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An accident of evaporation to dryness by boiling of high-level radioactive liquid waste (HLLW) is
postulated as one of the severe accidents caused by the loss of cooling function at a fuel reprocessing plant.
In this case, volatile radioactive materials, such as ruthenium (Ru) are released from the tanks with water
and nitric-acid mixed vapor into the atmosphere. Accurate quantitative estimation of released Ru is one of
the important issues for risk assessment of those facilities. It has been observed experimentally that volatility
of RuOy is suppressed by HNO> generated by HNOj radiolysis. The analysis of chemical reactions of NOx
including HNO3 and HNO: in the waste tank is essential to simulate of these phenomena. To resolve this
issue, an analytical approach has been attempted to couple dynamically two computer codes SHAWED and
SCHERN. The simulation of boiling behavior in the tank is conducted with SHAWED. SCHERN simulates
chemical behaviors of HNOs3;, HNO and NOy in the tank. A programmatic coupling algorithm and a trial

simulation of the accident are presented in this report.

Keywords: Reprocessing Plant, High-level Radioactive Liquid Waste, Accident of Evaporation to Dryness
by Boiling, Ruthenium, Nitrogen Oxide, Chemical Reaction, Thermo-Hydraulic Behavior, SHAWED Code,
SCHERN Code
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TRBIETEIROIRE E5F-: delt ZMZ 72 Toa 2> B3RO 5, WHEHEIK & RIPIEFEIR O LLERIT, Toa 12
*9 % tliqge & Toot DIREFED N BEH S D, Too 25 tliqe 125 L < 72 o T2 Rl (BEHRIE S 23
fi§) CTHEHZOBIS IR RAT T 5,
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RIBRERF L 2 i3 R B
RS B e
o ®
___D_L___w_q_sﬂ@ ______ /L :
7y TITT T T T T |
/ | qsubb i
/ I
// _______ | A 7} _________
Ydoy ,‘/Tsubliﬂ | //
/// dov ,‘Tsudliq
/// Tgrad T{ grad
m//::}’ i/ /7 /7 ///Afl_J Y777
bo o
' T, RERE T . REGR
T EERE tligc :BERIHR
Tsubliq : IFi’;j’:E'-E Osubb - ?-:Bt%ﬁ
DL :HRBREES o, :0,F2L5I0HER

3.2 IMAMERETE RS R D BRI AN RIS 2 £ TOFIRET IV

2) SHAWED K% U* SCHERN [ COT — & D%

75 FIRSRETE I 15200 B BRI AR 2N I~ 25 £ TOHIM TI1%. X 3.1 F1 0 Path2 123> T SHAWED
725 SCHERN Zxf L CIRICRT T —# N EIND, i — FEOFERZ OFRHIEL, SHAWED
DHA KZAT > THEPRKE DT SHAWED Rl 238 5 41 SCHERN D FHREZ] A3 SHAWED f
SN 58 2 7 CEFE OFALIE SHAWED IRV IRDZ A AAT » P TOHEA1T 5., SCHERN

MBDRY T —H 1720,

FHREREZ] [s]
PEWRIAFE [m’]
KAHERIREE [K]
BEWR-HITRIE [K]
SAHFVE & [kg]

IKAEKIEE L [kg/s)

3.4 BEVE IS

UBIE R TRIRTE AR [ke/s]
PR RAZEALR [m/s]
SARENART [m’]
AREFELHE [m/s]
PHMAZR RIE A [kg/s]

PEE 23 Wb 3 5 IR T ek © SHAWED OFHREIZ L W HNO3 K UV H,0 DA R FHHR I D,
Path3 TiE, 3.3 i 2) TR LB AR O L O FHEAE R A SCHERN (2 i, KRS T
DALZEZEF N FHE S5, SCHERN Tl NOy TN 05 1%, SHAWED O A JJ D kg H AR AE A7+
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3V TTOREIEVEA F 72 XA BN S D, AT Tl HNOs &Y Ho0 Mok =#FE i b
RAFIZE N E D, SHAWED (28 CRUR TS 2 (60F L CaHRE L7222 SCHERN (25| &
EIN5, R-Path3 RO RV EIX/2 W, 2 — NOFHEREZ ORI, IE EFYMEFECTH
%,

NO, 543 E [kg/s] O, 4 [ [kg/s)
RuO4 78418 [kg/s) % FH HNO;3 Ji# £ [kmol/m’]

HAH Ha0 2 % [kmol/m?)

