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Development of accident consequence analysis method bas been under carried out at Japan
Atomic Energy Agency as a part of research activities for development of probabilistic safety
assessment method of nuclear fuel facilities. A computer tool has been developed to simulate
boiling event of reprocessed liquid waste which is postulated to be occurred caused by the loss
of cooling function at a fuel reprocessing plant. Thermodynamic properties of boiling and
condensed nitric acid aqueous solution containing radioactive waste are necessary to assess
quantitatively the amount of radioactive materials transferring to gas phase. The developed
tool simulates boiling and condensation process of liquid waste based on the ebullioscopy. A
simulation study of experimental result has been carried out and it was demonstrated that

behavior of temperature and concentration of nitric acid of liquid waste are simulated well.

Keywords: Spent Fuel Reprocessing Plant, Radioactive Liquid Waste, Accident Consequence
Analysis, Boiling Event, Simulation Tool
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g P’guN0sVg= n'gaNosRT

P’tot =P’g, 120+ P’gHNO3
SHEINIRKEICRFFE D & L THHED SO~ S 712 (R (A V=V1-V) 251 T 5,
Pt X Vg = KRZEXVL  GRA /L DiEH])
ST S % KRR IR O VBT, KAHER TOBEIRS 2 E LR TREAET 2,

AngH20=ngH20X AV /V1
A ngHNO3 = ngHN03 X AV /V1

I ~D R 5y 272 LBV T, ilER & KA DTN L O E, BEZFH L, KAHE O &
WKERDREEESR, TUVREEEZEEL, ROX A LAT v 71T,

s

3.7 RFFEN D755 A
RPFE N DR EFEE L, R R OVKDOAREEEZ AW CLL T TR 5,

dmpyo;3 +dmyg } /A
0or

Vupflw = Vit / Afigor = [ o
g

TR pg 1, FPHRHMAE A DR R VTSRO 5,
Pg = Pg.HNO3 + Pg H20 = PuN03XMpuno3/R/TK + PyroXMypo /R/TK
X7 NS 53 [m/s]

Vupflw :
Vot DT DR & K ORI B [m3/s]
dmmnnos DHER O 2K kgl

dmHuz20 D koZE Rkg]

Pg DOHEE & K DOIRE ARLEE kg/mb]
Pg,HNO3 DHEE O R [kg/m3]

Pg.H20 DOKOEKE E [kg/m3)

R CORURESER [Pa - L/imol/K]=8.31X 103
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TK DORPHARIREE K]
Afloor BT @%ﬁiﬂé[mﬂ
3.8 Ru i it&

IR K ER I CNE S L7z Ru™ (NO)SEIR DK & D RuOq A=l K DR S~ D FR 58 B 1
Sasahira®=. @ @ ZHWCEHET 5, ZOXOEM O EROMEEREIZ8mo/LLL FTH Y | &
IRE~EH TERWATREML S D,

dr _E
—Ru(Vil.aqg _ 1,2x1010a%.'§\103 exp(0.3¢N03,aq) CXP—

dt RT
r(Ru(VIID) : Ru(VIID D& AH~D 17 & [mol/L]
aHNO3 DOREERTE (]
c¢(HNO3) D OAEERYE FE [mol/L]
E DR L= 2L X —(E=1.3x105[J/mol])
R D RARTEE(R=8.31[J/mol/K])
T ORE K]

PHERTE B, X 3.2 (TR 9 SCHR(IIC RL R D ZEBEIR O ST ZBR D5 R 10 2 L HH S he
FEEATE BRI BRTE L T D,
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HsPO4 RbNO3 CsNOs3 Sr(NOs)2 Ba(NOs)2

MoO2 Cr(NO3)3 Te Mn(NOs3)z Fe(NO3)3
Ru(NOs)2 Rh(NOs)s Pd(NOs)2 Ni(NOs)2 AgNOs

SnOq Sb20s Cd(NO3)2 ZrO(NO3)2 | Te203(OH)NOs
Y(NO3)s La(NO3)s Ce(NO3)3 Pr(NO3)s3 Nd(NOs3)s
Sm(NOs)3 Eu(NOs3)s Gd(NO3)3 Np(NOs)s U(NO3)s
Pu(NOs)4 Am(NO3)3 Cm(NO3)4

