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

Katsuaki AKAOKA and Yoichiro MARUYAMA

Department of Environmental Sciences
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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-3.6Zn-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. [XCHIC

BARTF AR 1986 £ 5 1995 FEIZnT CTHATRIDORFHREF
THHE AR (JPDR) OMEEMABREITVY, BHIE, 9 180t DikiL
SREEDEEEEERL TS, JPDR BERENOT —F SFHERY &S
%, JPDR {1kt 10 &£ (1986 ) 1ZBIT D EHL&BEIEY Y O BN %R
DEZRETI L, ZORBIIELBEHICOEANPEVFERNEED TH-TH
8x104% LU FTH Y . £ CORRILERBEREMNIFENBEY L REORH e L
TWB ERE L THBAEEREORIIED) 1.4kg THD, ZDLHIZ, BT
R DIREICHE-> TRETHERBEEYDIFEALIZELETHY, BHE
EENDIHNMEEREZRET A LICL o TREVELZER TE 2/ EEND
5,

REZREN b RGH R ERMEORECSBELY T 2 10 X RN AEER O X
WINZFIH Lz b—W —IZ K 25RO phiE - BREIC X 2 FIERHRBTHD, L
HL, ATV VAR EBEEOEREEDIIZ OTRNPLBERIN TS, =
D& RETERPLBHOEREL L —F—DHRTHRETHZ LT, B—7THK
NOREDENEEZ DBET 5 L —F — RN ESBEEIZLE R, 2OV AT AR
D THEMET D7D Y TIE RV, o T, L—F—TAUHET I TREEZRED

Neutral stable isotopes

Isotopes 0
©=
@ "
B +
- @
. 0.,
@ 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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THERDD, TOEDITRTROBRRIEREDBEWZ I 2BFFEZRIRA L
KEPNRATHY V-V —NEBLOBEEEDLIVWEZEZLONS, Fig. 1a) I
FTE O, BEEBRIIBOWTRTROBEMDOBEWC LV EFE— A0
DERFERFAC L > TRRD, > T, HAFEORHLIIL, HAREDOLEN
BETHOT, TOXBNERELTCHHEFBEINIC. Fig. IIZAT L, 20
TR P OREDBRMEZEROLBRINT AEEO LV —F—HERE L1 41k
G5, A A AL IR BRI PN L BE, RIS 5, Freid,
TDEIREE L VPl LB DEERHESE MBI OV TREY Y LTR
0. BE. ZNEEREFIRSROMESE CRET H RN EBEEY ORE (.
AT 57120 OMEEIT>TND,

DX eWERENEERTIZOCE, BE. V—F—, HRE, BIRT
27 AT HAMEBAFTR CHIN, T TEEOFTHEELRBO—D
THHIRBIZ LD TEROGRIOMEREZRSL -, BEFEEORAE L £OHE
VT E1T o Tc, RBROBERTOXRE LT, Table 1 IZ7RT X H i, £DHK
SKUED 900K F2E T 1Pa (T 5 Mg, Zn & 1700K Bl Eic72 720N & 1Pa &
MBZI2WAL Cu, Cr THERENDITAI=ULBEET075 (B V2T 0
Al-Zn-Mg-Cu-Cr) Z:8A 72, Z D XK S IZREBLKED Mg, Zn L ERKED Al,
Cu. Cr TR INIHML L a2 TNV L, BBEICIA2oRoMNBEEICRZ S
ETPIN, ZERTTRENO DRI MNRFOERREFFELZH O T H7HITHE
LREBTH D,

Table 1 Vapor pressure of components of duralumin 7075

material | melting | boiling vapor pressure (Pa)
point point 103 102 101 1
(K) (K) temperature (K)
Al 933| 2673| 1297| 1421| 1566| 1745
/A 692 1180 566 618 681 763
Mg 923 1373 649 710 783 875
Cu 1356 2853 1406 15637 1692 1890
Cr 2173 2873 1510 1637 1786 1968
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FROEHHBRFICESE, BaxPaSA IV BER LERGEEORE
PiTolz, FREEIL, Fig. 2177 X510, BEZERSG. EANSERER, WU
EREESWEHE a2y Ea— 0 bBlRang, EERBIY Ry TRy
Flu—2 Y —RUFIZLVE 1x105Pa DEZZITER -, £ O | ZHRFNAGE
ZKAEE L NERE BOWEARE STV 5, EFUMBERSERE 1&S 1500C
ETMENT A ENTE, NEFIZHZE 8.3mm ¢, & 16mmdd PBN(Z{LF Y
KRBV YRR H Y, BEX (WReb-26) THIE LY RIRESR b &1Z PID IR
EHEEE CREL 2 hr— VT35, ERMBEERREE CMBERINZE
BRFE—AZIAVROFLNPOES 128mm EIZH2HZ RS EER
400(M/e) DU ERRE B4 HTEH(A AR ZEHMRAa M MSQ-400)I2 &N~
4T AN F Ak mtrand, Al VvWWAHRBRE, 1A ERKL
ODEEBICHHT 5T FBEIL. 2fFRE 12bit D A/D 2 —F 2B LT
YEa2—FIZRYIAEND,

