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Hydrogen Concentration Measurement in Fuel Cladding

by Backscattered Electron Image Analysis
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Masahito NAKATA, Hiroyuki KANAZAWA and Yasuharu NISHINO

Department of Hot Laboratories and Facilities
Nuclear Science Research Institute
Tokai Research and Development Center
Japan Atomic Energy Agency
Tokai-mura, Naka-gun, Ibaraki-ken

(Received January 26, 2006)

For high burn-up fuel, increasing of hydrogen absorption to the fuel cladding is serious
problem from the viewpoint of keeping the integrity of fuel cladding. The hydrogen is
absorbed to the fuel cladding with the formation of oxide layer during irradiation. When the
hydrogen concentration exceeds the solid solubility limit, the excess hydrogen precipitates in
a hydride phase. Those hydrides tend to precipitate in the outer circumference side because
hydrogen has a characteristic to migrate to the low temperature side, and high concentration
of hydride causes the fuel cladding embrittlement. Additionally, the migrated hydrides might
become the initiation of fractures. Therefore it is important to evaluate hydrogen
concentration at local area in claddings to confirm the safety margin of them.

A measurement technique for hydrogen concentration using Backscattered Electron Image
analysis (BEI method) had been developed by Studsvik Nuclear AB, Sweden. The hydrides in
claddings are identified using BEIs which are imaged with Scanning Electron Microscope
(SEM), and the hydrogen concentrations are calculated from the area fractions of the
hydrides in the matrix. The BEI method is very useful for the measurement of local hydrogen
concentrations in fuel claddings. ,

In the Reactor Fuel Examination Facility, a sample preparation, imaging conditions of
SEM and image analysis procedures for the BEI method were improved. In addition, the
hydrogen concentrations obtained by the improved BEI method and Hot Vacuum Extraction
(HVE) method were compared to confirm the reliability of the improved BEI method. The
results showed, the improved BEI method has the same reliability as that of HVE method

and can be applied for the Post-Irradiation Examination.

Keywords: Hydrogen Concentration Measurement, Backscattered Electron Image, Fuel
Cladding, High Burn-up, Post Irradiation Examination
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1. FL®IZ

B SFRRBE DIRBERE S I 5 #REBE Ok, HBENmRBRLEE S OB L 2 HBY
~OKRREPARESCEHE LTI EBMoN TV D, HBEICRINS AR, KREE
Raiz 5L AKBMWE L THHL, #BERFMOBRESMORBIZLIVFEITAZ EICLY
WEBEMERORELRY 2, Zokd, HBENARL ORI AKERELHETS 2
ERFRETHIIE, BEOREMEZFTMT 2 5 X CHEICHDRMRAEELZ L TE D,

AP x—F 1 AF Ry JHIZ L VBB SWEKHETRIER. RESTEO—2>THIR
571 (Backscattered Electron Image : BED) 12Xk W #HBEOKRIMWEBEL., Honi
KRBHEIBOEEPOKRFRELZTFMT2FETHY v, HBEORFAMRKEREZRET
LFEE LTHEEINLTWS, ARETIE. ZORFETFRIE (BEL 1) #EEBRIER O R
RRICEAT 2720, BRFBEOUBRETV., RBRREBEE L HOEERRICBNT, foh
T KRBREZEROERETH D EIEMIEE (Hot Vacuum Extraction : HVE) L L, AF
EDORPFRBREREESE LCORMELHE Lz,
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2. WEEHTOBE

REEBEFIX, ARBFHIELFEFRICEE SN, RERELORCUTEFTHY . TOBEIR
BB OEDFFEZITISCTREL RDIBERH D, T2R0L, EEMETHME (SEM) %
AOTHRHESNEKHEFERET S22 LICL Y, BIEEOHRICEL-BREB/D LN TE D,
HBEPOKRFEMOBE. BHOVLVaA=Y LOEDRTESH 40, KEMH (ZrHie) 2
16 THDBD, TNENOHMPLHKE SN D REBEFHREDZEICL Y B8 & AR LBHITIR D
ay FIRIBIELN, BPEFBESOEVAKFRCOHIBHE LBV R L2 TERRLS, Z
DBWESBFHERIC SO S 2 EEMTIC IV REL, TRX (1) KEATIZ LTk
DBIEEOKRFRELZEHT D,

Ps
pzr (1-F)+p; = F

Wta = AFREE (ppm)

Wt, = KBS DOKERE (17500ppm)
F = KRB EOmEER

Ps =  SHAFRILHOFBE (5.65g/cmd)

PZr = . olHE&BDEE (6.54g/cm?)

