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Anomalous Isotopic Distribution of Elements Deposited on Palladium
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It was confirmed by several analytic methods that reaction products with atomic number
ranging from 20 to 28, 46 to 54, and 72 to 82 are detected in palladium cathodes subjected to
elctrolysis in a heavy water solution at high pressure, high temperature and by high current
density for one month. Isotopic distributions were radically different from the natural ones.
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CTOBRETIEL HEBEREFRG IO LEAED
ERORPIESHIZELT L TITo R BETS. *
ILTCINDBRED L MENTBRIEOERBR LT
ALNCRRAZBRTHHI L 2TRT. 2 TiEER
DREELBAEDELITIL A LBATERVEE TAER
BRBLNTHS. bLAILLOBRIGBEZ > T3
OTHNHE, CORBREREERALDLOEKOERERL
Tl REL, KROBBOKRL CHRATENE > 1%
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BREH NP0 LAOBIIHTESBRM Pd 99.97 %
min(10mm ¢, 100mm length) Z#EH L7=. ZOHHridk o &
$¥Y TH5H.[B:110 (ppm),Fe:20,Si:10,Ca:9, Cr:10, Cu:
6, Ti:5, Mo:5, Ag:44,Mg:1,Sn:1, Pt:20, Au:23] ZhLUA%Ho
Loy, BEAEBHELRO 99.75 w/0T
*H X 0.0774Ci/dn* Db D EHHRBOKER THEL
%, ER L. T icMerck fE80> LiOH, 98 % O H D%
Mz Tlmol% & L7~ LiOH D 4y#rid Li.C0s 2 % max,Cl
:0. 05 %, Pb:20 ppm, Ca:200, Fe:20, K:200,Na:200 TH Y,
FOMITE TN TRV, MR, iz Pt @4
Wi, ZOMEEIL 99.99% THY, At E LTH Rh:18
ppm, Si, Cr, Pd iZ# £ 2 ppm, Ay, Ag, B, Ca, Cu, Fe X
1 ppn AT CHY, FNUADO L ORI Tz,
EMABIT 7o 2B X 1 cm THRED Li- _HEE
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DAT LV ABOBBIEOLOY AEH LI ARONE
I 7 cm CEEE 20 em, AEMIT 770 c® THAH. N
EBiL MILLT-Q #:8%o> MILLIPORE #liA Bk 3E & o ik

(12MQ-cm) THEE L, X L2 110°CT 6% 10° s [, M
BB L. Fotk, EWRANIEEAKC LIOH M2 0.5
mol% & L, Pu @SB AEH L TER LERCLRL
7o BKAEWIL 1A, 150°CT 6X10°s Mo 62 UHETE
a2V, BRPOAMPER IRV Z 0 & X DEM,
R 72 & O b I1T > 2. S8t B R AT R
FREAHT2-810012 L » TiTo 12, F Wik Pd REHED
BMRAEIT 77, Pd BICIEBICHED | .6 mm BO ED
Pd ¥s%& AR AL THW . BESYITAEY T
2 CHIAI L TR R BV, Pd BekE T = b
U GRS SRR L%, 200 °C, 107Y Pa OEHT
7.9%X10's BHRA{T-7-. EEIL 105 C,0.2 A/cem®,
Pd DFFRE 33 en’ kLo Hm, REKE 6.6 AL LT
2.76X10°s fil, 1TH7/-. BRIT7 BRIME L=, 3 A
EikL, FORBUEMRT DLV Flkeir~7. &
REROE, XM B L, BKTHES, &L, IL
WETr 7o 0B TREIEBERBBo. FO®K, KA
YELRH A —T Pd % 5 mm OWRICHIEL, i
FXSICHLMLEAWIC 2 DO¥EARIIDIFE. FO
%, REZOFMEOCT N R CHEREREIT 2.
FOEHCLE, TUOLOBBOWERYBRE, £
DB EIT > 2. ST ERAE ORI 2T =T RL
F— WM o 7 BT (EDX), A — V= B o
(AES), EPMA, %A A EH B P SIMS) 12XV iT-7. &
T EDX L 20 keV O R AXF —O BRI ERARI
WL, BERAELEXTITY, BE XRELL RV MO
Si BB O L. ME=RLX¥—AEL 0 b

