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Production of 139Ce by the 139La(p,n)139Ce Reaction

Noriko S. ISHIOKA*, Mishirocku IZUMO, Kazuyuki HASHIMOTO,
Katsutoshi KOBAYASHI, Hiromitsu MATSUOKA and Toshiaki SEKINE+
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Tokai-mura, Naka-gun, Ibaraki-ken
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To produce a carrier —free 139Ce to be used as an efficiency-calibration source for Ge
detectors, a target-preparation method and a chemical separation method were
studied. It was found that commercially available powders of lanthanum-oxide and
lanthanum metal are applicable to a target material in the nuclear reaction
139] ,a(p,n)132Ce. In the separation of 13%Ce from an irradiated lanthanum target, a
solvent-extraction method and an ion-exchange method gave final products in good
chemical purity.

Keywords: Cerium-139, Lanthanum Oxide, Lanthanum Metal,
Solvent Extraction, Ion Exchange, HDEHP, Nuclear Reaction,
Chemical Separation
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1. FFem

139Ce (4 137.2 d) 13X, 165.9 keV D v #BZHH L. EICESHEGFECRERR I
BT DB B EEARERRICAE I NT, Ge BHBOFEHIERECFATNTVNS, Zhid
139Ce NWHERMIEXBIITHE—D v BERHL. LHHZ0 r B RIINF -G BRI OE
HHEMHRICAEL TWS Z &2k %,

139Ce BEITDOWTIE, 139La(d,2n)139Ce. 139Lalp,n)139Ce 72 E DRI K B REDHREN D
5k, INSOW|ETIE, ¥F—F v FEUTHREICBRLESBS V¥ o5 07 L ENA
WHENTWS, T4 2t T AOESERRL. BEERHED A A U RHENRE I TN
5kRBEl, 51X, WInbtUTAZ IMEMNS 4L V% 529 2 EDLEDEE
EfFo T3,

FRETIE, BT > UHMERRPINETHREDRWRILS V¥ U KREI—7 v RELT
HHT S ENTETHEINERET oM. Fiz. TUF =5y b 189Ce 2{LENEET
57 E UTABHRIIE &1 3 2 3ZHED 2 B ITDWTHERE 217072,

FIETIL, 189Ce QEGEZRTS Z L2 BMICEE L ZEMBAROBRERNS,

2. FEBHHE
2.1 ¥ NEOFH

=y MIBETH DT 7 3. FIEILRITE L., 189La ORARNAEELDN 99.91% &
FFH—FETHRETH 5.

SRS H 3. BEN 920CTHRAGBEZREL., ZEEPICHET 2 EREPBRICEBICEDN
KL &2 D, DD, ®BI 27 OREIEL TIE. ¥RROBEIEHEE/NT 7 4 > F
AN, HROGEIREEEAT A FICERHT 2728 U THERELZBWTWS,

—h BILS 5 R BT U H U RBRFRPTME (450°C) TR Z LIk o TES N,
T ORI 2315°C TANICIXZE LD THRETH DN, ZRA DKBRESL —BLRE L2 RN LT
Vv, iz, INETORBRD SHTECEREINIRE L%, TOFEFEKFICEHEBEL THL
EMFEIT B,

INSEDTELD, ENTNDY—Fy MBIZBT BB FEICDODWTHRH LD TR TR
BB,

211 €@ %5 —5y hOFH

SRBT >F R, ME 99.9%LL LT 20 mesh AT OEBLELFEAERIMZ AWz, 2D
GBI H KL FENT T4 DHICREINTW 2D, RIS SMUDFI LY
THRCHERET /e =0 v FELTRETZ2DIZ. M1gDE&BT ¥ U EKREZERE 15
mm DS ANTT VAL, ZORDOREIES SBEOBEFREFANZ. REES 50 kg/em2
5 680 kg/em? DFIFHT, 7 —4"y bOWS ZEEFHC L DRE Lz, R % Fig.1 1ITRT, BE
ORMEZEMETH D, FLTINIZTALTI5 BT85. #HTI7.5 DWEICHYT S, RE
JE77 200 kglem? ELRICBIT B RENE. B RAPIZIR 2HEF TERNWAL, 400 kg/em2 BLE
DRENE. 7V I LIS O S 255, OB DES TH 5. 65T 20 mesh B
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TORES > ¥KEY—7 v REUTHOHEIITIE, REES &L TR &H 400 kg/em?
UETTVAL, PIVIZULMYOBEIZEZTHAVWSZEELE,

