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Numerical Analysis of Fractional Distillation Characteristics
for Radioactive Metallic Waste

Katsuaki AKAOKA and Yoichiro MARUYAMA

Department of Environmental Sciences
Tokai Research Establishment
Japan Atomic Energy Research Institute
Tokai-mura, Naka-gun, Ibaraki-ken

(Received July 16, 2004)

The fractional distillation characteristics at between 0 °C and 2500 “C(the
rate is 200 C/h) of radioactive metallic waste for JPDR which mainly
consists of stainless steel were analyzed numerically. In the simulation, the
vaporization rates of the components of JPDR waste were calculated by
using the Langmuir’s equation and Henry's law. As the results, it was
calculated that 152154Fy, 14C and %4Nb can be removed by the fractional
distillation. On the other hand, 5/Mn and %Fe can be reduced by cooling
them for about 30 years. Therefore, by removing 5%63Ni and Co using laser
separation method, it will be possible to reduce the radioactive metallic
waste by less than one hundredth.

Keywords: Fractional Distillation, Atom, Isotope, Laser, Separation,
Radioactive Metallic Waste, Vapor, JPDR
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1. [FLE&HIC

Fxlx, BRFAOMEROBESIZLVRBRETIHHNICEREED T OBMBED
BEEEREERET DI, EBOHE L V-V —BRZEIS bRz 5Bk
FEEZREL, TOWMREEZIToTWBY 9, BREFHHERICEVTIL, 1986
FEnb 1995 FEIZTTEATRYIDOREF Th L8 /1HERIF (Japan Power
Demonstration Reactor :JPDR) OBEEMBERIITON, TOBRIZREAE L
#9180t OHEHLERBEEEN % . T OMOMEEEEY L RICEREFEL TV
O, BE., ZOEIRBEEEEDOLASEZBENE LTEREFHIEEEES

( Nuclear Safety Commission of Japan : NSC) SEHER F H#H

(International Atomic Energy Agency : IAEA) 28\ T, HEMEHEL LT
FHOVEDRNED (7 VT F A L~L) ORE - BREBTbh, BRFHEH
DREZBICE > TRET I HHMEEYOASCEFIRASIZOVWTOEEDE
FABSZ LTV, Bl L, JPDR BERENOT —F SR D kS,
JPDR {F1E# 10 £ (1986 F) IZBIT 2F LHIHLOES V- REVIFNEED
L Db ERREEYFOKHEEEOEBREZ L LI, 27T IR 1LL
UTRT57DICLERZBBEZRE TS L. Table 1IZ7RF X 51T 14C % 50N,
%Nb 7 LORFEFIBNEZEES0ED 1FEU EOGHBRALEL 23,
—F. TOPZEEINDIHAEEBORIL 8x104% LT THY . £TOHMEFHE
- ERREZEDVIFNEED LRZEOHEE L TWALEELTS 180 t WL
Eh 14 kg BETH D, JPDR OFICR N5 X 5 IZRTF IR DRBEICH-
TRETLIEBRREVODOIZLALREEEETHD 20, BREOKSHEKE
ERETOIILINL-THENELZRHH TE 28RS H 5,

ZOFERBS b EBREVTICE ENSWMEOHSIEZES K ORI EO
ERGBEZIIBLEER OXBEEZFIA Lz v —F—IC & 2 @RAphiE - B8
WX AFENDEHTHS, LhL, AF L LAREELOTENOER IR
TWAZRNPOEMNOEREEZ L —F—DLTHRETH LI, B—xRrbRHE
DENLIEZ S BEST D L —F—BISL G REEIZ S, TDO VAT LDMED THEM
IRz OEY TR, L—F—TCABT HITEEZROLTHLELDLD, *
DD TEOREEL OBV L B3GR L2 ERRATH
D, L—F—MBLOBFEEELINEEZLND,

EHFEZ. MEOHRMEEEZ S E&C&R % Fig. 17T L 5 IKEZEH
THRFE—LRICER I, EXARORIEZEOEREOBWIC X 5 &R
DEZFALTHET S, Z0B, Fig. 1bISFRT L3112, BEDOTERIERK
LTV HEENIC, TRETOREOKRFEEEOLIRN T IEROL—Y
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—XEBHLT, A1 3L, ZThEERMICPIEZRE» L HBE. BINT 5,
DX RBEEREERTIEHICIE. PBICL3TROSMNNEEICEE
ThdD, #-7T, JPDR O&BREEDEZHBIZGERBREDOBIERNT 21T 2.
iz, TR TICHSHLEREEZEDOES 1/100 LLTIZT37DITNER
BREEFIZOVTHRFZT- T,

