fx4HEELL> 1 & & 2 548
W bEh7z. ULa L, WE 25m O Brd (2005 )
Tl Th-230/U-234 FAHRELL< 1 TH D, ¥ 7 v AEH
U THIREAKHPIZAFAEL TO BRI T H - 72 2 £ AURIE
INhs.

BIZ, Br3-31lk 2 MIEMASREE 11 RIS/ L -
JEXIA Tiel Diagram 7°W v T, HXNIHENM LY 5
VIRED AN EMOKE ETRLE (HfgE LT 1ppb
UMRENTNS). 2005 FDOFERTHZH, 1HD
R REE 0-9.05m D HE KT, Th-230/U-234 ithtaE kL
> 1 &% -5721F21F, 4 TH Th-230/U-234 fithtaE <
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Fig. 10 Correlation of U-234/U-238 and Th-230/U-234 activity ratios in groundwater from Br.2 and Br.4. Right graph shows uranium
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FleoTnwa0ns Lk, Zhbid, K=V Y
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BEioHetE, BICE A K L Ol & > T pH, Eh
LIPS FARSEC 2R Z 2 5
na. L,L, 20U 7 VRER»ZDKNI N5,
BHINZIEDHI 2 TH 5.

56 04 N#EICHTDTT > RIIZKEDEE,
auA FETOFEERIFTL720I1, 74 04—

TRFRBIZAE L, ZhEhOT T v RE IR
NIz AWEOURE % IR U CIRIEIZED b T,

H54& HFBUEARHA CTHRILL 7235& K o4 4 X455 L
72 7 VYR L UL,
Table 5 Uranium contents and activity ratios in filter size-

segregated fractions of percolated water taken at east
slope of "H-rotou".

L Uranium
sample No. grain size " (oob) U-234/U-238 activity ratio
02111301 <02um 0.17 1.01 % 0.09
02111302 <0454 m 0.20 1.10 = 0.10
02111303 <084m 0.19 1.11 % 0.09
02111304 <1.0um 0.19 1.17 % 0.09

Correlation of U-234/U-238 and Th-230/U-234 activity ratios in groundwater from Br.3-3. Right graph shows uranium

ZOETOR FIRWEDHFAENPEE SN S, S
W “HFEIE WO ERNGIZ 361 5 1=25E K TO RIS
BE 5 RWGCITH I2KITRL 7= BT 4 L& —
AMAE LT3 A, <0.2um DYHETHEMMET LTV
AL LN, 74L& —ThREINDRTOFEL
REXNS. LrL, 97 VEEMENDaHTOM
24 H0, FENITIREETH 5. U-234/U-238 fidt
RELLIZCIRIE T 2 - DITHIERRZED R Z WL DD
1 EXDERELMAERL TN,

—J7, AL & A LTINS RA T % Pk
Yo VIBEATEWN. 22T, BTtoyTIsay

025 r
0.20 §/§\§—§
20.15
o
5 0.10
0.05

0_00 1 1 1 1
<02 <045 <08 <10um

particle size by filter
F12M HBHEMOBREKIZE TS 7 4 L8 —fLE 4 X
W 7 R S A

Filter size-segregated U concentration of percolated
water beside “H-rotou”.

Fig. 12
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Table 6 Uranium contents and activity ratios in filter size-segregated fractions of drainage water from Kanamaru mine.

sample No. grain size

U content(ppb)

U-234/U-238 activity ratio

fluorimetry ICP-MS ICP-MS* « spectrometry

03111801 < 6.3 nm (MW: 1x10%
<10 nm (MW: 2x10%
< 50 nm (MW: 5x10%
<100 nm (MW: 2x10°)

<01um 16.9 17.6
<02um 18.1 17.3
<045 m 19.4
<08um 19.5 18.3
<1.0um 19.3 17.6

16.3

15.2

17.4

18.4

17.4 1.55 £0.03
1.55 £0.03

18.2 20.5 1.56 == 0.03
1.49 £0.03
1.56 £0.03

*:filtered in the laboratory

H 72 Br3-3 OMHIFEAK (FE 9.95-11.05m) DY A XML 72w T v RFIRFEO IR & HGHEELL.

Table 7 Uranium contents and activity ratios in filter size-segregated fractions of Br.3-3 groundwater at depth 9.95-11.05m.