RIZ. FREIET 680 kg/em2 THABLEZSBI 25> W1 g - v M EEGHITEHEL.
ZORDOEET > 5 5 —5 v FOBIREERODELEFHNZ, ERORFE(E Fig.2 ITRT,
&—4y FOBIRIE, RELTH 2 FRI%ICIES —Fy NREICKRIES > 0 BRa . ¥
=4y MIRZITHFRILLIAD B, ZHIZEHDETERRI. Fig2 N5 Hbh XD ITRKINIC
43% ETHEINY 5,

DEDZ NG, €8BS 7 VHRERBLTY 5 v b EUTHWSIZIE, 400 kglem2 B £
DRBENZHEE L, RERIE, BR]POKTEOEME IVTSEIEMBRETH S EnNbn
ok, LMo T, BAIEY—F v b 2REFIERARICBWTREETAPICREL. BHD
NV LAAFHKPTITOI I & &L

139Ce DREHBRICHAWBENWSES 7 ¥ —4 v ME. RBESH 700 kglem? T. 800
mg/em?, BE 15 mm IZRB L=, RABEOY—7 v M, FZESICIBEABIZED 1, AU
T LAHAFRKUCER L THREZTo 7.

2.12 BILI>H 255w FOFHH

BiLo 2% HRE,. ME 99.99% UL LOEMBELEMAFRHEERAWE, F—7 v MELUTE
DES =0T, BILS > HMERN 1 g ZER 15 mm OEEICANT T VA LR, REEEZD
B> 5 7 =5y SOREIES (200 kg/em2~700 kg/em?) EEEOBREBESHII DI
EL/, BR%E Fig3IIRY,. AREES 400kg /em2 L EiZ/2 3 EMEEIEML . 700 kg/em2 T
IEEMRICHS T3S 2/ DD, F—7 v hELTOBRDEVWRAERS LS. > T, B
65 25 R EMERBKIZE DY —F v N ET2EE, REIFENL 700 kglem?, £7213TH
U ETHREIT S ZENEE LN &bz,

KT, BREIES 700 kglem? THRMUZBILS > W1lg ¥—4 v h2Z2E&EFIC 10 HE
HEL. ZOROY—5y NOBREEROEEFANE., EELLOKRZE Figd4 IR, B
BlIZ, HEEENS 50 K% E TIIRBICHEML., BKANIZIE 132% 0BMMRD 5Nz, £
B LB S & o —4w M, H2BERIEEUHRIELTLES =D, ¥—F v k
ELUTERDRENIETER, REE. 24 FZEEPICHE LB oMR2E X BREFHEIZLD
LTz, ¥ER%E Figh IORT,. HEEOED., RERENRIFRERLS > ¥ U HREUKELS
S UBRIZDWTRIC i &fro 7z, R % Fig6, 7TITRT, ZORENS. REBOBL
S5 =y NEEEHICEL Z&IZ& D, La0s+3H0—2La(OH)s SAMEZ 0. Bk
SO EKBILS VF L EDRBRETH D Z Lo Tz,

DEQT ENSE, Bk 7 MK ES—T v b ELTRWSEE, KBIES > ¥ BT
B0 <TZHI, MERMBIZIEREOBMERITSZEEL, €BT ¥ 2 ORE ERRIC
RIEHEA X EH Uz,

SHERBRICHAVWBENELS > ¥ —7 v FORARIT. B{ET > ¥ 2K 0.888 g ZHERE 15
mm OEENZ AN, TV AEEEFWTH 700 kg/cm2 TEE 503 mg/em2 [ZHNERE U /=, MERK
R, I=REBITMEEE—ARKNERHORINY —IZBRO AT, ANUTATER, BEHLU-
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2.2 TS

&RS 25 5 —0y bEEH TIARA (RIS FREENAE Y —) OAVFYr 70k
O>zW, BFE—LA 20 MeV, BHER 2.8 LA T 12.3 FfHIRH Lz, BRI Y —% Fig.8
IR, BEICIE, F—F v F2EELU RNV —OfG%, BEREAOHRE, BHEOEI
DI RTZERREICL OB IRD ZENTEZBFRNORBEERZ2H W,

Bie> 28 >5 =4y NOBREITIE, FY > 7 LAMEREHW. BTFE—LA 15 MeV. HR&
BT 0.6 LA T 16.9 RIRE L7z, ZDEEMHALZRREGIV Y —% Fig.9 ITRT.