20 keV & LT1024 F % o RATHH L. SREELE

150 eV (5.9 keV {oBWT) THHH, EEOMEILW
T -7 OFAEIEIL 200 eV Th o, E-Y&IELX
C, Al, Si, Ti, Cr, Mn, Fe, Co, Ni, Cu, Zn, Sr, Nb, Mo, Pd, Ag, Sn,
Ce, HT, W, Pt,Au, Pb ¢ 99.9 % DL b @MEORKIZ LD
1F 7. AES 4PHTIL ANELVA B, AAS 200 12 X W iTvy, M
B kL ¥ — 3keV, BRER 2. A TRIFH EZRD .
EPMA Z3H7 1L HEBUPERT Y, EPMA-8705 (2 X » T #E oy
R, SIMSATHT 13 A SCREFTEL, IMA-3THTL, BEA
10T ARL, B - A8 1004 m, —KTFAF—12

keV, A EFKIT 100 oA THY, HESHEIL v/e
10000CH - .. HE®EIT Li,B,C, Al Si, Ca, Ti, Cr, Mn,
Fe, Co, Ni, Cu, Zn, Sr, Nb, Mo, Pd, Ag, Cd, Sn, Ce, lif, ¥, Os, Pt,
Au,Pb OBKIZE DIT -7/ BMEORKRTH, SFHAOR
FMESHIZITAROLD L OFNERWE SN Aol
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e ROFH AT, BREIOLONHIX Pd SO
FITAERELL T THO —OFETCHRICORB SN
Mot £, EMEITTHDOTH 0.2 Aem® SLTFD
BWNEER, ZRUETHh-> THERLHICHEHELZD
Do, Lo TEFHLED GRehoTz, BREL
LK - THHI L BORIT, FXToRBORE
NHERIIRD LN LDE, KOBY THoT-. (0,
S,Cl,Si, Ca, Ti, Cr, Mn, Fe, Co, Ni, Cu, Zn, Mo, Pd, Sn, Pt, Hg,
Pb. 236D 9 B Ca, Ti,Cr, Cu, Pt, He, Pb %% C,S,C1,
Si,Mn,Co,Ni, Zn,Sn S E L TEOBRLELFET D
B, RBORHERDOBEFIZL > TFORIC 3 FIEEDEN
Mo, ERLUNDTE C0,S,Cl, Mn, Fe, Ni, Zn, Mo,

Pd, Sn H TR REREKIZDIEST, TEALEY T
fAEL TV, &5 nboEHo K&V eFiL, R
BOBEBNCL > THEEBRKEL, EREOCREDEN
WEH 7.

AES (C X B TIL Pd REiNH 1 I 70 T TOR
ERTAE . FORBREREMT CO BIF 0% &&
WA R L, LS TIL Cr,Fe, Ca, Cd FOLEBR
HEN. 0 OBERINSEICIIVWDE 65 % L THEML
T, C I HL L10 % £TICRD. 20/H0b
DFIZE —ETH o1, £-EBRERL, 0.2 A/en® UTR
N LoBREETL B LCEMEERNIZITD
et Pd HREFNUADOE— 7 ERD LN
7=.

UED _oDRETEDL S RREREZIHFET D
PHRRETEEDT, RIZENFNOTLROEE EDX 2
LoTaELIHLLERLE., 2O0—F% Fig.1 (IR
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Fig.1 EDX spectra for Pd rod before and after
electrolysis
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1000 I7 Y HTHHREOERSL 2 HRECES.
FUIBIGC RSB R - > TWH I L 47l L T 5.
EDX @ HE--7DH 7 MULF ¥ 1L T80 105~
10° THY, Nw 7 759 ROEBIRD10~1000 {£0
Ty M AL TOWA L S AVRRAE SR L&l
F o TETH. Z8hdD Ca, Ti, Cr, Mn, Fe, Co, Ni, Cu,
Zn, Cd, Sn, Pt, Pb ERRHEIN TV D, ZORLHWT
WOSIMSTHHT OHBEDZM BT D LEORT LT H.
SIMS/Y BT FEH- D Fl L L T Fig. 2 (ZEMEORABHC
DT 0.2 Aen® DEREETURL-LODOFERER
g BEAASY M 1 5 210 ETOEIET ST
DHDOPRHEIN TS, Lo LERATO LOMLILS
Ty MEBKTEWDIZEN I TR, FLAYDERT
BL AT RERBRNBOBITLEALTHD., BEICD
WTEBETDHE, HREDILEORVES TP L
Tpon TWBH, &b EDX R AES, EPMA 72 X CHER X
NI HE T 107 b 10° DA TWh., FnF
NOPEHBRBZLOBREE LTI 3~0.1 % LFHlTE
5.
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Fig.2 Deviations of SIMS count number for Pd
electrode after electrolysed in the solution of

