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The Study on Radioactivity Reduction of
Spent PWR Cladding Hull
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7ht Az A3 RS AAgstE AR FAFHE hulle TFY HAAHNER B
FHR Ak & =fdAHe d4E 32000MWdtU, B2 153(28 137] cycle 4~N<
PWR AH8-% J}ﬁi«l AAAEY FAANA AL hullel] et WA H B4 dFe FPs,
=8 A 2 #E ZEY ALE Fotol 7he A4E ASFHAAE hulld W HALE A 54
< 2ASHT °I:=: EWE hull] F&=0] = 6—‘1%%:13 dlolA £& Ed=xnt T A4H
o2 AAFe=A hulle] WAse ARAA ALY A7lEstste BdE AXNFAG.
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Abstract

Hull arising from the spent PWR fuel elements is classified as a high-level radioactive
waste. This report describes the radio-chemical characteristics of the hull —-from PWR spent
fuel of 32,000MWd/tU burn-up and 15 years cooling, discharged from Gori Unit I cycled 4~7-
by examination and literature survey. On the basis of the results, a method of degradation to
middle and low-level radio active waste was proposed by dry process such as laser or plasma
technique with removing the nuclides deposited on the surface of the hull.
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nZo WAL EHZIE BF 7Ad wEdW "TRU #7858 9xH3s 92¥ o]Atolx #kzhr] 200d
oJAe a-¥E EAL FH3tm om 1 WA s Zo] 100nCi/g(=0.1 mCi/kg-Zry) o]olx gyt
Agol 2kW/m® o]l #H7IE olgkm Aol AUtk F4 ANYTAHAA 2AHE= FHIEH

(hulDell& A5 GFAANA vLald AAdm IA7E £ YA Hed, o ¥ dd o
g9 oF 01% A=A Aoz &8x A1l £ o] hullde $HFovt EFEF o= I
BE# d85F o ¥ Ade a9 was(d R, Sb-125, Co-60, Mn-54 )2 A=<=
FAEGE R AEEPNE Fo) OF TFH o 2EFH WA AVIEE E2FHI AN
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A F7FA hull®l 299 o2 1) encapsulation and storage or disposal, 2) compaction and
encapsulation, 3) matrix formation(with or without compaction) and encapsulation, 4)
melting(with or without cleaning), 5) chemical reaction to chloride, fluoride, oxide, or sulfate
and encapsulation, 6) conversion into an absorbent for high level waste and encapsulation 5 ©]
d2A 2] oA HY L 44 FEHE /HAL JAR o] F hulle dEAY &8 T
o o ZEAZ F o]l HEY2 AAHZIANA HES= WA o] de] AMEHI Atk

gy, dds §MEREZREH T hulle AYsA ¥ 2dE 45 2 E8A7E T

Hol e X] g, 3, U4, 845 T9 ASE, QLI E E AL E S22 sty
A7NAR T A=2ZF "%:"4 g4, AE, WEAA T ¥Er Ao

o] ¢} “*aﬁ]‘oq 19704 of Gnggs[3] Jenkms[4] 52 hulld FZEe] 9= TRU ¢ #AEAS
AAsE ATFE T?‘@ﬂ b Aok a2y FAde A2 ASES AAse s8hA < ol
Z deAA %, FAEGE hull AAF S g LAE S SR E7E dleks itk 1990
SO A A, "}%—7—1‘1“’&3—4 AAEEHANAN dAEE hulle] FALEEHE 540 dig data’t 4%
3] n ).

Hulle] WRels ZAMRANA g ozife Bod 422 dsts Ast3o] 44
I e -qFE A3 Uil AFE 5 JAT ]S hull RHOZRE zolo we} vE7t
AeHoz #ady 54 & e Hole AY ImAEE <A o5l

2 =&dA= SEM R EPMAE §3t9 A4 34dA 2 hul«] WALe A £33 o]
A £ Egzv vl To AATYeR hul XWA AFHo JE TRU, HLEWEE 5&
718}04 aAx nE Hjﬂﬂai TREL Y= hulle BAHEE TAEN AUlE FELE A%

2. Hull®] 24
A2 FHAME Jds ARAE AT Zoj2 A HIF F AALEA) AA8E
ol o]&8t chop and leach HAE T3t #HA A9d HoE#H] Fgz TAATH6-7]
A4Z AEFYAEEE 20cm W9 Zolz Hudldg
slitting¥ ¥ 312 "‘}i‘i}-rﬂﬂ"ﬂ"i b 22 dJ9Eae FYAUn oY slitH 2 @2 #H
E# hulle &9 1A #7128 A8 34 Ak

