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Research of Vacuum Distillation for Metals
- Elemental Separation of Duralumin -

Katsuaki AKAOKA and Yoichiro MARUYAMA

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

(Received August 5,2003)

We measured and simulated the characteristics of vacuum distillation for
duralumin (Aluminum alloy 7075: Al-5.6Zn-2.5Mg-1.6Cu-0.25Cr). In the
experiment, the duralumin (378.7 mg) was heated to '1500°C (the rate is
200°C/h) and vaporized. The ion current of its components within the vapor
was measured using quadrupole mass spectrometer. In the simulation, the
vaporization rate of the components within vapor was calculated by using
the formula of Langmuir and the law of Raoult. The simulation agreed well
with the experiment, and it was found that the group of Al, Cu and Cr, and
the group of Mg and Zn could be separated by the vacuum distillation. These
results show that the reduction of metallic radioactive wastes can be
attained using the vacuum distillation.

Keywords: Vacuum Distillation, Atom, Isotope, Laser, Separation, Metal,
Radioactive Waste, vapor.
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1. [ZCHIC

B AR FHBIFERTIE 1986 £ 5 1995 FEIZT TR ATRAIDRF IR EIF
THHE AR (JPDR) OMEEMMABREZITVY, BHIE, 9 180t DikH L
EBREEDTHREEHE L TS, JPDR MBERENOT —F SHkERY &K
%, JPDR {21t 10 £ (1986 ) 12 BT D HEH{bL&BREEY S O MK EEE
DEZRETIL, TORBEIRELHEHILOESVREVWFAEEL TH-TH
8x104% L TFTH Y , £ COMKNILERBEEDNFNBEEY L RSO E L
TWB ERELTHBAEEEREORIZEN 1.4kg THD, 2D LI, BTN
R DB - CRETIEBEEDDIZLA L IREZETH Y, BKE
EENDHNEERERET I LICL o TREMELZER TE 27 EEND
5o

REMRD D RGHERE R ERMEORERCHBEL T 2 ICIXRMLEEA O
WIREFIH Lz b— 3 —IZ L 25BN - BEEIC X2 FIERHRHTH D, L
DL, AT VVAREBEOEBEEDIIZ OXENLERIN TS, =
DX D RETERPLEHOEEEL L —F—DRTHRETHZ LT, B—xF
R DREDENEZ SBET 5 L —F—RIMAESBEEICESR, 20V 2T A0RER
DTCHEMENT HT-OBEY Tilev, - T, L—F—TAET I TREEBD

Neutral stable isotopes

lonized

radioactive
isotopes
a) Distillation b) Laser separation
Vaporization time is controlled ' Specific isotope is ionized
by the temperature. by laser irradiation.

Fig. 1 Processing of distillation and laser separation
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TRERHD, TOEDITIITROBRKER EDOBEWVC X 285 EZFH L
HREPDEMTHY, V—PF LB LDBEAED LW EELZONS,Fig. 1a) I
AT EOIE, ABRBIIBWTREROBRHEOBENC L VRV — LD
DEREFAC I > TERD, €T, HH/FEORFANIIL, HDHHFEDILEN
EETHDT, TOTLENEFE L TCWAEEINIC. Fig. 1bICrnT Lo, £
TRPOBEDBRMEREOLBRINT HEEO LV —F—HERBEF LA 1k
T B, A A AL ST IT BRI PR Lo B, BN S S, Faid,
TOEIREBEE VP L X DGR MAEE T ABICOVWTREY Y LTR
0. BIE., INEZRFIBROMESE CHAT HHNESBREEDOBEICHE .
AT 50Ol EETo TS,

LX) BEFENAEERTIEOE, BE. V—F— KA. BT
2E AT AMERAFRTHDIN, ZZTEEOFTHEELRERDO—D
THHERBICELDTRODBOTREE 2R -0, BREREFHEOBIE &+ DOHIE
. BT R T o7, ERBROBUEMITOXIR E LT, Table 1 IZRT L HIZ, EDHE
KUED 900K FEE T 1Pa iZ# 9 5 Mg, Zn & 1700K Ll EiZ72 b2 & 1Pa &
BBZRWAL Cu, Cr THBREINDZTAI=UAEET07T5 (Bx P20
Al'Zn-Mg-Cu-Cr) 28A 7, 2O X 5 ITEAKED Mg, Zn S {EETED Al
Cu, Cr TR EINA LY a2 TNV, BREBEICXD2 TR OHINEEICEZ S
ETHREI, ZERATRPODO RS HIFOERBHELHONCT H720ITHE
UREBTH 5D,