heavy water.
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Fig.3 Factors of counting correction for various
elements by SIMS analysis.
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BT EMNRENTWS. AES X SIMS i Clikm®
Ar R0 A F 2L Ry =TV A LB L
BES lun BETLINOHLOXNFORIZIIHED KX
RE®TRL, KEVWHEETLRED 60 ¥ REOCELH
WIEB I T > T Larl, SHiZ Pd BEUIEL, &
EHSNEICHIT CEB AL BOFOINELEDTED
BEOENEREST DL REND 5um TIHIFEALD
FTEOREMN 1/10 12, 52 10 m T 1/100 28
LLTWE, £ ANEIZITER 1~10un B
EORMBNERBICEL AL TWT, FORERHZL N
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SHILREE TR TRELTEY, B&Hicy 2 4
WL 3 HTbiE<, EDX ZTIHBENKRETH - 2.
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Fig.4 Mass spectrum for Pd electrode surface
obtained by SIMS analysis.
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Fig.5 Changes of isotope ratio for reaction

products of mass number between 39 and 81.
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Fig.6 Changes of isotope ratio for reaction

products of mass number between 104 to 136.
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Fig.7 Changes of isotope ratio for reaction

@]

products of mass number 177 to 208.

MCHFHITTE 4 OEHIZXTOND T LBbND.

FTHRDLLER 50 UTOETE, 50-80 £ TOHELHE,
100-140 ¥ TOHTHEL 180-210 FTOHOHEILETH .
RS ERDIIRFHESICHRE T D & 20~30,46~54, 72~
82 OFBICET L TWBZ EMNLMND. Z I TIRTO
BREEELY | L LTHRBIELTWA. Z0EDHIZ Pd iZ
MY THHEEORE | % L AEEY. Z0BBELT
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OB E L TEERITHE S @R A i X o TRE
BENERL, FZOEDLY, HA0ENEL Xe HBiEE
LSRR E B2 L0 5.

S HIZSIMS U O REFMIZH D & RicL - TS
ZOWWIASARBRDOLDOLERRALONH Y, iz
Cu, 7n, Br, Xe, Pd, Cd, Hf, Re, Pt, Ir, Hg % CELWV. 22T
FREN Fig. 4 O LEA5H Z L IRk o &%
Fig.5,6,7 {7 L7=. Fig.5 THE®E 39 0 82 £ 7T
FTLTH Y, HIC Cr Fe, Cu, IKOW TR A KR ELSE
oTV0D. e LS AFBRIS L ThAny. o2 Tik
Flsk L 20, -ACERENFHO L OB VTR
L, BICBEOLOMNIEP LTWAH. Fig.6 @ 100~140
OEBFHMTIE Cd & Xe BRELEILL TW5H. Fig.
70 172~208 OE B CIIAEIC HE, Re, Ir, Os, Hg %
TRESERLLTWDZ ERbMhAD. ZofBO L O Tl

WHICHEREROKEDLDORBY L, KA ENLD
BRALTOD. ZAUAD DL SIMS BV T
FEFELEROY, FEfIESARBETE EEDLRVD
DTHDH. BRI L RPN PR OB SN,
B TREMTLEIEEY Lizr-b 0.4 n/s OBRZHE
ZRV. ELIEREBRT OB A, I & 2 He, Ar

I OWTIEHRERIT> TRV B O W TCIETH
BMEIIEVA, 10°~107 Joule DEE CRELRBELE S
BHTNABY .