3. ¥4 AAE QA EAst= Hulle] A 334 54

&2 AAE £ hulle] FF3E FASS hull &9 AFE 71FoZ & 9 Table 13 2H5]
olo]l 9J3l¥ hull ©¢ AIAF F WA }%—8— 2,087TmCi/kg-ZryolH, ol LEHH7IEY EF7IT
o #2dE TRUY WHASL  665mCikg-Zry24  TRU #H71E 719 100nCi/g
(=0.1mCi/kg-Zry)& A zFHste LAY 22 gt

Restani[5] 5¢] 473 A4% 30,000 MWdAU ¥Z7]3F 5320 PWR AH&F3 A3 9 AR
2 FAAA HAS hulle] did FAFH 54 e 2o

1) AFE 9 AetdFo HALs3 54

5d9 WZr|1zte 7k A E2ZEo] hulle] H$, 05m "o A MM vl MFE(dose
rate)}2 % 10~50mR/hr(HB ¥ 25+8mR/hn)E UYEMNUY. XE2ZZo] hull2HEHe HAls
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Table 1] YR w9} Zo] HEAAAGE g A} PASAAHE F Shb-1262FH 9 Als
o] F& olFi 3.

(2) A2 2o|-4 hulle] HEUelE dF 54

A2ZZol-4 hull A|EE IM-ZA/2M-E3slea g Ko %%"]%iﬁli’,%(isompe dilution
analysis method) 22 ®EM3le A& Sty ¥ EFEF THEL & Table 29 Yebd vt
¢} 24, ¥, a-spectrometry 71€S o] &3t A Az WZr|7k 5320 hulldl EAEE F a
-WAbg k2 6.7mCi/kg-Zryold L o]F oA Puxs 45mCi/kg-Zry, Am-241< 09mCi/kg-Zry,
Cm-244% 1.25mCi/kg-Zry2X 247} 67%, 14%, 19%E el Cm-2429) WAEL 34
0.1mCi/kg-Zry ©]&t9] A& YeEpfATH

(3) SIMSoll 9] g hull EHAE 4

Restani[5] <& hull W3 2tgtFe FAE FAH}Ged, HEGALEST 71 7IHL A&
Sr-88°] recoll 59 d4oZ FHoZRE 7MY de& X (9 12m7AA HFsHH, Cs-137

o o
10m7bA] HF8gn 89k Cs-1337 Cs-1379 ¥ AFE 433 FA8tY o5 #F9 &4t
AEo) AF B¥o BE 9L rIvdE AFJE JAv F, hulle WHEEHAAN $28F 5%
7t FAA #AEe A02RY $dEe dgFEel AdE o AAH YAY e AIE
Qo] £Exo] i AR S Fastgoen & actinideEY ASE v Aoz AHEEY
4. 23 Iy

AAKE FTAAA LA AAE 32000 MWAAU, ¥Z717 159(28] 137] cycle 4~7)¢1

PWR A&F A8 2] hull 6708 HEFs] o lem A7]2 Adsts, Add Al 3RS AF
A Aoz vhe®E F EPMAR WRERHAAFE ol mE Hzde
Z4d4dole 10~35m= e Ads7t 5T ] HEFH e
vt R e BEelA 77 S48l

ol L
off
f

5. AAA2 FRANA HAsE ¥ NRe) Aty 54

(1) AsE F4A

Hull el EA3te AstEe FAE S48 dotd AAxddE SALIen, o] & Fig.
19 el th Fig. 104 Z2EFo) IS veule ARozRE ¢ 3m7tA DA2EA4
o] F7tsta lem=E o A A AE2HRo EE HEIAAYEC] ASEHHE SAs L
R Ao AT iAol FHo Zrol F2 AFES A UE Aow AIEHU

(2) Hull 57 FWH o] r}s}sty 54

Hull WRFHS EPMAE EAS o Z Fig. 20 Jebdigd Alg Wdde $etEol ‘:’Z‘EM
AE FEE U, R YA @2 FEE #FHNUY. f2Eo] FEAH de Avde
AA o 01~1wt.% (Zr 97~98I9wt.%)E UERUA LT, o] AEA FHAT I3 H % =il
o HEIAEES] AF FAE EE ARAA 9 10m oW FAE Jdehilen, o] F7
AFE YF F vEE 1~2wt%=2 #AFFHAJY F2& #FS Mot 02~03wt.%, Pd, Ru, Nd,
Ce ';-l Cd 5ol 01~02wt.%E YEtA o™ nF9 Y, La, Ba 5% #ZHAY