Table 1 Vapor pressure of components of duralumin 7075

material | melting | boiling vapor pressure (Pa)
point point 103 102 101 1
X (K) temperature (K)
Al 933! 2673 1297 1421 1566 1745
Zn 692 1180 566 618 681 763
Mg 923 1373 649 710 783 875
Cu 1356 2853 1406 1637 1692 1890
Cr 2173 2873 1510 1637 1786 1968
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2. PaSILEUDOREBEER

FROEREHRAICESE, BarUa SV URER LERREEORIE
Z1iTo7-, EBREREIL, Fig. 2178 T X510, BEERFLH, BUNBEERER, Y
EREESWEHER R Ea— 2Bl hg, EEREBIIY —RgrRy
Flu—2 Y —RFIZE VK 1x105Pa DEZEITE -, £ O DICEFUMER
RIEE L WEBREESITEHIRE SN TS, EBHIINBGERBERE LIRS 1500°C
ETMBET A ENTE, AEICHZE 8.3mm ¢, B 16mmd PBN(Z{LEH Y
KRBV R oY, BvEX (WReb26) THIE L72/VYRIBE% ¢ &2 PID iR
EHEEECREZ 2 ha—A15, ERNMBEAREE CMAKEINTE
BRFE—LABAVAROFLPOES 1286mm EICHD2HF AT EER
400(M/e) DU ERRE B4 HTEH(A AR ZEEHMRNa M MSQ-400) 2 &N~
4T A NIV A FALEINSTEND, L, VWOREBE, (A VERK
OHEBEICHHIT 5T o 7TEBEIX, /5 12bit D A/D 23— F 2@ L Ta
VE2—FIZRVIAENS,

Q-mass spectrometer Atomic beam

T N

|
d .
0000 i : /\ﬂporlzer
N T2 Temperature
L H J controller
lon current : H %F/—-’-—-
— and [ — B [::!]
- = Ramp g
mg;]Tafa( voltage R :
: (mass) : \
£ '
g { b A X
Computer 2 Crucibie Vacuum chamber power supply .
temperature

Fig. 2 Experimental set up
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Fig. 3 Measured ion current of isotope elements of duralumin
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ERTRAROBL V24 ey R 378.Tmg #7B L, ZHZER
XV 1500°C % CHIEEE 200°C/h T L £BRE IV, NEREESITEH
EEE 20 025 70 £TE 200 P TREI L. WAl VORBRE, A A VERK
CREIS > FEES 200ms BT Ca—Z ZBRYAAR, 2B, BrVa
FVIVHTHIRAETHBED I N — e EOSHRERIZB TV RV, 7075
TAIBRETHSDZ LI HHEMIT Al-5.6Zn-2.5Mg-1.6Cu-0.25Cr TH 5 L BE
L7z,

B SAATE T RER] 30 AHZ R 540 185,000 S x A TEDF —F DA T EBR A
7 M EBBEEICES URBERIIC O W TEEB LY, Z0k5icary P a—
FCEBLET—20D5b, A Va2 IV VEBRTDIERMED S TV E
WMOBEEE{LE Fig. 31 0RT, ZDF7F 750, RN Zn, Mg, Al. Cu DJE
2, 7EERE 30 S TIRIFLENSER L, BREDOE W Zn, Mg D7 N—7 LER
EDEW AL, Cu DTN —TFIZKBIEND EWVWHIEREBRF LN, —F., CriZ
DONWTIEHEFODEEARY MABPOTHOBLAIIBWTCHERTERNP o, F
7oy In DA F U BRAMBBALEHR ., 2 BERE 30 SoFF & 3 BFEIEFD 2 EIE—27 %
Mz 5N EREE,

3. FEBBEOYUEMRN

ROEBORERRELMRT 520, REBRICOVWTERT S, LK
RBAIL, 102Pa L FOBEZEF TIOR3 TEE (EEXRR) 0—FETHY,
EREFPTOEHEBTENEL . RBEPEIIL —2RICERT 3, UK S
NEEERENMEEZN TV BEERBEKICRSVTIE, RO TILh0HT & &

RYyDHEELICEEEICEET D Z LA TREICRD, EE, BET. EA P,
SFHED L LEBEOFHEBRTRIIKATEA LN D,

kT
J2nPD?