T HEMAL O Pt BEHREE & EDX, EPMA Torbr L 7%
B HHLTWARMPIOE ~7 i3 E - LK @BD LA
otk BREKTHROBKBREY R FBRLETHRL
TEER, I L DA ARME LT P Pd 2 ED
2310, 15 ppm & ERTWER, FRUADLDITD
WK AN oo, b Pt X 4 ng, Pd &
6 mg WHICTETEL TW A, K -PdERRHICHTH Lok
DLBHRIHBLTAHD L, HARKE BE BROLD
o FHHT AEEESHT 8.6 % IZFET DH. ZHLbHIZDOWV
TiL EDX, EPMA 72 KD 5k CHIMER T& WDl
SIMS HllE & Fn b D ik ORI REIZEN RN T
B Eihd., ThoDHAFTELA A OERIC
IORBHEER LR T A Lic L » Tl INTESEL
AL LIEBICE - THTLBZEbEXLNT, &F
KHLFOBHBENRELVWERBZLNEY, £Z2 T
NODOHTAEEFBA L THRBPTOTRORBELBE T D
& C: 0.37,5:0.67,Ca:0.55, Ti:0.86,Cr:7.0,Mn:1.18,
Fe:0. 17, Co:0. 0057, Ni:0. 0157, Cu:0. 026, Zn:0. 80, Mo:

0. 005, Pd:4. 77, Cd:0. 105, Sn: 0. 069, Pt:0. 025, Hg:0. 0375,
Pb:0.021 atomic % 725, ZibOMHITABKRES
FES lyn TOEHELTHRELEDLOTHD. T
NLBREPRDA L, Fig 8 ZRTEHI2R2B. Z0OH
OF T Impurity L EADHI TR LA TR IIBRTB X
CREHICIEE LR R4 T Pd EROFR®EIZH
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HMLELEZBEOHETHD. Ca UADLETIZT
THHAREO I REFICHLEV I ERBD LD, FRIC
Mn, Ti,Cd, Hg 72 & HO>WCHIAHEH E L TH X b
E USRS T A,

4 ER
SOLI 0.2 Aen® LLEDH Y — FEMAE 5 ol{T
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Fig.8 Total amounts of deposited element on Pd

electrode and impurities.
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miﬁ%wﬁ%““uﬁ$z<kén1wé.L»L%@
R R B ERT D L0 HET ¥ iTbivhbilistic
R, 2O LD BRI B IR, g, 'L/l//J’ﬁ)U)/E:f
BBRTRTHE LA LTLEMELY L 1~2 Hid 7
<, ELICFEI R OESDHEMITEL TERV. ZOK
WL, TR o> L, D20, BRI 0 Pd, Pt, O R,
fe & 2 K Na,Ca R B,C, X HIZiL Ag, Fe FXHBRVE
ELTEZXRTITRD 20,

BWMY Y — RAERINAITS &, KFRBRIZLY Pd
MBRNFEERD. ZOLD AWy TERBER L, £
Wb ZOMBTEPFLTHS, ~RKIZAFEBBERIIHEET
BARELHFATALINTOWDMN, ER V2B E
5 TR, AKERIAROFEAGCOBRIZE T
ATHIEERD. THERARERED S LTHESBRED
O IEGEEFCL - TRAZ. LD LB -2k
AL, BHZ Pd OB4 30°C, 200mA/cn® DERE K
T 1V OBEE'" L2Y,5.3X10" atm DENEFHE
IND. L LAY —REER-2 Pd OKMBE TIHLK
BIGEBREGRIGOLREEIZXT2HENEMLL, K
BOPERARCTHEDONAZ LIZRD L HEAND
Au BHBITZ Pd BEEERIC X D2 Y — NEREIZ L V)§<
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DERDEFEY, ZOREK L KES Bi-T0n5Y.
IOBGELRIEDRI D HIIELDH CRKEL T Y, #t
R e TIIRISERAY T 10 % n/en® G, 7C0) 1 Y=
DHEEIE~10"cn® THDH. ZOFHSICEICERNESLL
TWHEEZDE 10~100 REBREEREV LR
3. X LILHE, BEOBBROFSREGRZOMHTRE
SEEL, KESPFEFKEGRER'Y chvohdeddL,
KEEKEEOBRELIL 3~5 V 220, FEARENIT
107 %an LHEIND. ZOBREOESENBHA»E
SR Tdh > CTHEREND ERBE L ARLEAERT
Bl SRBROBRFFICEDDTERET A2 i3,
ZOEDIRDEBEFEOFHEFO—EREFICENE T
BCBRYAEH, FREREVEEZE T ZTLEABFR
LMD ckEEIHb0EEZLND Y . 2L 2T,
BRI TR L L, B E, o0& Pd THY, &