Table 1 Compocition and clearance level
for radioactive metal wastes of JPDRE

Clearance level | Cooling period in

Flement Composition Life time (Ba/g) which ‘a clesfrance
W (wt%) level is satisfied

TAEA | NSC (NSC)
14C 1.36x106 | 5.73x10%3y 300 5 5.05x10%y
Al 0.049 - - - -
Si 0.813 - - - -
S 5.88x103 - - - -
Cr : 18.9 - - - -
Mn 157 - - - -
54Mn 2.38x10°19 312d 0.3 1 8.05y
Fe 69.2 | - - - -
85Fe 2.55x10¢ 2.73y 300 3000 26.1y
Co 0.127 - - - -
60Co 1.45%10° 5.27y| 0.3 0.4 126y
Ni 9.01 - - .
89Ni 6.80x10+4 7.6x10%y - 600 3.65x10%y
83Ni 9.47x10% 100y 3000 2000 997y
Cu 0.108 - - -
%4Nb 1.15x10¢ | 2.03x10™y 0.3 0.2 1.75x10%5y
Mo 0.186 - - -
Sn 4.90x102 - - - -
1255 1.28x10°7 2.75y -
162Ey 1.48x10°6 13.5y 0.3 0.4 242y
154y 9.45x10% 8.59y - 0.4 235y
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(@) ‘ 4 ; (®) Neutral stable isotopes
Isotopes ©
©-=
b8
B +
O © 7 °
D ©.,
- 3 2" lonized
e radioactive
Crucible isotopes

Distillation. _ | Laser separation.
Vaporization time of each elements Specific isotope is ionized
is controlled by the crucible temperature. by laser irradiation.

Fig. 1 Process of distillation and laser separation.

2. RETI

AHFERSEET TITENAH5ETH B0, FEELEETES, F
ZEIZ, B 102PallTORBEEZTTITON3ERETHY ., RS FOEYE
HITRIZELS 25, - T, FIZHKINBEZEREXRENLVTWAEZEEH
RUIIBWTIE, BESTFIIMEOSFLEREIT LI LB LICEETBIZBET S Z
EHRTRRICRD, EE BET EA P 5T¥EDLLESSEOFEHBEHIT
BREUTOHATEENG,

kT

22PD?
BL. £k=1.38x 10BJKIZRLY = EBTHS, FilxiT. BE 00K, EH
108 Pa THU LN -ELEFHIPICERT A HTERE 1x10° m(10 A)osiE
SFOEHBRITRIIN 3.7 m THET S, ZORRSFABIXIENCAL
LTEZ Iy, —fMlE, BHESBEORRE2ZLIZAVWLONTE, Ll
B, Bl LSEMAER (BEIESB) 2RI LEZEBIZBY
TiX, BERELU<BEEREI LR LEZONG, ZOBE. B oRiR
FNEENENORGT DERIIEDH T LRV,

I=
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IIT, nBOYVHEHOE@2BEAE LB E0ERERE XD, 4.
¢ BRI
T@): BRI BITHBRE (K)
w,(T(0)BETICRIT 2WEIOBMREEH -V DERE (g/om?)
a: FRFEEmEAE(cm®)
w,o EIDHHE (g)
P(T(t)): BETZBT 2WEIOERKIIEGE) (Pa)
P (T@): BETIZBIT 2WEIOBEOCETE (P
M; BEiDFEFHTPE
v: DEIDEEBEE
N(T@): BETIZBIT 2MEiORFRELR
L9 5¢, Langmuir D LD, WE i OERBREIZLTORXTEENS,

&, @) _ /% ...........
—— = 00583/133R (T (1) 5 (@)

BL., EAH%Z Torr 15 Pa ~EHT 372012 % 133.832 TH|- 77,
—7F, BERLZEBBEREEET S L Henry DER L VIE i OGEIXLLTO
XI5,

E@@) =y NT@OPNT@) — eeseeeeeees @)

w,o —aw,(T())
M,y (W —aw, (T(1))