ZZT, k=1.38x10B J/KITRA Y= v EHTH D, HlziE. S 103Pa T
#HELNEEXEFEEKTICBIT 5 300K DERSF (B 3.7x1010m(3.7A))
DOEH B BITRIZN 6.8m I bET 5, ZOERSFREIITEMICIIE X I 1,
—ixiE. BMESBOBEALICHWORTWS, LHALAERDL, aRise
B (BERREER) 2HBICL-EFCBWTIL, BEIIELLEEELRD
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BB, Z0BREe. BRMNOBEENIZIZNENORSDOERKEDHTL S
A AN

RIZ, nBEOTENPOBRINIYE (BREER) 2HEEETIHESOEK
REXEZD,

N

t : Rl (sec)

T@) AU BIT BEE (K)

w,(T@)RETCB T 2MEIOBMNREEDH ) OFREE (g/cm?)
a: ZRFEHE HFE(cm?)

w,,  EIDIHE (g)

P(T(@)): WETIZR T 2WEIOERIEDE)  (Torr =133Pa)
PY(T@): BETIZRT AWEIODBAEOEKE  (Torr =133Pa)

M; WHEIDRF(TE

o FEEREIR A

v BEIDTEBREK

N, (T@): BETICBT 2WEIORFREkSE

9% L, Langmuir DXE VD, B i ORBEEIIUTORTEREINSD,

— 2 =0.0583(1- a)R (T(t)) M’_ .................... (1)

dw,(T(t))
dt ()

—F. BEFELZEBEKEFET S & Raoult DIEANE WE [ OSFEIZLLTD
Xricizd,

PT @)=y N(T®) Pio (T(f))ssevvverrroeeseccnecnccnccnns (2)

W, o —aw,; (T (t))
M, Z:=1 (W0 —aw (T(1))
Z" W0 —aw, (T(t))
MY W — aw (T()))

N(T@) =

7.8 i OBEOERK/EIX VanLaar ORXEFHAWVWT. UTFTO L IR END,
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I0g B (T(0) =~ e+ B+CIOBT() +DT() <o+ (4)

ZZT, A B C DIEHETHS,
Zhoinb, w(T@) ERONE, WEIOERREFIEOND, 7.

aw,(T()
dt
u3y % (T(r»

DOEERLNCBIT 2EREDEDBELRDBZENTE B,

FITR U2 & 5 12— Raoult DIERNL Y | IRE THKRE ¢tk 6T —%
THNWITREWE DTN ETNOEKEGE) X, BERICBT2EEMEDEN
ZORE NACHHIT 5, 6o T, BRBERCEBDELHATHZ EBEITN
(X, BREDBENSONDIRICEFE L, HAIC L W BKOMEBENT D &
BB,

TDRIBERDTROERBEBEEIC OV THLMITAED, (1) ~ (5)
#% Runge-Kutta JEIC L VRE, BT TTRORBELCEHETESa—F
e LT,

ER LTt BE a— RERAVWTEDOBL P2 7V OEBRBRICESE, £
DAEFRMEIT OV TR 21T - 7o BUEFATICAV 25 A — % % Table 2
R, FHFECIERLFERICEBLY VIV 0OES 378.Tmg. T OMARKE
Al-5.6Zn-2.5Mg-1.6Cu-0.25Cr, & RNLAEIIRARDRNLAEL & L, ABEEEIL
WY RO ERE (NE8.3mm¢) THD 54.1lmm? & Lz (FEHKEIT 700mg/cm?
Lhe3), FIEHEEN 200°C/h T, 78 E 30 43% 5 T 0°CH D 1500°CE TH-
B2, BL, BxP 2TV ZEENIERDDEEREIFTHATH S -
Dy=1 L LBBERENIODEBLIRE L, -, BERFIFERRHEIC
BETLIZLEARNVEREL., BEEREE =0 L L1,