3.2 25°CIT 1T B g R fiREE ©
T & /LI [mol/L] 0 5 10 14

FERERE o] 1.0 0.809 0.501 0.260

* 3.3 MHEER/KIEDOWRITE 5 X 9 ITHIIE U 7= AREEAR B ORI E 5

/L [mol/L] Kal-] pKal-]GH )
1.0 63.096(IE1E72 L) 1.8(EEZ L)
2.0 Ak Al I
3.0 Ak A I
4.0 Ak A I
5.0 [F] I Al k-

6.0 [F] I Al k-
7.0 [F] I [l k-
8.0 [F] I [l k-
9.0 37.857 1.578
10.0 18.923 1.277
11.0 12.619 1.101
12.0 6.310 0.800
13.0 3.155 0.499
14.0 3.155 0.499
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% 3.4 THERYE DISMRIET — X

{b5FE VR Sk {b¥FE VR Sk
[¢/100g-H20] [¢/100g-H20]
HsPO4 84.79 50C, a) | [1] AgNOs 88 100°C, a) (1]
RbNOs 81.9 100C, a) | [1] SnOg (1]
CsNOs 66.3 100C, a) | [1] Sb20s3 8.50E-4 25°C, a)
Sr(NO3)2 50.8 100°C, a) | [1] Cd(NO3)2 82.3 80°C, a) (1]
Ba(NOs)2 25.6 100°C, a) | [1] ZrO(NO3)2
Mo 4 )& 0.14 30°C,a) | [2] Te203(OH)NOs
Cr(NOs)s 47.535C,a) | [1] Y(NO3)s 66.6 60°C, a) (1]
Te La(NO3)3 75.04 60°C, a) (1]
Mn(NOs)2-H20 83.3 75°C, (1] Ce(NO3)s 176 30°C, a) (2]
Fe(NO3)s 51.18 45°C, a) | [1] Pr(NOs)s 75.2 60°C, a) (1]
Ru(NOs)2 Nd(NOs)s 75.34 80°C, a) [1]
Rh(NOs)s Sm(NO3)s 58.95 25°C, a) (1]
Pd(NOs)2 58.1100C, a) | [1] | Eu(NO3)s-6H=20 193 (2]
Ni(NOs)2 69.2 100C, a) | [1] | GA(NO3)s-2H=20 190 (2]

[1] - b B AR
[2] : Handbook of Chemistry an Physics, 87th Edition(2006-2007).
HJE ST STERGEHUIE O e KIREE,
Mn(NO3)2 iZ, BiKIZ LY 100°CLL N CARFIEA LML 6—1, Ni(NOs)2 (X, ik
(2 &V 100°CLLF TR ALl 62

CA(NO3) 2 1%, i/KIZ XY 100°CLL T TARFE A ZAL 9—0

a) KM D fE
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REt Fo a1 GRIEREN O

140 , . :
1| —— BERRTE T JLIEERI
1353 pka=—1 B{Ka=63.096)
1| — BEEiETILISER ;
1301 & 7 -4
] CRESES BEED B //
125 : : : .
1| BEER (BT —QI%J;E(BML:U:)J:U / j
1201 THEEAREICRITLETEEEMD L /
115
110
105
100 +——F—+— . . . .
0 2 4 6 g 10 12 14
LB EGEIEM]

3.1 HERAKIIR DT /VIREE & R O RS

n( ¥ (H20))

EERE

,,,,,, —B— H20(& &)
—3—H20 (Ki&i&K)
—0— HNO3(E&&)
—<>—HNO3§7K;’?"§5¥§)

0.1 0.2 0.3 0.4 0.5

HEEEIL 3R

-10

2n( 7 (HNO3))