U-238 U-234 U-234/U-238
fraction (uBa/g) (ueg/l, ppb) (1 Ba/g) activity ratio
(a) 0.45um <o 1.1 =0.3 0.09 £=0.02 1.1 =0.4 1.02 +£0.45
(b) 0.05um << 0.45um 1.5 £0.6 0.12 =0.05 3.0 =0.6 2.00 +=0.93
(¢) 0.0063um << 0.05um 2.2 £0.3 0.18 +0.03 2.8 =0.4 1.29 £0.27
(d #< 0.0063um 5.8 £0.8 0.46 =0.06 6.5 £0.7 1.12 £0.19

P A DS HE, FEEETOT J LRILTONEE %
WG % 720102, BUHE N EERE IZ W LR
0.45um & 0.1um D7 4 b & =12 K B0 E 447, Rk
P B 2EEDOEEDF = v 7 &47 5 L RIKFIC,
HOEUE, ICP-MS Z0#iih, 77 7#AXZ bax b
D 3 HETHM AT, SEOHEIZ DN T S MET
L7z, ZORERESE 6 KB XUPE 13KNTIR L. 57
HETIEFERB T 2.1%-65% FEEDIE 6 DE RSB Z
ERHHL 7=

EHEPIZ D72 > THIEMD H 5 ICP-MS 12 & 54
REMY, 50nm KD RKEVWTIL—TL/hEnr )L —
THOEE A NT50om L N2 204 FREE LT
NiEEZT5E, au4 FETOFAERIT 10£7) %
Eho7z AL ZMEETORXGDEEH 5720,
ERTOFEIFICREL b LiEllch, 304 F
RELIfEES 52 L3N CH 5. —F, U-234/U-238
RGTRELIE 1.5 AT DA R L, WBFY 7 v OF# %
RLTW3,

Br.3-3 O 9.95-11.05m OHbfgA (200541 A 19
HIZERI) 3, v 7 v IRERSHEICH Y T 2 K Th 5.
INhET 4L Z—JATHE L TO L RE, $F7

B LB URITIR L &Y T ViR, 0.94+0.1ppb
BT, IhEToRBEOHIEAK (1.4ppb) &L,
HAMBENBODEI LA —F—ThHo7z. T4 NLE—T
WRBIZ ALY 7 VRER, 74 L8 —~\OREH
DOFHENE S HETE WD (- AE, 2008), &
WY (¢ >0.45um) TIHEL, 204 FRES L IIA
1ifE (¢ <0.45um) & L COWRED S NE» 72, 2
04 FETE, REDOKE &3 /riRE O E
BRALR, £ Mk ITS FIRGETH S
BEVEAYEIV. U-234/U-238 JkgTREILIE, KIRETH 5
TOICHIERRENKZ VL OOKT 1 K0 &KX Al
ERL TS,

MY LTI aviE, AVEIF—2 3 VD
BEMEREETE RN 57-DT, SHEIZHBRETT 5 %
b, 2O, kRO Iy - r YDA
TEE 23 0 728 VARV G O iz, Bk % 7
S XAKEU CTIRHET 5, HREBR AWK I ICHEN%
BT HHET 2, FORENDBETHD. LEHDR
B AERS BHITIE, a2 7a—7 4L L —32 gV
(CFF ¥ 27 &) ZFIH U 7286 & BT 2 il & 5
EEZB.
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2 5
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?
2
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0.006 0.01 0.05 01 0.1 02 045 08 1.0
(MWCO: 10, 20, 50, 200kDa)
MWCO = Molecular Weight Cut Off pore size of filter ( ym)

%13 SHRILPAKIZI T B 7 4 vz —fUES A XY T RS & URER

Fig. 13
09
0. —
8 1 (d) ¢< 0.0063
0.7 | um
506 —
g (c) 0.0063 um <
205 ——|  $<005um
(0]
204 —
o Z((b)0.05um<p
<045 um
(@) 045um <o

Br.3-3 depth 9.95-
11.05m(050119)

Br.3-3 OHifEAK (ZE 9.95-11.06m) hdH 4 X
ML 7= T VR,

514 X

Fig. 14 Uranium contents in filter size-segregated fractions of

Br.3-3 groundwater at depth 9.95-11.05m.

Y5 VEEEIZBEILT, B T7RITRLE (@) 0.45um <
P DI EBWELEZ DL, TOHMTTEEKRD 10+
3% &5, 5.2TY T VR ITHEL HK 22 HIK D —
DELTHEMICXL2HGEHEL T zn, H1H
DHEGENED SN UL, KikEHT Y 7 ViRE»
KRETH D, Uiy 1alRHIEE 0o THIES

Uranium contents and activity ratios in filter size-segregated fractions of drainage water from Kanamaru mine.

ARz A, A Ik o i I T oD MR K L SRR
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DR NI E LD & 1HUESRETH 51280
b6, WEKDOY S VRS IZFBIERE O R
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gl E Loz 23552 607
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