NA(T@)= Z; v:l,o —edey e (4)
M,y (W —aw (T()
. UHE i 0BEOESIER VanLaar O %E AT
log PX(T () = —F‘(%+B+ClogT(t)+DT(t)+2.125 ----------- (5)

BL. 4, B, C. DIIEHETH D, Zhohrb, w(T@) 2RI, WE D

ERENBOND, F,

aw,(T(1))

d e,
o T ©

Tkl gy
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PEERANIBIT2EREMEORELBLZ LN TE S,

FIZRL72 X 5 IC—a9I2 Henvy OIERI LY | RE THRB (LICHFLT—F
THNITREVED TN TNORIEGER)IX, BERICBII I BEHEOETN
THOBRE NITHHIT3, #->T, BRFICEEDEL@ER T LNEITH
X, BRIZLIIBERLORD, BAICLVREOERNERS,

o T, HIEZBBEZVIaL— b TBdic, LEMSFERE
Runge-Kutta {EIZ L V#EE, ZRAOTEORRELRLCEHETESa—F21{E
L. BIRE{To7,

ERFTa— FOREZTORED, PaFAIv0nBRE0REEZTV, K
PSR L OHBRIEIT-72Y ¥, TORBE, Fig. 217 TL2ICInED LD
WREBIZIZEREZMBITTHILRATERND, BAZBABRECTERT 8
BIZOVWTIIERERLB—EL, BEBFN TEZZLIHEETE:,

(a) Temperature, 77/°C (b) Temperature, 7/°C
0 500 1000 1500 1] 500 1000 1500
1.0F” ’ v N 20T e AR
2] - 10} AA _______ “Zn ........... erI b
X 2 oof 8 -
Eool o
'\4(-“' 3.0 . e5cu “
= 00F —A 4
40
% 20 -_‘::Gl' """" ‘:Cr
é 0.0 R Gl’ ...... Cf J
5 e R
'-g 0 _——2’A| L
N g i e
=T S A Mg
00f ppy e Sl §am.u¥g.“;.w """" K
0 1 2 3 4 5 6 7 8 0 1 2 3 4 5 6 7 8
Time, t/h Time, t/h
Measured ion current of Calculated vaporization rate
isotope elements of of isotope elements of
duralumin. duralumin.

Fig. 2 Characteristics of vaporization of duralumin.
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3. JPDR €BBREVDREFEORIT

VaIF NI rOSBEEORERUMITORREY ¥ Lo, 1B L7-Eir=—
FIZE > THEESEBRDARMENLBRBETE A Z 00, FETa—FEiK
FLEBORBEHEEOBITICER Uiz, B 35 A —4% % Table 2 IZ577,

Table 2 Parameters used for calculation of molecular dj?stribution of
radioactive metal wastes.

. Mass Vapor Constants of VanLaar’s
Composition 1
Element W (wi%) No. pressure at equation
M; 2000K (Pa) A B C D

uc* 1.36x10¢ 14| 1.33352x10% 0 -7.00 | 0.000 0.00
Al 0.049 | 26.98| 7.63917x10*2| 16450 | 12.36 | -1.023 0.00
Si . 0.813| 28.09 | 4.46599x%10*° | 20900 | 10.84 | -0.565 0.00
S * 5.88x103| 32.06 | 1.33352x10*2 | 13041 | 18.58 | -2.806 0.00
Cr 18.9| 52.00| 1.04870x10*3 | 20680 | 14.56 | -1.310 0.00
Mn 1.57 54.94 | 1.33784x10*¢ | 13900 | 17.27 | -2.620 0.00
54Mn 2.38x10°10 54 | 1.33784x10%4 | 13900 | 17.27 | -2.520 0.00
Fe 69.2| 55.85| 2.22685x10* | 19710 | 13.27 | -1.270 0.00
55Fe 2.55x106 55 | 2.22685x10*! | 19710 | 18.27 | -1.270 0.00
Co 0.127| 58.94| 2.46037x10*! | 22210 | 10.82 | 0.000 | 0.22x103
60Co 1.45x105 60 | 2.46037x10%1 | 22210 | 10.82 | 0.000 | 0.22x103
Ni 9.01| 58.69 | 1.73752x10*1| 22500 | 16.95 | -2.010 0.00
59N 6.80x10¢ 59 | 1.73752x10+1 | 22500 | 16.95 | -2.010 0.00
63Nj 9.47x10°6 63 | 1.73752x10*1 | 22500 | 16.95 | -2.020 0.00
Cu 0.108 | 63.54 | 3.07460x10*2 | 17650 | 13.39 | -1.273 0.00
94Nb 1.15x10¢ 94 | 1.85454x10€¢| 37650 | 8.94| 0.715|-0.17x103
Mo 0.186 95.95 | 2.32251x10% | 34700 | 11.66 | -0.236 | -0.15x103
Sn 4.90x102| 118.70 | 4.02717x10%2 | 15500 | 8.23 | 0.000 0.00
1258 * 1.28x10°7 125 | 1.33352x10*2 | 13689 | 17.30 | -2.5610 0.00
152Ky 1.48x10% 152 | 6.23735x10* | 8980 | 8.16 | 0.000 0.00
164 9.45x10°8 154 | 6.23735x10* | 8980 | 8.16| 0.000 0.00