3.2 BEIR M MM /KR Dl M 0K D iE B4R 5K
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4. BT —H2ICED(RIIHME

77 v ARF /T (CEA : Commissariat a I'Energie Atomique ) DJF+ 1172225 #AIEHT
(IPSN : Institut de Protection et SUreté Nucléaire)) T, FFLEEBEHR D #hiEHG: T O R
WERCAR DB OFIICE T 272, FEBER A AW CHb ST E R O BUREE OBATHI G %
FHRD TR A FNE L TV D00, Z OFEEBRT — & & VTR L 72 Bl EEE — L O ERE & f
it L7c, LUTIZ CEA RO & BRI & T — X Ol 2~

4.1 CEA B

FBRTIX, Pu (L 5% MOX Off I REHE FAEL L, 300 [L/t] FHY & CfiE L CIR7-5E
% 400 [mL] ZHAWT\W2, BRI, BhEEIRRE O SR T 20 E 5 72 8 O 5 K OBEIR DS Wb g
LHLE T 5 £ TORRFEYE OKH~OBITEEZJET HERN TONZ, %EOERTH\
EOWE A 4.1 1277, EBRTHWIZEHERE R A B L CRZBER DOfE S % LA
TR T, £, BROFELREHEOME AR 4.1 1277,

FHLEEBREL (Pub% MOX BRED :
PREEFE © 30,000 [MWday/t]l, 1550 [H] (4.2 4F) M)
BEWg -
FEEEE ¢ 6.6 [W/LL, 7 U —fili% : 1.8 [mol/L], A4H&4R : 8.1 [mol/L]

4.2 BER OB OHEE

# 4.2 12, STERADIZIR ST DAL DEIKIFBREL D & L~ L IRHEBE IR - O FS P E ORI
BAEREERHT D, CHOOFERE D LICHE 4.3 IRT X ) RBEROMREHEE Lz, SHK
DIEFE DRI SV TIER O L=,

4.3 FERER

FEfEE Y — /T 4.2 HiCHERE U7 BEI T OB W B AR 2 AT U #IH D BER K 73 8 h3 FEBRAG
BRIt snskoi (347 [g) (2592 L 5 ICHEROBEE 1.195 [glems] L #fiE L=, %
7o, FEBEROIEIIIE TH 203, MNEWE CHFEIEL S LT 5 72 D ERNE A AR FE 2 FERIE I A
D XIICBEROMBELZRFE L, TORMSGMEE L, 20T coY — VDO AT —% %fF
FRIRT, MEATIZ, BEI & OREEE K OVKDZEI B % | MHBRKIEIK DS IEDT — 2 % AW CEHE
ToHr—Rak, EREROMBIEEZ ERICHETL27—Ab D 25— A% Ehi LT,

B 4.2 12, FEHIT — &) HHUE L 7- B TP OB ROl L M EE ok <, By —1L
Tl WEEKEROBMARIEL b & ICERER~ OB OBATELZFH T 5, K 3.2 17T X9
\ZBEIR DREIATE B EUE. BURMEMBE OBILEM 5T 2 LD, A D72\ WEEEE KRR D
TE BRI AR K E VO T, EROMERIREE N F UH A, SR O SRS C O 53 R I EE KR O
AR EL R D, 20D, HBKERDO S EZ WD r—2Z a Tk, WISIKETOXH
ESOREIE DRI/ NS S FHR S, BEfET DM E D &7 » EHE X 0 FHEER D 7
VW, FEREROMBIEEEZH W CEARELZHAE TS — X b Tlx, 2T, MBEL 7 —R all
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HERZOEFE L TWD 0, ZHIME & b3 2 & £ 56 EBFfE F Cirdas/ N, %huMTiLkﬁ
72> CTWB, Zid, ZAEEDOFREIZHW DO FREAO RHEE SRR S HEE X
50

4 4.3 \ZHBISIZFE O BERIARE DD O FERME 2 FHRAE O ik 2 R4, 2 2 COMT T, %t
ARAEFED EREICA D K O ITINEG % 7% ﬁébfb\é@’( FERE & HEEITZ KT 5137 TH
LN, EDNIRFZERNE T TS, i, 100CE TOBRKIARDEET — 2 46 L TR 72
BREAEZ RO TEROEBELZER L TWD Z EICE S,