Bar Va2 IF NI EER L TSR RINLE DR EE ORI E L O EiRT
HHE% Fig. 412737, 075759 Zn, Mg, Al. Cu, Cr DJEIZEEEZE -

THAFE L., 6 K] 45 55T 378.7Tmg £ENERETH L VWIHBENEB LN, &3
BEXUSYOFEROERER L RRICARBHENOH 3 BT TOMIZER
JEDEWZn & Mg D 7NV —7REF LK 5 BEEREE > BARKEDEW Al
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Cub CrDIN—TNRERTIHZ EN¥ol, £2C, HEBRBMD 3 EFREE
TOMICARRBLEY 2NV VORSEENURBICER LEY 25 VIV ORK
REEOBERERIVHE L, Z0O/RE%E, Table 8 177, ZhicXhid,
AEEEN D SR E TOMICEEDOH 8.1%DEBNRERE L, TORSIIEI
Zn & Mg THY, VaFNVIVDOEEBRERTH S Al 1T 90.05%0>5
2.07x106%I272 0 | BAID 3x108 LLFIZWA LTW3B, —F, EREMLAE 3 &
BN LRBERTETOBMITLEDK 91.9%DEBNREEL, TD5b, V=27
NIVOEEEBRERBO—DOTH S Mg it 2.5% 05 1.97x104%i272 0 A D
8x106 LAFIZHA LT3, ZOFHERESCHRIIH L TRE{LE L TR
B, EROEBIZL LGP THEZLERLTNS,

Table 2 Parameters used for calculation of vacuum distillation of duralumin

)

Composition Mass No. | Constants of VanLaar’s equation °
Element

Wio (mass%) M; A B C D
24Mg 1.974750 | 23.98504187 | 7780 | 11.41 | -0.885 0.00E+00
25Mg 0.250000 | 24.98583700 | 7780 ! 11.41 | -0.885 0.00E+00
26Mg 0.275250 | 25.98259300 | 7780 | 11.41 | -0.885 0.00E+00
27A1 90.05000 | 26.98153841 | 16450 | 12.36 | -1.023 0.00E+00
50Cr 0.010862 | 49.94604950 | 20680 | 14.56 | -1.310 0.00E+00
52Cr 0.209472 | 51.94051150 | 20680 | 14.56 | -1.310 0.00E+00
83Cr 0.023752 | 52.94065340 ! 20680 | 14.56 | -1.310 0.00E+00
54Cr 0.005912 | 53.93888460 | 20680 | 14.56 | -1.310 | 0.00E+00
83Cu 1.106720 | 62.92960070 | 17870 | 10.63 | -0.236 | -1.60E-04
64Zn 2.723280 | 63.92914610 | 6883 | 9.42!-0.050 3.30E-04
65Cu 0.493280 | 64.92779380 | 17870 | 10.63 | -0.236 | -1.60E-04
66Zn 1.562400 | 65.92603640 | 6883 | 9.42 | -0.050 3.30E-04
877n 0.229600 | 66.92713050 | 6883 | 9.42 | -0.050 3.30E-04
687Zn 1.050000 | 67.92484730 | 6883 | 9.42 | -0.050 3.30E-04
0Zn 0.034720 | 69.92532500 | 6883 | 9.42 | -0.050 3.30E-04
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Fig. 4 Calculated vaporization rate of isotope elements of duralumin
(@=0. ¥=1)
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Table 3 Composition of vaporized metal

Elements Mg Al Cr Cu Zn Total
Initial iti
nitial composition 9.5 90.05 0.25 1.6 5.6 100
(mass%)
Composition 30.9 | 2.07x10% | 1.10x1012 | 1.45%10°° 69.1 8.1
at 0-3h (mass%) "
Composition 1.97%10 98.0 0.27 1.74 | 1.28%10131 91.9

9O7x . . . : ’
at 3-7h (mass%) )
4. ER

EBRHE B R OBEREATRE 4L Zn, Mg, Al, Cu, Cr DIEICKE %8~ T&
FRL., TORBRBEEIRIEDOE W Zn & Mg DI NV—TF L RKEDE N AL &
Cu. Cr DI N—FICKBITBZ LB TEDLNWIRERELEBTN, HONDFE
BRH-oTEDT, FRHLIZONWTERT S,