¥ BEUH1 1) 10BVT VanLaar ORITHT B EHARE SR TN ok HBELM L 2) L0 - HHELEE
PERLIE,
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b &BEED L LTk, £oEEH 2 SUS304 (IR SUS27) TH» 3 JPDR
DIFLEEDZHE L LT, BED bOKFER RS LY & R L D4
RN B & OEEH OMBRIZ OV TORE 2 SZICRFESEOMRR
HETE L7z, 7238, FFEEIT 10 glem?, BHFEFIEEE 200°C/h & L., 0CTH 5 2500°C
ETI125BCTHRETHE L,

Temperature (°C)

0 1000 2000
- Sij -------- ér ) ’
2.0 o e Mn - Fe =
sl )\ [ ]
‘w00 | el ] -
3 — Al - S
g -EG?@ ORI Co - Cu i «
\ ............... M@ ............... Sn
é o L S ,,
g 0 —-—:le
m 5@ = oot Nl -
L.
g 0 B — MG e g ) N
et I 0. ady
g 05 b e T
oo b - ﬂ
% ‘ 107 - “
047 F = .
> = g
02 & -
0.0 N B . 8 N 8 o g . 8 .-
0 3 6 9 12
Time (h)

Fig. 3 Vaporization rate of isotope elements
in radioactive metallic waste of JPDR
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JPDR OisHb&EBREED T OEM Sy OREEEORR - BEEKFEIC OV
TR Lo E %R Fig. 31077, EENITICHRBRRE., LicroB0BREZR
L. #tEISRMAEORREELRLTWS, k2 BiIZERME T, £<1X
AF VR 304 DEBEMTHY, T 3 BIIHFERNEOR S ThHh D, TER
METAFT LV AOERERMTH S Fe. Ni, Crid 1400~1800°C (7 B¥fE~
9 FEfE) DORICKEABEELTWE, —F., BRHEETH D 152184Eu B
84Mn, 1268b (ZFN L VIEWVIRE T, 4C & “Nb FEWERETERLTWAZ
BB, PEo T, AMITIZ L Y 182164Fy K U} 84Mn, 1258b, 4C, %4Nb 558
WCEVEVERS Z LR TE DD, Lo 88Fe, 59.6Ni, 60Co 2D\ Tid,
ATV ADERSORMETH DI, SETOBREZIEETHD Z L2854
Do

4. EBR

SEOBPTRER LY, 5Fe BU696N1, 60Co LIA DB EZEIZZEICLY.
BrETEDZENTENT, EEIZIXSEIC L - T 182184Eu B 54Mn, 1268h,
UG, 4Nb 227 VT FVAVSNALUTIZTAULERH D, 72k, 128Sh, 2o
TRBEET, 7IT7F AV ORBRERRELTHWRWZ b, ZZT
I, BE LW L LT3,