3.5 ZHEHE TOWBROKDOERENT /X

SHAWED & Y SCHERN D 2 — K T? HNO; X N H,0 DEENT  ADFES % & 5 VHR
&%, SHAWED TiX, HNO; X" H,0 OV OZ&K & L CTHFREN S Ot &% Fiz Z
HOE&EZRDDOIZXF LT, SCHERN TIEAKHERGE 72 5A Tl KIRS R COREZEIZ X
DYVEBE LR L L CHHE ) D Ot B & FRICKIE A IO HNOs KO HoO0 OB EIZRD 5,
W2 — ROWEBBOET VOEREEZR LT, fj2— FOMKEICEE L TiZ SHAWED TR %
HNO; X O'H,0 OFENRT VA HARET D,

TE R BERI Tl%. SCHERN 7% SHAWED ¢ HNOs £ o A Sl % 32, KR4 JE O HNO; &
O H,0 OEEZFHET 5, EFIREEHIR O SCHERN OFHEFERA2 ToRD, £ D2 Kik%S 8
OJEREE L LT SCHERN (Z A ) L7=5E1T, iBE R MM OPIHE & LT SHAWED IZ25Z JE S
%o IRFE SR K ORI BT ©lX. SHAWED TOE AT o ZADEH %23 & L, SCHWED
TRD =X E D HNOs S O HoO DYRFE, SCHERN O Z U SIS T D EICEBR SN D,
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4. ELRIVSIHERRD TOBRSHRSBEOETIVIE

B LUV BER I RNER B OVKAY FP 2 B3 AT D BRI X 0 i L. BTN LB D
BACICR S D, OGO R CRAT 2 BRER T, FERMED RuOs OFAZ I 2 205
DR S TER Y SRR R DN RAE R O RS ER IR I I RIT TR AR T2 Z SIXEETH D,
S O FCH RO iR TR AT 2 MHEE O &, FEAHEE D RuOs DR AE DN O E B 722 13
FELERAZRENZ D, R TIE, BER OB IRIC X D FhsEE O R AEOFHEE T AL
KO A TAT LTz, 7 BICEE LT, BENR S G E, WA o fiagie 23 Bk 3 2 RS
KOFE, BERT TR RICERC SN D XV —BOERB(LNLE L 72D,

7% SCHERN T, Jh SR 138 w5 IR RE 2 Db IR B IS 5 2B FE CTHIE T 5, MG fif
ZRERE L2 WIGATE. RGy=0.0 (BUR#R 3 fEUR I = % L X —Z5 FE[)/s/m]) & TN ARRNO=0.0 (i
FH NO BN EERHIEIA-]) 2 AT 5,

4.1 FEER D BURHR SR T O EREBRAR D G i

SCHR 9) 121X, HNO; OFE 7433 (electron fraction) DBEI%E LT HNO, X ONEFR D G HO S
ENEEI N TORINTND, ik 9) O“Fig 1”IRINTWHEF/ELE HNO; OFEE/ R L
DOBAR D B 2 HNOs J2 £ [kmol/m®] 12284 L C(4.1) L 1N4.2)2I2 779 HNO, & T O D fil ik i
& Yinos [kmol/m*|l2%F 9% G i [kmol/J|DBfR % 157,

Gunoz = 1.59x10"" %Y o3 4.1)
Goz = 7.95%10"2xY o3 4.2)

4.2 SRR FRTAR B RUGE

73D SCHERN Ti&, {AHH D HNO, 1%(4.3)=UZ/~ 9 X 912 HNOs, HO K TUYNO IZZ1{k L,
NO (T HoO I REMETH D Z L D RMICHCCBITT D6 E VTS, @3)RTES
D RISOEREY IEFAET D NO OIESLCH LT ~BITICH D L B2 b D, BERITHE OBRIRIX
F3m bdH Y, AFREEEITE CORGTA Uz NO IZAFMICHESLICBITT 5 & idE 2o Wi
B, (43O SISIIBEROWELEE TOREL D EARET D, AT O NO IR R T
FAETDEWET D O LURT D2 ENIFFTED, 2O LD RIEITEDS Z(43)XUTRTIER
DS IEFED o D (SCHERN AJ1D RNO THRE) CTHIHAmIfE R % x50
b L7z, o IZPMOEFELETH Y | HNO; kO HoO DZEFIZ X 2 BERIRFE O J IR U CTHIH
DS R —EEICHERF SN D X2 I a BSEMT2ET L E LT A,