EB5DREHICBNTD, BREFIEY —5 v MOMRREINTWBEDIANY I LAHZZEAL,
&—ry FREARBITDHHET /2. ¥—7 vy NOBER., KiCkB3GBH 2T, HHEBD
NU T LHADRKEEERRRCS > & 7 —5y NORBEIFIZ Ge RHBTE=F—L=EZ B,
Wi " BEOERERD. T BT 5> —57y MZHFKET S 160(p,pn)50. 1600,
a)1BN RSN 5D 150 N 1BN E&Z X 55, .

BN, @B > 5—0y hOBERIEERIC L > TRFEZICERL, RUTFL >
REBCBLTHHEK 26 QRN EER®RAILZ. £z, BILS 5 7 —4y FOBREITKBEH
CHRE RIS —ZENL, Z0%, NUTLAEHKF THRIVY —TEK 40 BREBEREZAHIL
Fzo BEBOI—5y bME, WINOHEEHREBEZOBREREL, BETHD I L2MHRAL
oo BB, BB Y. BILS 5 ORENTHAWZEHF TIARA ® AVE Y 7o ho KB
& T AIEBOFI A LICRINIELS ., BIcT M LADOBEICL D& 2 2BELE,

2.3 {bZoik .

BFLES DI NSEREDOE) I LAZSEET 5HEE LT, BiHHELBME 1 F 258
HELPHREIN TS, WIS Ce(llDZE CeMITBLL TSI > ¥ > EBEL /=18, MHhH
TRIIAHRIZE D Ce(IDITEITL TRINT 2 Z &2 HEEA L LTS,

BIHHMHEIC R 2 M|E T, B D Di (2-ethylhexyl) phosphoric acid [HDEHP] %
n-heptane THRU THEBME L, AMICIE 10 M HNOs ITEE{EFI & LT KBrOs Xid NaBrOs
ZIMAT Ce(IVIDOHIH 2175 T3, ML, B EREfT-> TS o7 2 2R BRELED
B, 2~10 M HNOs3 iZ$% D Hz0: ZMATHEHHL TW3B, INS5DHEDH T, O’Brienld
5%, FHMEO HDEHP BE R VUK O HNOs IBERLIZHED Ce DHELLERDTNS, FD
&R, 0.15M~1M @ HDEHP DBE Tid, Ce ORI, ERIZT2HOONEEICEART
BEZRSNRN, £z, HNOsEEIZEL TiX. 8~10 M HNO; D#iFE T Ce DTS
WKiao T Z E&RL TS, Neirinchxl151E, TNHDOERE, S5 EE2I—4 v R&
U7 189La(d,2n) RIS THERKRT S 9Ce OAMEELTIHALTWS, 51, 03 M
HDEHP/n-heptane ZFH A & U, /K4HIE 1 M KBrOs/10M HNO3 & LT 98.5%LL_E D3I
ZRTNLED, BREBPICHAV I LT BERZELTRSEND ZE2EH{LTVS,

—F. AF RHIETIE. Mayer@513A ) I AL A D ORAZP <7912, KBrOs A %1
A F 2 3ZHUHET HBrOs AIRICE A, 3% 0.075 M HBrOs,/7.89 M HNOs & U TELHIK
528 PEEBHRICAWT WS, Xz, %513 HNOs DRBEIZDWT, 789 MHNOs L0 H 6.0M
HNO3; D2, Ce FEBEMNENEREL TS, LML, HBrO:s DEBEICEL T, 0.075 M



JAERI-Tech 2001-095

T—EI L TW3 D HBrOs HNOs RIZBT 2 HBrOs DIBE & Ce DAYERIX DRI FRIZEA 5
TN, |

TITRLIE, BRSO PE R NWT 139Ce &5 24 ONEERER T 55
BEfTolz. 14 REEIZDWTIE, HBrOs DIBEZHSNIT S0, H5N D HBrOs
BE L Ce DHEREZABMPRICE ORD, HEZ HBrOs IBEZREL TB W, (1S
)