JIT S VAVSNUTIZTH100&FEEHTIIIDIZ, LOBITER
EFRICEIPICEEINIBHELZZEEICHE UL, TORBERE Fig. 4177,
B OEE IR & BE, @R FREAPICEETN I BENERMTREORE
MEEBH Y OHFEEHODLTVS, 75 7, BH TR iRy
X Table 1 TRLEZZ YT FAL_AEZTREIZHHEZRLTWVWS, 207 T
7 &0 BFES P OBEEEIT 182164Ey [ZOW T 1040°CLLEIZRBWTZ U 7
SRV ETED, 4C & 94ND 1T 1850 CRBIZBWTIZ U T I U AL~
RV LB, #oT. 1040~1850°CHORICERT RS DA 2B
THZLIZE-oTB24Ey, WC L UNb Z 7 VT F U ALV_NLUTIZTHIE
NTED, ZOE, BENINZ3WEIXEED 99.51 wi%k L FHE I, itse
BEFEML LTI 049 wt% L £ED 1/100 LT TH 5,

0~1040°C. 1040~1850°CRE ! 1850 C~ D& BN DML L Fig. 4 OFER%
oy LIz iR % Table 31TRY, ZhiC Liid 182154Eu, 1C BT %“Nb i
HELBVIVT ALV ETES, —F, 54Mn, 55Fe, 59.63Ni KT} €0Co
X7 V75 AL~k EEIZ A, 1 #A (30 ) BEOHHAHE LRI Z L
2LV, 84Mn B 8Fe [ZOVWTIRZ VT TV ALV TIZT A Z ENRTE
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B, —77, 5963Ni RN 60Co iV T, FEHARE S BHBEIEN D, 78
EHHDRIZL > Tix, BHEBEZZ VT AV_ALUTIZT 22 LR TER
Wit V=Pl L ORGP LETH D,

Temperature (°C)

0 1000 2000
| e Mo —o My —o— PFe o]
10" F —— “Co PNi —— "Ni -
X _B_MNb _6_125Sb+|52Eu
3 —G—I“Eu

amssh
(e
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(=
]

ey
o
]
v
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LN
o
=)
v

10°

Time (h)

Fig. 4 Activity of isotope elements in vapor
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Table 3 Period in which clearance level is satisfied.

Composition and activity of products

0~1040C 1040~1850°C 1850°C~
Element Cooling period in
Composition | Activity | Composition | Activity Composition | Activity
which a clearance
(%) (Ba/g %) (Bal®) (%) (Ba/g)
level is satisfied

ue 9.07x1022 | 1.50x1012 4.79x1012 | 7.91x102 | < clearance level. 4.42x104 | 7.29x10%
Al 6.15x10¢ 0 4.93x102 0 - 4.23x10° 0
Si 7.49x10°6 0 0.764 0 - 17.1 0
S 2.51 0 1.45x103 0 - 0 0
Cr 0.0653 0 19.0 0 . 1.86x101t 0
Mn 97.3 0 1.40 0 - 0 0
54Mn 1.49x10°8 | 4.26x10*¢ 2.13x1010 609 7.9y 0 0
Fe 0.0667 0 69.5 0 - 3.57 0
55Fe 2.48210° | 2.18x10%3 2.565x106 | 2.26x10%6 26.1y 1.23x107 | 1.09x10*5
Co 8.02x108 0 0.128 0 - 8.38x10-14 0
80Co 9.08x10% | 1.01x10*° 1.46x10°% | 1.61x10+12 221y 1.09x1017 1.21
Ni 1.09x103 0 9.00 0 1.94 0
59Ni 8.17x108 2.41 6.79x104 | 2.00x10*4 3.84x10%%y 1.49x10% | 4.39x10%¢
63Ni 1.10x10% | 2.31x10*2 9.44x10% | 1.98x10*6 995y 2.43x10¢ | 5.11x10%
Cu 0.049 0 0.108 0 5.569x10°16 0
%4Nb 4.39x1022 | 3.05x1014 1.91x1012 | 1.33x10* | < clearance level. 3.93x10 | 2.73x10*
Mo 8.13x1015 0 3.06x10% 0 - 59.9 0
Sn 5.20x104¢ 0 4.92x103 0 5.94x1016 0
125Sh 4.32x107 | 1.66x10*5 1.21x108 | 4.64x10*3 0 0
62Eu 8.35x10 | 5.37x10*7 8.02x106 | 5.16x10° | < clearance level. 0 0
64y 5.33x106 | 5.33x10%6 5.88x10-17 | 5.89x106 | < clearance level 0 0