X (1) FEeToKRFB(L oM (62atm%H) THD Z L &Rtk E L, KBlBP oK
FRLUBRLTOETHIBMPOEBKERE (0.1ppm LLF) % BETHZL1LED, AV
—F e ARy 7 IV EHENEXTH B,

AFER, EEOEBOKZRENEONS -0, WEEORFHARBEST: YRR
KREEEMECEL-ZFETH D, £, AECHAWIEREBHNIE O SEM #£ & AkosE %
AV 37=%, HVE & B2 0 s o 2 B TICESE LREMRWEETH Y . hoRmE
B2, S LPEHTE B,
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3. RIEKMDOLER

BEI B K> TEBRAKEBRELZAET A2, B8R0k LYY ERIzEB{L L, X
DICEDHBEELZEBECTHET ALERD D, FEMLZBENE LERBERE, BELGD
B b B BT EDOS RIZOW T Tz~ 3,

3.1 HREIBFE kO

BEOSHBES SEM BIZORBHHR & ki, MARBR CORMEDR, FA4T7EF
NR—2 MEBMALUTATHEEZITV., BEL 22 AW TKRREZRIE L, ZORE, HAEH
TEARKBREO—EDE, FRLAKRBELEZ L BER EHERBRER L, TORD, HBFE
+ANTHBETo LR ORERESZ, L —F—REERSEZAVCTBELELZL IS, 1SR
FTHIDL ST, —HORBOBEEICHEZER 0.2~0.Tum OB H B Z L By 1ol

IR IE. B—FEAIICTFETIKBEHOEERLIVAEREZEHT 24HERTH S
o, ZoFlDX 512 BEL HEEZITHIBEECMNMAE D 25BE. ARkOBERMICHELTHKE
k6 DRFABFIET TR, KV EHOERNIZHATET BARILH D b ORFETF LRI
B - BB LTLEIED, BohBrOHES N AREELAROBER LV LIETERD
HICTET HKRBRELZRR S L LTEAERRERY, BECERLE RS, D, IEHR
KBBEOCHECIIVERZNE Y MMOBWHE—BRE 2T I2LERH V. B4, kT
BRI L, VERBEE AT I FEERN L,

WFERICTT R 2 2 2 72 BB OMBERM CHREFAMEZ TV, ThZholkEms L — 9P —
KB TBE LER, AR oMM AFER CORFEOEB TIXE LT, Z0%OF
ATEY RR—ZX NTCORTHBOBIZARINDZ L, T4 Ty F—R MZ L B HFERR
IR U CTHY N 5 Z AR SN, Zhid, FATEY FR—2 h2RWEATHED
BRI, B4 L KRB OBEEZEIC XY HEHEE QKW A ELRICRE S, AR
THOIWTED O THDILEZOND, —F, Refl THAL T IB{LYIFER (X LT
A8 OP-S) ZHWATZHBOREITIE, HEAORMEIZ L > TEM I bARILHPELL
TRESN, KRB PMOR TR L ORIBENELDL Z LM ah ok, ToTIhd 2%
BOMBRZRWT=NTHEBEZAAR DY, FA4 7T RX—X MZTRM 2P IICHFER, Y
(2720 e KRB Z BRI EER| TRRET 2 FIEIC CBEEOMEB 21T Z & & Lz, WRHE
HEOBBKEE 2 1277,

NG 2 ODWEBANC L HMERBZRET S22 LICLY., EECTEBEOR Y (RAREKE
0.05um) BEEEZERTLZ LITKRII L,

3.2 RHETFBEBESGOREL

R DRREIRE D BEI % SEM ((#k) BAETH JXA-8800 : - E AR FHETRIHE) <
T#wE L. Bohiz BEI 2EEMTT 5, BEERATICEL VKB ORBERL ERICHET S
TeOITiE, | S BEL IZBWTKFIDERMEOBEEDE (a2 TR M) BHETH
HZE, El, KB ERMOBERENABRTHI ZEREE LY, L bxk5HE 2. BEI #
HOBOMEEE, {BERIC OV TRESEORELEIT o2,