ERIT, BREHEAD Laz0s ¥ —>y hE2 6 MHCI6 ml THABELZDS, 29ELT23.1 kY
2.3.2 DHETIT O 7z,

iz, FEEHEORNZT o205, N EOBE N REERERIEO TE 2 HGEEES
BUWEL., INEAVWTRRHESES 5 —7 v M5O 189Ce DNBEERZITH 7=,

2.3.1 At

BIEHME T, Peppard 5 DA HEBIZ B LUz, Fig 10 1IZRT X D12, 6 MHCL THMREL /2
52 IR EFFEEE U721, cone. HNOs 5 ml Z X AR EMERE U-, TRICHERE
T 5ORFELEZTV, B cone. HNOs 5 ml ZIIARRKER L /z. BEICTHAIE. B
ELUTIMKBrOs/10M HNOs Z 10 mlMNABRT 2 — AWHEETHETO-> < D &AL =,
ZOHE, BRR T 12— L ZZRITBNHT SR ITBERAFINRR L. CeV)M CedIDIZES T
LEDSOTHEELEZ. BHE. AHHEELL T0.3MHDEHP/m-heptane % 10 ml iNZ, 3 4R
EDHIH Uz, 2 H2508ER, FHHEIC 1 M KBrOs/10 M HNOs 2 10 ml il X, B3 RS
SHIEL. B L7z, RIT. 3% Hz02/10 M HNOs 2 10 ml MR, 3 fHIRE S L, M Uiz,
L TKEERERZEL, 1MHCL2ml Z2i0A., AREZEL, HBERELE, BBIZ5ml O
0.1MHCl &L 7=,

2.3.2 14 Rk

A F 2 HIETIL, EARRIC Mayer 5 DHERERWEN, HRICRUEEBRBRMN S, B
FIDOWENL 0.12 M KBrOs/6 M HNOs (BAF, E-1BHKEED) &Lz, 1A SHkic ks
139Ce D7HEEETE % Fig.11 IZRY '

a1 2 > RHEEICIE, Diaion SA#100. C17. 100-200 mesh. 5 ml (B 15 mm) Z AV,
BHEOET 7020y 7K DIEZ 1.2 mUmin ICHERF U7z, B A O RXHBEIEL, 5000
5MHNOs 2R, RICHFHEERDETKEL 2%, B-1 R THiZ= L7z, 6 MHC] TiA#E
UBBREO La0s ¥ —7 v M, BIEMEEOSRE EFARICHBRIZLTHS E-1 BEE 10
ml A, RET 2 —LBRETHETO- KD EMMBL . BRICTHHAE, B4 35Hh S

COAREAL. B 1BHEK 450 ml TS 28 D 2iBME L7z, RIZ, 6M HNOs 5 ml L7z, &

B & LT 0.5M HNOs 2% 30 m17EA L. 189Ce ZRBEL /=, 139Ce Z R ASAEKIL, KR
E#%. ¥ 1MHCI2m]l THEfEL., BUOKREZEL =%, 189Ce 2 IMHCI5 ml BiKELZ, &
DRBEIZBIT DT > 2 & 139Ce DIABEHR % Fig 12 1279, 07 D OFRIL. FEES TS
AIFENSHIEIC L DT 7=,
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2.3.3 ERLFTBE