WAPIZRET D NO K ON0, EORGERE LTAE)REBM LT, (4.4)XDKSHE LKA T
D 2 BEEAE & L CHi7212 SCHERN AJJIZBAI L7z ARRNO IZ XV MIET 22 LN TX
5o

3HNOz(aq)—HNO3(aq)*+H20(aq)+2NO(g) 4.3)
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2NO(aq)+01(aq)—2NOx(aq) (4.4)

HNO; O SR iR 42 5 KGR E LT 4.5)N&2BmLiz,

2HNO3(aq)—2HNO2(aq)+02(aq) 4.5)

4.3 N R L F—

OYFRERFE X, BRI OERT R X —0 5 LYMRIZEH ST 5 BIEFET 5, ZOEIXERN
IR T2 2 ENREEE B2 5D DT 3.1 HilIRT ASINT A —% D RGy : Ry f %I~
RNFX /S’ TRRIET Do WBIEITIE O BERIATE DT 5 BRI O IRAME IS U TR/ F
—BENENT 5 L5 ETEL TV B,
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5. RN

AR TORMATH & LT, BN 5 WL OFEKR 120 m* ZNET 25 1 KO (W 7m, &
S 1 4.0m) OMABEREILFL AT LS5, Z Ol A %45 & L7- SHAWED O T i1 3CiHk
3) @10 FEIZFER L TWD, 7272 LAE TOMNT Tk, T2 L TR N T o b 25 ®) ofi
FERICE BT 28R L0 FoEREE2 B 5 - OREE A 5O 10W/L 12, BRI O #IHITEE 2 40°C
WCEFE LTV,

5.1 W& H

ST B D 45 OO 72 O BERIRLE : 40°C, FEEE 10 W/L Z{E L7, AP OBER H ¢ HNO;
FEIE, EHBEER OS2 KM LT 1.97mol/L & L, HNO, L STHR 10) OFEBRFERZEE 2
2.0X10? mol/L ZKE L7z, KAREOBAMOIE T, K& T TORIMRM DM & i E L TR
DOEEAE LTz, WIS LFRUSNDREITE R & LT,

HNO; : 1.480 < 10 mol/L
H,O : 2.835X 107 mol/L
N, : 2.889 X102 mol/L
0> : 7.221 X107 mol/L

AT EIL 32 NmP/h Ok 2 60E 'V L, WRIORTEOXFA~OZMAEDOHA L LTET IV
1t L7,

N» : 8.89 kg/s
(0} 1 2.54 kg/s
5.2 fEbT R

a) BB FRARDNT A—F

FRMT AT DRREINZ B T2 ) HNO, DURFA T OPLEEIZE B LT, M1 O g B Tl HNO, @ Ru @
FRALAMHIZ AT K0 RuOs OFAEITHNH S 4, BEIRIRE S 120°C % 8 2 5 WK 2 351 T RuO,
WRAL LIRS 5, STk 10) (AR AVUZ B W) BB T D HNO, DR LTI 2.0 X 102 mol/L TH V) |
RuOs DFA L L HICEMITIR T T2 2 ERREINT NS, ZD LK H 72 HNO, DB N A — X —T
EPERNCHHE CTE D L D ICIRDRNT A — X RE RN L LT,

AR O HNO, J2 £ % IE AT DT /87 A —421%, 3.1 #iCv9 SCHERN OBIIAS & L=k
D5DODINTA—=ZThHD,

GVHNO2 : HNO, ® G fEff%k [m*/]]

GVO2 1 0, D G fEfREL [m*/]]
RGy s BR3P = 6 L 36— 55 JEE [J/s/m]
RNO : NO KAHBATEIA[-]
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ARRNO WA A NO S 8 B A 1T -]