EERFE R & BUERTR R OBEMIIHR B L TV AR, ERICBW TR Zn ©
RREEEOE—IN 2 ERONDZ EBBEMITRHR L KEBEBARD, ZOF
— 7 [ IARFERLED D 2 BRI 30 43 (B 488°C) # & 3 Hefl] (IR 580°C) &I
Roh, 2EEBL-FEROBRICBVWTHREKRO Y — 7 P8ISR, Zh
X PO E—27 3 Al-Zn-Mg ZOBEMENODHEIZL AR, —EHBOY—S
DIEM UL L AI'Zn-Mg DO OFRRBIZE A b0 EEZ Lb, EE, Fig
57 12589 Al-Zn-Mg R OFEELDORER L)) 5 b Znb.6%, Mg2.5%RHZIB\
TiX 850K (577C) ETIXEFETHIENHDB, - T, EBRERIIKDLS
WCHIREIND, Zn 3RBE L HICEERE THEZHBD D, In RTDOHFE
LB BADT A2, Fig. 5 IR HN5 L 51 Al'Zn-Mg RO EHETH HIRE
WX EFTE, TOEOEBNTHICAEEL TRV In 2B LT E, 58I3ER
THZEELUCEGRBORENDRIRY BREEN—RRIZTHY Zn D
BHOY—7 2ED, EHIZFENHETONTHEDEEKRED Mg NAEFE
250, BEFTOREREAOT S, BRENRREBEICETS L, ST L
RSB L7720 Zn & Mg OERFBEENHET, NIV InD-2>BOE—7
E Mg DB —27 #1E3%, Mg RREET IO LT, B —27233—2 LEH
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Fig. 5 Aluminum-Magnesium-Zinc equilibrium diagram”’
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ENRVDOIRFENE L RIBENERBEIEN ZDEEZOND, ZOD
Rz, BB CRETISRBEZSDEEIE. TORWBERBEN CTHEMERAR
WRERTVWAEIEDLEILND,

RIZ, BRIZBWTIX Cr SHER Iz o s, i, BlEDA & —N
VA 2008 (84 20%) LEMNOD, B — I BERBICHNSRaholn L
B2Ih3, EBE., Fig 4 OBEFFETERICINE, BEEEPE—7D 1050
12X THWDREEN 1 GUT ChHOVRIEDA »F— O (3 43 20 #)
EVENZENHEB,

BBIC, BREOBBCEREOWKT 7o K 2RI EERITOIZ S BEBRERIC
HARBEHEPELBIAEAICH DD, KB TO Zn, Mg BRERBRIZBVNTH, &
BTO Al RERFICBWTHRIEROBERIZRLTWAZ b, &FMICERES
MHISN TR LHBIND, Z0OZ LIXEFBOBRICHERICHLA L CQRELY Lk
AERTNBEZ NS, ERFERIIBEHEOBRICHESR, IVEEBIZARLR
JHIZERBBEZEICRLRVENSI ZEEZBIKRLTWS, ZORBMEOHR
i (1) RiCBUT2FEBRE o« TREIND D, BERFTICB W CHER
BIRWEREL, =0 L Lz LIZXdbDEELZLND, $/-, Zn & Mg
ZDOWNWTi, Al OEFEOBNICHARFIZENBZE LN 0D, BIIOBED
ERBVERPBEENDDRELBRENLORBOERETHZ20. PO
EDL D ICBBRBENLORFKL LTEEREREY v=1 LRELEZ LITER
WholeBbhd, 22T, £7. ZEBIH IhZRICONT, BREEF
PEE, REECEBRE T2 2 L@Vt LTe=0 L LEERREEZ, RS T
5 Al O — 7 #HBARENRERERIC—ETALIICHRET S, KIZ, Zn
X Mg WEBBERNLDLOERFEL LT y=1 ¢ LEFBEREEZ, Mg lZoWTiRE
— I B—FTB LI, IniZOVTEE— 7 OBRBEFTDOE— 7 12—
THILITREL., BEMTZITo72, TORR. BEHERE 2=0.67, Zn KT
Mg DEEFEK v=04 L WVWOEEZEL, 22T, EOEBRER & BMEMRTER
PUREICEHELAABL, HEICRESR-7 7T 7% Fig. 6 (EBRER) &
Fig. 7 (BEMFTHERE 2=0. »=1) 2. BEGHREK 2=0.67, HEMREK »=04
TEIEMNT L~ R% Fig. 8 17T, WTho T 7 iR E 28 Ro T
B, IR LD ICHBEEEN—ETHD, REICHHA L TV E7DRE
ESAATAN

In D2 oD — 7 ZHEBETETWRWZ & 2RI, ZORICHES R L
FEAEEZEN IS I LIk FEICH S ZBERFig. 6) 2 BEMmENT (Fig.
B TEHETEDZ LMo,

BERSREIC OV T, (1) REVERLEFET (ER) 055 67% 03 HE
FEIC K D RBENDEESNR > TS, HDWE, BRKESEERIT 0.33 fFIC
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Fig. 6 Measured ion current of atomic elements of duralumin
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7Y, EBREPIMBIENTVWARZLEERLTWS, ZOEBME (FERS) O
FREE LT, BAEHC L HRERAEREELE XD L. WReb-25 BB ORZEIT
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