(3) AlxrzE =0 &3 PWR #HIE#e 4 2 PAISE 54
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Azznzol-4 JEHL FAHAEY Zr o] % Sn, Fe, Nb ¥ 09 #H7lEZe] 1.9~26%7} &
%50 glen, Ta, C, Cr, Hf, Pb, W 5 E&59°] 27z} 100~200ppm A%, = 100ppm ©} 3}
FOoZ Ni,Ca, Cl, Cu, P 2 U 5 < 24F 9 ETEC] /= Ut olF H7t £ ETE F
g A, &3 %7 35ppme Ue ZAHRAAA TRUE AAAZ 5 Q7] wid, ol dF9
AHsS S424 =484 2= WIMS-AECLY #F%3 AXdz=<l ORIGEN-IE o] &3t
A4tsls, o] 5 ORIGEN-II®] 278 Y22 %& § Wzhr|zke] it Table 34 WERH AT
AL 32wt% ¥% PWR H8E5 d4% 32000MWdAtULE 3cycle A&2A171 & 508714 9
A7 RS BAGE Ao, ALt Ao g2 5T ltone 71FS Ci/ton-Zry2 YERY
Aok AatAztd ostd WwE ¥ 30de] AAPE W 7] BEEER THE UR Aste wAbst
d % TRUY WAs< 0.003Ci/ton ~ 0.008Ci/ton (=3 ~ 8nCi/g)e] BHE Yehidit. ol
TRU #H71E 7] 100nCi/g ©l3te @l id=HEZ FAEF A5 E€E UR I Pt
TRU &% 714 o134 & Yepdh

Table 45 9% A= ZAAZ 5@V AFdE PASAAE, BEEES U=R
TRU 2 BAAHE So=2 QUdld @At 42 ORIGEN-IZ AArg ZAzolth #H 3
By gdAgE 98 wE F 5do] AU TRUY 7IFE oln #HouyA =Hw, @ai
BH3tE 71790 308 Fo HgFHA HAHE F 92 9 0.0006W/kg-Zry=4 TRU
712 0.31W/kg-Zry(=2kW/m> 9l 1/10,0000]3}e] 3= o] =22 TRUZ EFIA
=3

=)

e

5o M Mg |o 2
o4 2 fu o

6. Hull®] A9 A7 E 3 %t

(1) ¥Abs %9 Az
oY B 9 2 AN AR Zo] daE 32,000MWd/tUS] H 3 @] EAste dEd
AYE] AL hull FHOZRE 10m WY FAd &A43%9, U, Pu 53 22 o-HF

N

995%7} hull ¥9e) &A%}t webd hull EHeZRE ¢F 15~20mm AES A ASE, hulld &
Aste AEAAEE 2 «-YFo2HRE BAHE PAITS dF AAAZE F Ao AR
ZAnEABBIY FAs e VISR d0d, hullEFH WHEHe F s ¥(Total
Radioactivity, TR) = HEIAAHAEZ2 WAls + a-F 9 HAlFol=Z, TR= 0.000000 + 665 x
0.005 = 0.03325mci/kg-Zry2 €t ¢] 2 GTCC 71%¢! 100nCi/g(=0.1mCi/kg)e] stell ==
o}.

(2) NEaZ=2o]-4 I 5T FHAA et

a4 dolAe &4, AREH 2 AL AA Fo Zokd & Uk #HolHE o] &3
A HIED YHES d3te Hol7tA AAY = Uk HolAHE o] &ty AR FS AN2H=
o]-4 HEFA] FAHE o 50m FE AAF THAANA S Fig. 3o JeEbRAT &, Fa20 7= 9
AL dix g EA21Zt TEM AlH 7FF(plasma ion milling) S &85 gEd, o 7lex ¥
d5g xdd FHQ AFE AAstE st WUz #8F 5 A& Aoz A

7.4 £

A2 FTAHAAN TAHE d4% 30,000~35000MWd/tUQ PWR H3 &3 ¥HS 15~20
mAE AATHR, @ L A5 J1Fd A TRU H71E o8 27A0E wHE + )
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Table 1 Mean activities of fission and activation products and a-nuclides in Zircaloy-4 hulls
from reprocessing of a spent fuel element.
(cooling period: Syears, burn—up: 30,000MWd/tU)