JHEHRR S RICAR D GEIL. RHEEMEEFE XD D b ODOEE O ERE)HEH SN TH D FHiE
TA—=H LI R 0GR, DD 3ODONRT A= EZPHEE LT, FROFERTOEREIZITVVE
RSN A RO EIERIN LT,

RGy : 1.0 X 10® [J/s/m?]
RNO :0.01 [-]
ARRNO 0 1.0X 10 []

b) BIEDFIRET VIR D/RT A —X

1 FIRERE FE LI 25070 B BRI IR NS5 £ TORIBET /L TIE, fREMEIE L B SR o A
DR = #93m DX > 7 TIREES & RIS CTIXIREE AR © Teaa 23E CHRHE DD OZEFIX, Wik
EEE - DL CTORE (quw) [CE->THEL, TRUSNDOFHE (quoy) TBFEROIRE FFITHE
INDERELTND, AN TIFRDO L D IZRE LT,

Tgrad : 10 [K]
DL 2 0.1 [m]

) FHERHE DMRE R TR B St

BRI O RYERYRE O BRI D B RROG TE L 5 NOy LY 0, D34 Ei%, SHAWED A3 3FHE 4
%o FEE LT NOy K TY 0y 1L SHAWED DOFtH 4 7Y 3 2 L W SCHERN O&ARHE E 72 1 FA S
WA S LB S D, ARFE TR RN Cld. HERE O BRI RE D BV R SO T 5E
WEKRTELDIILERIETHD EEZLND ORI IINT 547 > a &R LT,

5.3 SARNT DIEMTIE R
(1) FIHEERE

B 5.1 \ZHIEF R O R E RS, FHEEBADD 500 BEEE TWO IO FREOM b E #E
IR L. 10,000 B0 TOFFREFE RIS BB L, Z OMHHRESR L 0 BIRELICE S mEK
O D5 IERE 2 FHEBR A 1,000 B0 & L7z,
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Q) WAR VBRI RER

B 5.2 [ZW A ORI TOSEB 2" g, fkME1kd %5 2 & TRAREO HNO, £ Dot
& 72 % NO FEDLFMOPREN BRI 5, ZHUTEE) L TR O Zh b OILFEREIC KIS T D Ak
SORESL BRI D,
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3) BE L5 #I/

B 5.3 ICEHEBALA D 50,000 F0 £ TP Ao~ d, FHREBLATE 1,000 B TRERE O G HE KON
FBEMEIET D ECE LTz, 1,000 FYLIBEBEIR OIREEN - L. £ 25,000 ) CHPARE _E#53 96 512
2= LIS LI, £ 29,500 B0 CREMR RN AICET 5, Z OMIIKFE T O HNO, 134k 2 12K
T4 2, Z3E HNOy DN LR L VEMIZ > TWD Z L Z2ad, ZOFKE LT 4 EDA4.1)
K CORTRIGIZE Y HNO, DD DMENLIZ /> TN D EBEZHBND, 2 BOF 2.2 (2 45%NIG
DIEF SR E TN RENTND, ZIUCES S RE BT 5 s B e o284k 2 X
5.4 127, AIHPIREE CTOBEKIREE 40 ‘CTOREIIKT LT, BER OB R TH 5K 103 ‘CTD i
B ERUTA 2,000 52T 5, 202 ENBEEROIEE EFIZHED HNO, 23 Lz &5z
bid,
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(4) PREEHAR

5.5 [ZH AKX O R B USRS DR EIC R 2 £ TOHM D282~ T, BiRE
IRDNBISIRREIZ 22 5 EIRE ERITRIBIC /2 5720, HNO IEE X 1.0 X102 mol/L A4 — 4% — T~
IZEIIN Lo 5, Z40T HNOs 2 O HoO OBEIC 1 5 7838 THEIR D IRFE MR 2 |2 L%
FUICFEWEAT AR Y 72 0 DO FFR S iR = 1 L 5 — 08800 LA o0 HNO, S L7255 2 615,
PEWRIRE D 120 ‘CEH % 5 208,400 FOE D BRI IZEE U T D, ZIULZLEOIRE D
BEFIZEV@ADHKOKISIZ X D HNO, DD & 512 HNOs IR O I L 2 U Ry iz &
% HNO, B EDWWAT L > THNO IEENE T L TW5D LR S5, #5IL, SHAWED DF5H
BT ERMETH D EEIRIRED 190 CICELT- 229,842 TR T LTV 5,