X 4.4 |ZFEROTEBRIEE O ik & ~d, KHPOHEEE X, CEA 325k T &R - & 325k T o
BEIR DYSAEEE & fEIETREE ORBR L DX 4.2 TR BERMRIE OB (RMEE) OFERIE HHEE L
7oAl (HEEOFEIISCIRO Z SO L) ThoD, 7—R a T, WV CHEME & #HEE D
—HIIB WA, 45 BEEILIE TIZEDICHE L TWADICR LT, #—2 b Tld, HEEmE D—F
mﬁﬁf%éo7—1a@%ﬁ@k®%£m\%ﬁ@%ﬁ’%wMWé%E@m%ﬁﬁHMTé
LI X BB IO BT AL L TR Z IR L TWA EHEER SN D, ek LT
r—A b THWERKROMEEEEIZIL, BATIRIC K DB EORD Z K LT\ 5 & HEsS
b,

4 4.5 |ZBERIREE O FEHIE &SRO E( LD 2 ~d, 77— a T, BEROEES R
EHT 2 60 FERLIKE, IBEZEDICHE L TCWDE, TRLURITHEH, mEO—HIIBGTH D,
ZHUZx LT —Z b Tld, 60~68 RFH O M TETIE/NGH L T\ b, ZHaud, K 4.112RF
EEfE K ~DIEIE DAT B A Z ORFHH TR L TWD Z &b BEIRT OB RN D7 < 7

D RERE L CEABSE EREZRBDICHE LD EE X DND, BIKIZE T 5 MERE O &I
HEMTHD Z L Z2EBETIIE, mir—A L HRERNE E O—BX B Sl S s,

F 4.1 B O ©

{bFFE, fE = BT
Mo 2.4 g/LL
YA 6.6 g/LL
Fe 13.8 g/Lu
Ru ~0.04 mol/L
Cel44+Pridd 5,032 TBqg/m3
Sb125 118 TBq/m3
Ru106+Rh106 4,603 TBqg/m3
Csl34 3,718 TBqg/ms3
Cs137 11,255 TBqg/m3
2 o B 3,800 TBg/m3
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R 4.2 ALOEIKIFRE GRS 0D 15 L~V IRE BEIR OO U P B R R ()

SR LWR(E) LWR({A) FBR
RIBERE IGWdt ! 28 33 60-80
TIF A Kk U 2.29 2.5 2.3
FA LA FE 24 O 2 Pu 0.15
Np 1.8 2 1-2.3
Am 0.32 0.45
Cm 0.07
FP i3 Rb 0.62 0.73
TR FE 2 DI BE Sr 1.67 2.09
Y 0.99 1.18
Zr 8.4 9.89
Mo 8.74 7.98
Te 2.17 2.07
Ru 4.83 2.35
Rh 0.76 0.38
Pd 2.93 1.20
Ag Cd In Sn Sb 0.34 0.58
Te 1.23 1.56
Cs 4.87 5.68
Ba 3.38 3.17
La 2.61 2.98
Ce 4.96 6.51
Pr 2.31 2.81
Nd 8.11 9.33
Pm 0.05 0.21
Sm 1.74 1.90
Eu 0.39 0.42
Gd 0.22 0.24
FP 043 61.32 63.30

ZEMH 7R L
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% 4.3 HEE U7 BRI O A AR

oy P2 [mol/L] 5oy P2 [mol/L] J5oy Ji¢ B [mol/L]
HNO; V 1.8 PV 2.53X10% | FeV 2.47X1071
Rb 4.50X103 | Sr 1.26x102  |Y 6.99Xx 103
Zr 7.24X102 | MoV 2.50x102 | Tc 1.11X102
RuD- 9 4.04X102 | Pd 5.94X10% | Ag?d 6.64X< 104
Cd® 1.06X103 | Sn? 7.54X10% | SbV 2.46X 10
Te 6.44x103 | CsV 2.62X102 | Ba 1.22X 1072
La 1.13X102 | Ce D ¥ 2.94X104 | Pr 1.05X1072
Nd 3.41X102 | Sm 6.66xX10% | Eu? 4.71X104
Gd 8.04x10* | U? 5.53X10% | Np?2 1.10X101
Pu 2 8.80X10% | Am? 2.41%X102 | Cm? 4.10X103