FE IR AVEF O 70 b0 TRELESES ¥ 07—y R D, 189Ce BALESBETS
BZHEELUTIADRBEEFA Uz, Z2 T DB ERZERNICIT Y 2 LD TX 2 EB %
RBIL, =57y NOBMNSREHETITo /o, BRLESEEEBORKNE Fig.13 17T, &
B, EICARE, B TH T L AR, BREN S0, BRI BERCTERN
THEIS Rz, BRI Fig 10 ITRLEXDITBILS > >y —F v M ERBICT> 2. X
T BEECT@RBI VY Y~y NRERL, RREEE - BHEZBZ2-7%. E-1 BT
BAML, MRICED Ce(D%E CeMIZEMEL 2. & 5 CHFBEADRAT A HH 5 I
NZDBRETA L. BAR, ATLXTKEINET V¥ 2BETH-0, BOE-1 BEK
250 ml 2. & 1.8ml/min TRAMEZRHE L THEA LR KIZ.6 MHNOs TH 5 AN® HBrOs
ZERELZE. 0.5 MHNOs T Ce(IV)ZABEL /-, AHIWIZ, RBREICERL, RREEICLD
MR ZREL. BHRIC 1M HC] T 139Ce 2R - B L7z, Bl EDBER TN TERREICK
DiTo 7,
INSORBERMEICBNWTRET ZRKUT. BB - HHNC L OBEE L, HARRELEET
o, RTORIKBNT, BEREIERMCHE L, FRLEET o2, 155505 OEHEL,
HOMOIKER > T B BREERA Lz, 724 > OBEihERIT. Fig.12 Th 5 Uk
RBLTNWD20, ZOERTIE 139Ce DIREEICDWTABKREZEENICHE L. B2
Fig.14 IZ/R 9

2.4 JE .

HHERO 139Ce DERRIL. BEHBEHLOSBI ¥ U RUBILS > > OBBKEID—EE
XA T—HEICER L TR, Ge BRILEET r AT MVEHIE L, 165.9keV D 7 #DIREE
WCRHERIERZRIE L T 139Ce IIHNBERIRE LTz, 139Ce D v HRA XY MV % Fig.15 ITR T,

BEHER A F 2 AZHIEIC L B 139Ce DIEEERIZDWTIL, 199Ce 2 AR BRBK TS
51MHCI5 ml AL —ERETM T—BICEHBRL, MRS O T TEES BREBICHE
Uz

A F I HIEIT BT B 139Ce OEBEICERL TIiX, E-1 ERICOWTIX 10 ml $°2. 6 M HNOs
& 0.5 M HNOs IZ DWW THE& 45 ml TOE L. Ge BHEEIC X B 199Ce METAERIE & ikt &
TOXIRNSNERICLD T VOERETO 7.

3. BREER

BFEEHLOI—Ty NOBTFIL. €8BI >F O TlIELRL, BLS >y 4 —4 v FTirE
— LN B RDTNCELEAL T2, WTINBBRECES ICEL TIXRETEE
b3z o 7=,

BALS > 5 25—y bRV 189Ce DERRIL. IRNHEE T 6.16 MBq Tho /=, ZHid,
KellertB' 5 DI AT T I AMERDTZME 6 MBq LB —HK L TW3, 19Lalp,n)RISDRIFEES
BAZDWTI, 10 MeV £ Tt Wing 51 L 28ENRH 56, ZNnEdEIT, 10 MeV L LI3ER
EERWTERBZHETSE, @B 7 VITHUNTEILS > % > T 25%INENEAT 2
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ZEWbho T,

&=y NG DL BEEITDWT, IEEMIEE & 7 O RUGEIC K 5 HIRERZT - I#
B, BRI BT S 139Ce DENTERIZ 96%., B L /2 139Ce IBIRHF DS > 7 U EHRIT 9.27
rg T, BRICAWES VY VED36XI107 3% Tholk. Fiz, HHFFD 139Ce DIEEHIE, 2
EORHIZ BN TENTN 4.2X108, 3.0X103TH o7z, ZIUISCHEMEBRAX 108 SI1FEF—BL
FRERTH D, 14 L TIE, 199Ce DEINE 78.9%., [EUIL 7z 139Ce IBEHF DT > ¥ &
BE 23.7ug T BRICAWES VY VEBD 4.79X107 3% TH o7z, 728, BEHHEITIBN
Tl BEYECHIHIRERON U Y AT A > EE X 5NBBRAIES 7=,

SBT > H—5w hERAWE 189Ce DERERIL. BHERTI2MBq THhoE., y—7 v
k EDILFSEERT, B OEEERREL, 14 RBER RN T 2 BT THERE 2
ALz, TORR. ¥ 86%DEINETERENGE SN/, BRLESBEEB T, 14 Kk
TOEBRERICELU TERZT- 720N EENAREICHMERTREREB TH S Z Ehh