REEMRMEEZ —EIZ L, 15keV, 20keV, 25keV., 30keV & 5keV = & ICIEELE 2L
TRI—REDOR—&FT O BEI #EL1TV. BohBOKBKE2To, BohizBo—FlL#
O—HOEESMEFRME K 3127”7, 28, 15keV R 20keV 122\ Ti, AFE b & B4t
EDay P RXAMBHRIZEON o7z, K3 OMEEHBIMBIZEIT 5 AFBWER L B &

_3_
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Day T A NI, IEEE 26keV TH 50 (KFE# 90 B4f 40) THLHIOZXH L, MEEL
30keV {ZBWTIIR 125 (KRFEM 175 B8F 50) & 2 B EO=a v IR MRELNE, Th
kv, AFYLEMLoay T2 NAAKA BEL 2RET LD, MEEERLYE
VIE) BRI THAZ LA LT, Z0kw, EEFELORKINEELETH D 30keV %
FHALUTBEIREEITHOZ & & L
KICRBBERODELHRT 5720, IEBEEZ —FICL, 1X108A ~8X108A L HARER
PR, F—HABR—-EFro BEI E21T-o7., MEBEOHA & RIS, REERIZo
WTHERBOBEMI LN AKR E /M LDy b5 2 RN AEMICH B0, IEEE
DHRELEB LTy TR NOERHE Y BEE TIE o7, AT SEM OfetE B, 508
BRO ERICENERE L - LB IR LASHRENMET 2720, BOBEBMITEEERLTEDL
NI {5 bl U, SEMEWE 5~6X 108A OEEAN TREXITFH 2 L & L,

3.3 REBROBBRMENTFE

A X 51z, BEI iZREBHEEE O RKF SN ABTOREIIG LT V—Ar— B LY,
AREEBH CHEIN IO —4 LB LU OREORVEGAHS L LTHRITES, Z0R
545y ORHBIERIC 5 5818 2 BB CEAI L. AR omEEERL 5,

TOL S RERENEITORIE. BE LS L — A — A BOEEOEEY LEWMEL L, L
FUVMEL Y HIEEOIRVER L RER S L LT 2 BB EE L%, AESTSROERPIR
ZEHHT A FES—RICE L A R TWS, L L, 3.1 CHELAZRARE® BEI oL TCI®
FHEEAVESES. B Lz BEL 20HBIC LY LEWVEEATHET ALERSHZ—F T, &
FLELEWEIEEL TR SN 2 RN KRESEHLTLE > 7=%, 4o BEI 25t
DL LEWVERRET D ONENCEETH D, o, BEEHIIIFECHRELENRD-
FRHBERE Y RBRFEEL, ZR 51T BEL ECHAEM ETVEE, SV BEOEREE L
TREShZ0IMA, BHbEE— 6 TREZSAT, BEROLLL) A XICE D @052
V—DEERY o ERLE LTRE SND, 207D BEL #7200 % ¥ 2 MR LQR LT
& BN CRARIEDUSNOHES, ©o b, BHOGLLASLARESE LTHAILT
LEV, ThARERIVEHIN S ARREOREER LRI LBS Do, ZDED,
3.1 OBFEERECHE L3 0KERE S BEI BRI L 0 ERICERRAET 57-0121%, BEI 24k
DRI HEBLZITIZ . HOMBERE y M &R TKF(LY D H & TERE il H AT R 722 B
FNTE N EE Th 5,

# 2T, ERABEHRO—>TH 5SRO KRB O 21T 7, GAlHEED
AR 4R, KFEZ. EEOKBMOPOEREEERR, £ 0K OME % EEH
EELTREL, ZORERE)ND—EOMERNICHIERD > b, KEFK & HfFE L HR
DHEMETA2FETH D, £z, AIEHMH TR ORBERBIELIC SOV TIL, 2 OEBNRE
RE VAR & OHIBIBFRER =, GEHHHOAER RN L Lz, ZoEmHE, BEL
7z BEI M L2 TOARMIC LTHEL KL, MlESh-EZEOR L KBS L L
THEBRAPFTA LIy, BESEY Y b, B OBLOERWZ KR DL 2 ERIC
BT LATE, £, FEOKFHOPLERLEEL LTLABEITI 20, BRESH
72 %0 BEI RICHRE DER H B BA T b M —5ME COFEBGAEASTH L 2o 7=,
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4, FEFREER