HOEEED £ 4.1 KO 4.2 THET D Mo, Zr KO Cs DREEDLONHME (0.53 %) TH 4.2

DALDAE Z Al 1E L TR 74,

D : 3 4.1 Offi % BACE U7 {8,

2): U, Np XO'Am (35 4.2 D{LAOfE, Pu kO Cm T HADEZ 1.1 1% (Np Ok) L7z
ED> 5RO RER DT, £ 4.1 T O o RO 2HFFER : 3800 [TBq/m3] % %%
FEDMSRERICEL Y L, E/VREICHAE L2l (Pu ORINCARKIZ, 238 : 239 : 240 :
241=0.038 : 0.556 : 0.273 : 0.133 Z{K7E),

3): %% 4.2 ® Ag, Cd, In, Sn, Sb OA FHE % SCHR(3) ik D BEWGRELAL O G HLAE C LB BL 5y
L CRD 71,

4) : & 4.1 F D Cel44+Pr144 () Rul06+Rh106 |3 i, 4T Cel4t Jr O Ruloé L&,
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5. &

BRREHT O RE S P52 2T A TR O 72 00 O OB I T OB R 0 — 58 & LCRHiLs
FRC O M I HE O VST 5 PTALSRBEHRRTRIPY OB 3 5 CORK N B & e T 5 Y — L &
PR LT, — L OBUEHERE 2 BT 5 1210, BRI A T T B IR A ARAT L, S — 5
LIz, TOMREUTICE LD D,

> CEAWR EH ORI KSR OISR B 2 BT 23 E T n 7 7 Al kD | BE
TR fe OV B 2 B NE i B B © & 2 Z & ARtz

> BRI OREFRIRIE X, FHER DS B2 I KER O3 B2 AW CHE L6, Whigwic
SR S HEEEO —BUT R VA, BN ERICONEDICHE LTV, i, BEiEO
AR O S O RS RRIE T 5 2 SIS X B EER R ORI & T L LT
TEITEELTWD EHERIND, EREROMIEIEEE AW THBEOAREL RO THA
X, HEEME O—FIIRGTH D, Thid, FEBEROMEAE EICITEN RN KB s T
WHZ EICHD EEZBRD,

> EERMEIR T ORI OV TIL, HRB ORI EE B KEROSEZ AW TR LTSS,
FHEEIX AR DT o TEBIME L 0 D7y, EFEROMEEE &1L, HAEWE O mHiRb
EMEEGTeZ LD RO 72 ORI OIE RIS RKE WO T, FIRO IR
A CHA . KRR DR KEN S RO 1= iR O SME TOHEIL, EEBROSEAICIT
NS L IR DT DK ASEAT T D IR R A/ N L7z & B 2 DD, FEBEIR O IR
B2 AWTIHB OIS &4 ROT-HEIX, HBRKEK O ETHEA LA I 2 D5t
BLTWDA, FEHME L& i 5 & £ 56 Wi & CrIal/NaEflh, &AL LARE Tl KeFmIz
o TWND, ZhUE, AFEOFEICHW D MO ZEFIBED RS S TR RK 3 5L s
o,

B — T, B 5 3R T — 2 O ATFITIS U Tilkise L TG S (L 2 D 5 FE T

b5, At BOEWEOBTER AT 5352 — FICHIAS, PSR C o F i
A IE T 5.
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SE X

HH . (BB O F GRS FEICET 2 A (D IR IS C ORI
YW E ORBATEIG BT 5 BfEny 7T — & L 3T ). B AR 71572 F0 3G SCES, Vol.9, No.1,
pp.60-70, (2010)

A. Sasahira, et al., "Formation Rate and Gas-Liquid Equilibrium of RuO4," J. Nucl. Sci.
Technol., 25[5], pp.472-478, (1988).

A. Sasahira, et al., "Formation Rate of Ruthenium Tetroxide during Nitric Acid
Distillation," J. Nucl. Sci. Technol., 25[7], pp.603-606, (1988).
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