ZHh /= FBhbHELE Pt R EFoN5. Lo
B LG, FORMEEELD ERHLICRADLN
DU, T2 b LG, B RIS SRR EIT LT
WHEEZALFEALRTW. ZOL 5B EREHZ
W DOMBLTFIZART

108 2 108 4 2
pd+2D— Pd — Cd,
46 1 46 2

Pd + 4D — Pd - Sn,
4 46 4 50
108 16 124
Pd + 8D — Pd - Xe,
46 8 54
102 2 102 16 118 118
Pd + 8 D Pd—>Xeﬁ Sn+4B,
46 1 46
104 2 104 16 120 120
Pd - 8D -~ Pd—>Xeﬂ Te+28,
a6 1 8
105 2 105 16 121 121
Pd+ 8D —

Pd — Xe — Sb + 387,
6 8 54 51

PUERTEDU B N

ZCTEAFKREFEIT Pd OBOTSFEZB T, PET
DENFNAE U BIHICE - TRERER ED D &
LTWA. ZOEMIZIZEBETFOENFNELERALUTHY,
INBELIZHABOENICL » TERNICE LA & RE
LTW3, E5i Pt TiX

196 2 196 4 200

Pt +2D — PtHHg,
78 1

78
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198 2 198 8 206
Pt +4D— Pt - Pb ,
78 1 78 4 B2

BRI CRFES 20,98,50,82 A~ v V&S LW
bR THBHEDOTHD. £ saXe'™® TRFEICHMALT
WARD, ZHIEHFHETES 82 THY, innb~P v v &
FEVON BUEKERETHD. 20X 5 b D05 &R
HICAER SN TV S LR TE LD, B EORISHIESH <
FCHREDEFZTHY, RELTOL ZATRTORIG
PFERSHHATE D L OIEERI N TV, ZokR
BERERERCEN R KFERERISIZE L 2> TET
OTHNE, HFREMAERIGEE L RALIOEDY BH D
DOTHEHBROOEHEIND. IS ZORBRRICR SRS
TRIAOTHE, FHEOBRRIE, B2 RBERK
FEVLHRE S b RALNDOEERD S .

5 N

EiR, SET CHEREIER L. Pd REHALEKI Y
0 UREOCGHBEICIGBREOHH R RE L.
(1) FFHIERRIREL Z20EMIIATLND. TRES
20~28, 46~54,72~82 TH Y, BAYZH Pd O 10 %,
10% ¥ % BECHT-.
(2) Pd ALY BNIBIC b EMICRE & B LT 1/10~
1/100 & WP 32 B AEYUN DR IBHER SNT.
(3) RT Y ANBIZITI~10unDBED AN ERFAL,
FOREBEIZHZL O MRS RE S
@) FHETEEVTFRLbEIERLERERO Lo L LR
Y, T Cu, Zn, Br, Xe, Pd, Cd, Hf, Re, Pt, Tr, Hg AKX <
B L TWi.
(5) BT Xe DEFRFHFTATHIRBLFDOELEIE
BHaEnb.
6) &R/ L7 TRERFHHTEITEE HWENCHENIT TR
EREL LD, 2 ORMESTLERL TS,
(1) 0,C, Ca, Na, Mg, Al EOBTHE CIIRKMFELOD
NI AR
(8) NibHER SN TWARZORHIARKOEIEIMO T
FLEHRDATDICHF TE 2.
(9) Pd,Pt HEMZERBELL TV EDOIHEME L L
TRIGHENERICKTFT D EBHEESND.

P EDRKRNS Pd RELE THRA L DPOBENIREIG
BRI -TWELOLHEFIND.

I OFERRMHEAT RLX -RETLEREFRB LT
MAEAR - ER T RAX-HNFHFE»HOEBIZL -
TITHRTVWAI L F I ZICRL, B#OB &7
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