Total 0.18 . 99.51 - - 0.31

Z T 60Co, 59.63Nji DREIZHOWVTHEBEICKI 21T 272, Table 3 IZXiEs
Bz L > THREINDHBEEZENEED 049 wt% TH D Z L b, BiR{kéE
BREZEYE 1100 2 FZH T H720I121%. BiZ, 20D 051 wtRDEEDOEEYL
L—F—ThRETDHZLEBHFIND, EE, 60Co L 596Ni ORIIBWETH D
Zihb, PRYVOEOCEEGB L HNEZREL ZIZ L —F—THRELTHR
bz, /UL MILETH, TOBEREED 013 wthL T THD Z &h»
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SEESTEEDO L BEIZEL LV —F L3 nRmmEETH o TH D, —F5,596Ni
IZDOWTIEEY D 0.38 wt% i DEE= Y T NVDRBAVPFIND, ZHEIL—F
—IC Lo THEZ NS EAE= Y TNV LT EE=y ¥ ABNEEIZ LT 500
BREBALTOLIVEHREIZRZY, L—F—ZBEL L TIILBENES THD L
EZzbhB,

5 E&H

JPDR OBEICHEWEEH SN BHE&BREEY O 5> bIF LMBED TR L
LT8R, B b&EBREMLZ 7 VT 7V ALVNLTIZT 57
DOEFITONTHRE LT, TOR/BE. 0~2500 CETHRIEEE 200 C/h T
EETIHRMEITBWNT, 1040~1850 CORBOERMEZEINT A Z LI2XD,
162154Fy, UC BN 227 VT TV AL_ALUTIZTESZ LYo T-, &
> 64Min BTN Fe %7 U7 50 A L-ULLFIZ$ 372 0I21% 30 EDEFH Y
BEThDHZ L, —F, 896N IZOWTIX, b—F—zk 2EESEEN, %0Co 12
ONWTRV—F XD ERTEENLET, Zhblzdy, B &EREEY
EZ V100 ICTE SN H D Z L3l -7,

Lt FREBRRPBITAEDIZ, AF L LVADOSERV Ni D L—F—RIfE
SEEOEBRETERTIHETH D, :
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: 2 1Ci=3.7x10"B °
’ Eiv 7 A x| Im/m " o 4 ECHMETL{54Tld bar, barnkk
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1 0.101972 0.224809 1 10.1972 9.86923 7.50062 x 10° 145.038
9.80665 1 2.20462 71| 0.0980665 1 0.967841 735.559 14.2233
4.44822 0.453592 1 0.101325 1.03323 1 760 14.6959
¥ B 1Pa.s(N.s/m?)=10P(#7 %) (g/(cm-s)) 1.33322 x 107 | 1.35951 x 107% | 1.31579 x 1073 1 1.93368 x 1072
B 1m*/s=10'St(2 b — 7 %) (em?/s) 6.89476 x 107 | 7.03070 x 107 | 6.80460 x 102 51.7149 1
x| J(=10"erg) kgfom kW< h cal Gt&) Btu ft * 1bf eV 1 cal = 4.18605 J (31&%)
A
;g 1 0.101972 | 277778 x 1077 |  0.238889 | 9.47813x 107* 0.737562 | 6.24150 x 10'® =4.184J (&L
| 9.80665 1 272407 x 107 | 2.34270 9.29487 % 1073 7.23301 6.12082% 10*® =4.1855d (15°C)
% 3.6 x 10° 3.67098 x 10° 1 8.59999 x 103 3412.13 2.65522 x 10° | 2.24694 x 1025 =4.1868 J (AEERR)
g;‘ 4.18605 0.426858 | 1.16279 x 10°¢ 1 3.96750 x 103 3.08747 261272% 101 HEZ  1PS (LB
E 1055.06 107.586 2.93072 x 1074 252.042 1 778.172 6.58515 x 102! =75 kgf-m/s
1.35582 0.138255 | 3.76616x 1077 |  0.323890 | 1.28506 x 10"° 1 846233 x 101 = 735.499 W
1.60218 x 107" | 1.63377 x 1072°| 4.45050 x 1072| 3.82743 x 102 | 1.51857x 10722 1.18171 x 107 1
v Bq Ci fl% Gy rad ?} C/kg R E Sv rem
} i==}
il 1 2.70270 x 107! & 1 100 & 1 3876 Y 1 100
fiE & 2 2
3.7 x 10% 1 0.01 1 2.58 x 107 1 0.01 1
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