WRE1T->7- BEI YsDEHEMEHERTID., KBEBRNEORLRDABORMKN VA
— A BEOKFRRBERMNELIToTm, BONTKBEEL, KBESOWFEL L UEEEOFD
HVEEIC L DB ONT-AKERRBE L B EZITV., TOREZRIELT-,

4.1 R

KB %{To7 BEl (hOMRRROLD, Ibaf—4ARkBHRHEBEE OMEY 95mm, X
% 200mm) ZEBLRFNOLET T AMKEFICER L, 7L+ KRRAET ALK FIZTK
KR Z ATV, S — AR H SR 2 ER Lz, AFBEREOERWICLS BEI
E~DRBLRHRRT DD, RNSEEKEELS 200~2000ppm L ELIE, KBREOR
5 ATEOE—KEBRINE, S200 (HEKRKEE 200ppm). S400 ([F 400ppm). S800 ([F
800ppm). S2000 (7 2000ppm) % {EfLL7-,
 ERIL-BE AR SN Smm THREI D YIWrE, BHIEHLAAL L, 8.1 OBFEREIC THim Mt BT,
B —REERITV BELEIERE E LT, ,

¥72, BEL A CRONEABRECHER LTI o, M5IFAT LI KERM L bIC LFEEIA
HALHBE® &AL A E LA 1mm BEHY L IC L THERL, HVE ECAWLEE
& L7, BIZIZIX, LECO #H#BUKFE o4& RH-404 (5HTREE £2%) & Mz,

4.2 RN , -

NSO L BHFEE BERET O &, BEORPRRY y ORI XY BEREOTIRE )
ZoTHLEETLEI LD, F4TEY F2—2 b LBLDHER TOFBEREITCX 5721
HEFEICMZ ARERD D, TOH, BIERETHDMAKIFERIC L 2B, @FE L0 b
H OMAMFEF#4000 £ THHHEZ TV, FIEERPE VBE2RE LZH#IZ 8.1 Stk /4
AT EY =2 b EBICHIFERIC X DU RFBIEIC CATHBE{To0, FA4TEL F—
A b EE LRI CRIMBEOREEEICERH Y, -, REOKFRREICL Y HFFERRE G
Bipb7e, ¥4 T RR—R ML OMBEOKRE & KFHHOFEH L2 S RBBEMSET

RBL#%, BEHEABILDEBRILYHBAICCRM ERI LR X E TR ICHIE - RELE,
AR OEY ., COMBITERETILIVEBEOCORWEEEYBIZENBEETHHI 2D, &BEMK
BICLVHER AR LBIE L, KFOHB M L IZEAKEZR Y RAOMMMB R BRI LI
IV, KBIDBBREINBRL ROV FRERT, FBEZKT L, B, FATEL F—2 I,
B AT BER 7 N OB BRI 340 1 ~ 5 D OMEN THREL Lz,

4.3 RIEHE

FE% O BEI RBHC Y — R EFELE L. SEM 2 THEE 800 ff (REEMEN 150um X
600um : 1 5} bH7= 9 0.16pm) T BEI #EE1To7, BEIILTICART X 124 FRIcon
TATV, BEIRICBIT D ARIBEZME 4 ITRE L, HVE #BEHZ ST HRERIT, dwbl v 38
% BEIREME L MGTHLOIT4H5FIL, ThEnZE% IZRIE LT,

RIE - HHEOM S ML 5 1R,

[2 & BEI )
D 1EFOBREERICOVT, WE»SAVE T CEEERIIC BEI 218 L.
BEFKET D,

@ EE LGSR ERERSE LTEGHIT L. KRREZEHT S,
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® REEOLEZ 0° . 90° . 180° . 270° D 4 FHEIZDOWTITV, FREND
KERBEZEET S,

[HVE k] :
@ % BEI {78 & AEIES 0°50E. 90°5UEH. 180°3tKH, 270°8tkte LT, &
BNBEIZ 25 X o gt 0 R et 4 EIT 5,
@ FREIONES E BRI KERERET S,

4.4 WEBRKOELE

% BEI #kHoxt LIk BRBFEE &7 L72%%. &% L7 BEI o—f#l& Zh &0 BEI 0 @k %
AWTHIH L7 kB ERK 61257, £72, %R BEL 5RO HVE I X0 AIE L7 & REHE
WMOKZREAZR1LIZ, TRO60OEEX27Tay b LEMHBERZE 71277, 28, TIZRBITD
BEI #5 & HVE 12 X 2 K FREREMEE OMBERENL 098 ThoTx,