X 5.6 \ZHAHT O HNO, )£ & CEA SEBRCTOREEAK T O HNO, IR & Ol Z o~ 4, K
I, ERICBOW B IS EERNOEAR LIEXEEGBH L THREY T V7R TH Y, 7
DN DG IZ T DR T OILF O FTREME Z BERR T X 720 A3, Wi T 2 BEWK T O IR R 0 % X
BT DIRE L B2 TR, W7 — & ORFE LS M REZ] & BEIRIREEAY 120C & 2 DRI CTH
by TW5D, WHEOBEKIRED e B oBmERE< —H L TW5b, HxHEd BiFe—%
ZORT D, AT OE BTG ERET 2 O TIERY, 2O X 9 g T HNO, DI
DT & D RuOs FEAEDOIHIZR DI & O T, QMRIRE EHIZ K2 HNO; OIEMHOHEINIC X
D RuOs DFEEMBH T H L VWIHIBIRPERETE HLEXBND,
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6. F&H

LB R DO BERFE T H 2 i L~V BEIR O ZRFEHLE S O 2 BRI B W T EHRER B Th
% Ru (ZFEFMALFRED RuOs 12 L CHFE DI L, Mo ~BITT 5 2 LA ES NS,
RuOs DFEAEBLGITIL, FEIR DVAIE T & 2 B IR O U7 70 ff TR AT 2 B IR 23 Uh IS Be s T o
RuOs DFRAEZIHIT 5, Z OBRZMATHNIRY 5 1213, BEK O UBIERE Ol & Oz % 5
DICBFACEW DL FEACDIF A EE L 725, K0 BIRICAN U 7oA 2 ATREIZ 375 72 O BEHR K
W [ R O B ER N O 22 7 268 & f# AT 9 5 SCHERN % SHAWED & B &85 2 & T, ik
SRR ORI & 2 AEREIE OO R Bl b B R L 7 BRI ATAE O Bl Iy C O B Eh ZE Eh AT M O 2 B figalr
PNRIREIZ ATRE & 95, AR Tl Z DA L Y SHAWED & SCHERN OB 2 ITT 5 & & bic,
SR O LR o iR, EEREER O BB THIBIZ B D 2SS DT T VA% Lz, DR CRlfigir 2
Fehi L. BERITFEN OIS ICOE S (bt B Ol & L CIRET 2T FIEOREE L TEX LN
L HEIEIZOWTHELE LIRORE R & 1572,

SCHERN #847 (Z HERHRR D A= B M OV FRIC ST D IR DT T NV Al il Gl fEAT CIIBEIR DB
Jig K5 C DR T T O HABIRIR FE A RuOy DIEAEZ MM T2 L BEX LNDRREIT/ D K 9 ITHEEL
oo AN 28 LT, b)DOSUS O LTS 5 8 BRI RIS O ML IR L D 258 T K &

WETLZLEHLMNI L,

a) AR O KU B 53 il

b) —FILEFE DKM ~DOBAITIERE) )] & 7 2 AEEE D> & i EE ~ D BAT G OIRARILE TO
FREAL

c) Ay CHRAETDOMHRL b) THAT L —M(LER L OWIHT TORE

D DET NOMAEERER, RSO TFEOREIIRO /T A —2 TREMIT D, KR
FEHT CIXBEIR OUBIERF D RuOs OFRAIZE T DO L L THRESN TWHI AT =X L%
BRENEE) L AL EE S SR - RIC L AR Tl T2 2 2725 HIZEIC LT
W5 72 HNO DA DR LS E BANZE I EIC 2 2 K OFHEI L T\ 2 &L 2T 2,

a) BRI R —
b) S U D IEARFRE OREBIE S ORI 58S
©) &L —MALERDOPUSHE

e VIR PRI T RS TR RS ORI, iR, HAHER. KE 2 G T
EFERTHY . EHEREEICEDLIMIGE LT, EBOKGSESMIbH D EEZX BN TDZN
SO LR 2 — R TOETMEIC LY TR DR L2 45 1% bilkvid 2 6ERNH 5,
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