AFEALE LA SR E a¥F
HFAL = HAL = HFAL =

as (mci;k;—oZry) 7] AT (mcijk;*oZry) i #e (mcijk,ctf—OZry)
Cs-137 542 30.1 ¥ | Sb-125 760 270 d | Pult) 451
Ru-106 458 372 4| Co-60 64 5.27 d | Cm-244 1.24
Cs-134 162 210 d| Mn-54 34 312 &€ | Am-241 0.90
Ce-144 70 285 ¥
Eu-154 21 8.80

A 1253 A 8274 A 6.65

Table 2 Uranium, Plutonium concentrations and isotopic compositions in Zircaloy-4 hull

Uranium 1,132 mgU/kg-Zry Plutonium 13.6 mgPu/kg-Zry
U-234 0.025 wt% Pu-238 1.33 wt%
U-235 1.19 wt% Pu-239 61.01 wt%
Uranium | U-236 0.38 wt% Plutonium | Pu-240 23.12 wt%
Isotopes | U-238 98.41 wt% Isotopes | Pu-241 10.08 wt%
- - Pu-242 4.46 wt2
total 100wt% total 100 wt%

Table 3 ORIGEN-II Z=9| 23 # 3 F o] &€ TRUS ¥Als (Ci/ton-Zry)

ASSY JSCHARGE 50YR 10.0YR 150YR 20.0YR 25.0YR 30.0YR 350YR 40.0YR 450YR &50.0YR
1.49400 2.165-07 1.79E-07 1.50807 1.28=07 1.11E07 9.73-08 8.69=-08 7.80E8 7.28E-08 6.81E08
1.486+00 1.50E-06 1.50E-06 1.50E-06 1.50E-06 1.50E-06 1.50E-06 1.850E-06 1.50E-06 1.50E-06 1.50E-06
3.986-02 7.33E03 57803 4.57E03 3.62E-03 2.86E-03 2.27E-03 1.81E-03 1.44E-03 1.16503 9.28E-04
1.586-02 7.766-05 1.2804 1.676-04 1.97E04 2.21E-04 2.38E-04 2.52E-04 2.62E04 2.6904 2.74E-04
3.49E-03 1.485-04 1.21E-04 1.00E-04 8.20E-05 6.87-05 5.69-05 4.71E-05 3.91E-05 3.2405 2.69E-05
2.54E-10 1.08E-12 2.076-14 3.97E-16 7.61E-18 1.30E-19 21322 21322 213622 21322 21322
1.686-12 9.83E-13 6.856-13 5.32E-13 4.35-13 3.67E-13 3.15E-13 2.76E-13 2.456-13 2.21E-13 2.03E-13
3.03E+00 7.556-03 6.0303 4.84E-03 3.90E03 3.15-03 2.57E03 2.11E03 1.75603 1.46E-03 1.23E(03
Weight(g) 3.186+05 3.18E+05 3.18E+05 3.18E+05 3.18E+05 3.18E+05 3.18E+05 3.18£+05 3.18E+05 3.18E+05 3.18E+05
Gi/ton 9.53E+00 2.37E-02 1.89E-02 1.52802 1.22E-02 9.91E03 8.07E-03 6.63E-03 5.48E03 4.58E-03 3.87E-03

gQ%QEE%C

—

Table 4 ORIGEN-II 3Z=ol & HIHA H4E (Wke-Zry)

ASSY DISCHAGE S50YR 10.0YR 150YR 20.0YR 250YR 30.0YR 350YR 40.0YR 450YR 50.0R
APHACT+H 8162683 0.019246 0.008439 0.003948 0.001924 0.000964 0.000491 0.000253 0.000132 6.98-05 3.76E-05
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DUPIC-¢1 .

* Measuring distance: 35um Lo Sy

i- 535 i Mo,
89 527 i ! 4 Ru!
Rh
Pd
Cd,
Ba,
La |
Ce

wt. %

Detection Position

+IP=2 LI ©F 10 1 m recolled £.p. 88 % 3~5im & S22 &8

Fig.2 EPMA results of the inside of a
Fig. 1 Oxygen potential on the inside of Zircaloy hull

a Zircaloy hull.

Fig. 3 Peeling-off of a Zircaloy hull
bv Laser.
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