#14&V, %R BEI {5& HVE k& OEHEDEIT, SRBOEHEDOZEN 4%~15% %R L
TEY, MAT, M7 THBEREMIIEL THHZ L6, R BEI #iZ# 100ppm~
1700ppm DKBREEHFICEBWVT, HVE ELRREOCFHEME CARBERMERTRETHL LE
- Z2Abhb,

ZRABHI B 2B FEZEE. 2TORBHIB W T BEI EOFRETRKEZOOER LT,
R & L4 E BEI 2% L-E#ES. BEEEE (W 17Tmm2) O 2% Th o7/, A
FHIaTOKBREDOENNPLE BEL IBIC L AREMICE Y FZCRN b0 L Bbhd, 72,
S2000 B OEHEFEEIM L LB L TRKE WA, HVE {ECHLEETH S0, RBEAEOR S
MR AL DB & L L TR E D -T2 b D EHE SN 5,
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b, F&®

WBEORHAKRRELZMETZ2FEL LTEBIRTWS, REEFBOESMITICL DK
FBEERTE BEI ) . REERBRERIC T 2BHEERBICETT 572010, REFEMsE,
BEI #4:4 R BRI FIEIZ OV TR 21T o 7=,

FATEY RR=R MK DT & BALDIFERIC L 5N\ T B LRSS DY T BEFik
WED, ENENBEBMTATHEBLZIToBEmLEV L, BEBREEBEOSVWBREICHM TS
Z LW LT, BEI ELMFIE. IEEE, REEREZ2{LIE T BElI #ELTV. Boh
7B R OB OBEZELZRFTT 52 & XV IEEE 30keV, RHEER 5~6X108A TREEITH
Tl L, EREEBMEITICEVT, —BRICESHAVORTWD 2 BEFMLAEE & 13 B 5 @iddh
tHiE % A\ C BEI OB E2ITH Z ik Y, BEI HITHFBEESRY v FBSIEET
DA THIERIIKREBDOREZHBT AN TE, BE LB BE] Mo % 2%
AT IR — R TOBEBOLENAIRE L It o 77,

INHDOHBR%R2TT->7 BEI I X VBN KBREOFEM 2R T I, 4OV
Jrv A — ARBHEBEICAZRIN SR OKERERNELZTV., BN AERELER
HHE (HVE ) KXAKRRE L UBRHNZITo7, ZORE, %R BEI %, HVE %h
FNOFELIDIARBREZIRG2—HE2 L, BFEZLIVELNZKEREROMBEGE D
#1 ThHv, %R BEI LI LV EEEORWREIIKERECERRENFIRETH D Z & PR
Sz,

BEI %%, LEORFMERICBIT 2 KRREZ EMIZEVIRLAETE 58128V, HVE
EXOVBENRAKBRIENEETHD, Uhaf —4RBREBRBEZHAWESEORRIZE - T,
WUNMERIC BT 2 ABRESHMUECANRFETHHZ EP/ERINZILICEY, %R BEI
EDRBHERRICBWTOHoREEEL o L3 &, 4%, %R BEI %, HVE &%
NENDOFETHRENBERBZ AW AKRREREZITV., BRAEZRBR~OBEAEIC OV TEEMA
B EAT O TETH D,

Bt

FROBEICHY., HLOTHERVOTHBAREE Lk y NARMREHEE  RERE
HE, KNBEFBROBBICITHAHTEV - ERRBABREOEE, REABEZBUELTTE -1
TR R RFHE L = v MRBREFTMHE LV —7 BILELK, EEBEREIZIUD,
BRI LCRBOBEEERLET,

PN

1) D. Schrire and J.Pearce, Scanning Electron Microscope Technique for Studying Zircaloy
Corrosion and Hydriding, Tenth International Symposium, ASTM STP 1245.
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1 HEREEBROBERR

BEI3% HVE % SR 4E D
‘ : : (%)
e A 7K%;§%f§(ppm) jEm e 7K%:)%§(Ppm) I i BEI-HVE
s | — - , - BEI-HVE
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0° 312 329
90° 251 358 \
5400 180° 308 287 29 347 338 18 -15%
270° 277 319
0° 719 703
90° 676 688
. 0
$5800 180° 775 723 41 681 696 13 4%
270° 720 710
0° 1688 1747
90° 1690 1610
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