577,

4. ¥hwm

BHARDER, @B 27 > BRUOBRILS 27 VR, MERBEICIDORVy &L, R
EETAPICES - REL, BREOBMICIOKBILS > F CET20EESIET, &
BIZY—Ty hELTHWSNS ZEN DR oz, LRLENS, F—0y hE&LToREER
CEREOHBIREEZERTDE, @B Iy FELTHWAZENEELWEE
A5, LI, INLOF—F v MIBTFREZTW, EFEIBBEOIHEEZEES 8/-&.,
138Ce DEIBTREAFE 21T 0 72,

189Ce &T & L OBETIE, A 7 2 THGEIT EARBEHHEDORINERIL 17%F /<. T2
FOOEERD25D 1 THB. LNLERNS, BEHIHEL, EREFEOD 139Ce DELEITI
BLTWEY, EFNREEZBNELEZES. INEYEOREBIMO BNRCEEREZER
THUSEBIREEDO R IN S F 2 REEDPEEN TH D LEZ 5015,

FEREZTOICHED., ¥—7y MR O XREF TRITEVFEROEARBKRRIZ, €25
> 5 OALED TR ERER TR OEL RER, (DBAEBRARERERGSOEAFHHEIZ
BRI ZREREHT 5.

ZE R
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Fig.1 The hardness of La (metal) pellets as a function of molding pressﬁ.re.
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Fig.2 Weight increase of La (metal) pellet on exposure to air.
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Fig.3 The hardness of Laz20s pellets as a function of molding pressure.
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Fig.4 Weight increase of La203 pellet on exposure to air.
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Fig.5 CuKa X-ray diffraction pattern of Laz20s3 exposed to air for one day.
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Fig.6 CuKa X-ray diffraction pattern of La20s.
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Fig.7 CuKa X-ray diffraction pattern of La(OH)s.
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Irradiated La, O; Target

<«———— 6M HC], 6ml

Dissolution

Dry up

X
<—— conc. HNO;, 5ml 2

Cooling
<————— 1M KBrO,;/10M HNO; ,10ml

Heating

Cooling

<— 0.3M HDEHP / n-heptane, 10ml

Extraction

(Aqueous phase) (Organic phase)

( <«— 1M KBr0; /10M HNO; ,10ml
La Washing

(Aqueous phase) (Organic phase)
<« 3% H,0,+ 10M HNO;,10ml

Back extraction

(Organic phase) (Aqueous phase)

Dry up
X2
<~ IMHCI, 2ml

<«—————— 1M HCI, 5ml

139Ce Solution

Fig.10 Chemical procedure of the separation of 139Ce from a La target by a solvent

extraction method.
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Irradiated La, O; Target

<~—— 6M HCl, 6ml

Dissolution

Dry up
X2
<«—— conc. HNO;, 5ml

Cooling Cation Exghange
DIAION SK#1, H"100-200 mesh

<«~— E-1, 10ml

<~ H,0

Heating
<—— 0.3M, KBrO;, 150ml
Cooling
0.3M, HBrO;, 150ml (pH 0-1)
Anion Exchange

DIAION SA#10, 100-200 mesh < H)0

<«—————— conc. HNO;3

E-1,500ml 6MHNOQ;,5ml 0.5M HNQ, , 30ml 0.12M HBrO;/ 6M HNO;

La (Washing)

Preparation of E-1 solution

Dry up
X2
<«— IM HCI, 2ml

<~—— IM HC], 5ml

139Ce Solution

Fig.11 Chemical procedure of the separation of 39Ce from a La target by anion

exchange method.
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Fig.12 Elution curve of La and 13°Ce by anion exchange.
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To Waste Storage Tank
A : Dissolution Vessel K : Reagent transfer flasks
B : Evaporation Vessel L : Vacuum receiver
C : Neutralization Vessel M : Vacuum pump
D : Magnetic stirrer with heater N : Air pump
E : Magnetic stirrer O : pH meter
F : GM Counter P : Cooling circulator
G : Glass bottle X: Electromagnetic valves
H : Condenser X : Stop cocks
: Perislaltic pump e: Needle valve

I
J : Ion exchange column

Fig.13 Apparatus for the 139Ce production.
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Fig.14 Elution curve of 139Ce by anion exchange.
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Fig.A-1 Distribution ratio of 13%Ce between organicC(HDEHP/n-heptane) and
aqueous phases against HBrOs concentration in 6M HNOQs.
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