Q-mass spectrometer Atomic beam

COd /\Lporizer
iy Temperature

0000 HE !
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Fig. 2 Experimental set up
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Fig. 3 Measured ion current of isotope elements of duralumin
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KR TRTFROBA Va2 0Iyay Rb 378.7Tmg 7L, ZHhE =R
X v 1500°C % CHIEEE 200°C/h TNE L 2BARFE I W72, NEREEDITE
IEES 20 225 70 £TE 200 pTRSI L, BZl. VY RBE, A FBRE
BB 5 v 7EES 200ms BB T2 L o —F ICRVRAATR, 2B, BrVa
SN UBRHRMETHBZDINY— M EOSHTRRITE TV WD, 7075
TNIEE&ETHBZ L bEMRIT Al-5.6Zn-2.5Mg-1.6Cu-0.25Cr TH 5 L 18E
L7,

B SAATE T B 80 A2 554 185,000 S x A TBDTF —F DA F U BIHEA
7 MEBEBREEICHESS URIBERIZOWTER L, Z0X5IZara—
FTCEBLET—2D52b, B4 VaF VIV EERTIERMED A 48
ROREZELE Fig. 31277, ZOFF7 780, &E¥EN Zn, Mg, Al. Cu Dl
2, 7R 30 HTIZIELENERB L, ZKEDOE W Zn, Mg D/ N —T7 LZER
JEDEW AL, Cu D N—TFIZKBIEND LW FERBHFELNZ, —F., CriZ
DONWTIEREDEEARY MABRWOTHOBAIIBWTHHERTER»o R, F
7oy In DA AU ERIMBEBALEHE, 2 B 30 49 L 3 BRFFD 2 B —2 %
HzBEWVWSFERE2E,

3. FEBEOBUERER

ROEBORERELMRRT -0, KEBBRICOVWTERT S, k0K
REAIL, 102Pa UL FOBEZETFT DN A THESR (HZTEE) 0—FETHY,
EESFOEHEBITERIEL, BEMEIIC—2RICERT 3, Bk s
NEEZEREMEEN TV AEZERESICREWVL T, BRSO TIMLOS T L1

YD EEUCEBEEICENET D Z ENFWRRICR D, EE BET. EA P,
SGFHED & LHe0oVHEBITRIIRKNTEA DN D,

AT
\22PD?

ZZT, k=1.38x10B J/KIIRA YV EBETH D, FlziE. FS 103Pa T
#HUON-ELEERKSTIZRIT S 300K DERNTF (B 3.7x1010m(3.7A))

OIE) B HITRIZIMN 6.8m I HET D, ZORRSFREITEMIZIIE Y I
—xiE, BHESBROBHEALALICAVLRTVS, LALARRS, EBRAe
B (BRRESRE) 2B L-ARBIIBWTIT, BB LU CHEERLRD
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3%/ T, ZoBEEe, BRWSBEENIZNENORSDERKEDOH T LA
72U,

KIZ, nFBEOTEIOEHRINIME (BREELRB) 2EAETIHREOK
REYEZ D,

N

t : FEZA (sec)

T():RAtC BT HEE (K)

w,(T(®)RETCBIT 2MEIOBRMEREED -V OREE (g/cm?)
a: ZRFEEEFE(cm?)

w; o VEIDHE (g)

P(T@)): IBET. BT 2MEIOERIEGE)  (Torr =133Pa)
PY(T@): METIZR T AMEIOEEDOEKE  (Torr =133Pa)

M; WHEHIDRF(5 &

o FHEEREEREK

v WEIDTE BRI

N,(TQ): BETIZBITA2WEIDRFIRELR

9% L, Langmuir DXLV, WE i ORRBEEIILUTOXRTEEIND,

dw (T() _ _ Mo,
——d-t——0.0583(1 a)P(T (1)) 0 (1)

—7 . RREFRLZEBEBREKET 2 L Raoult DERIE W PE i OHEIZXUTO
L9125,

Pf (T(t)) =, Ni (T(t)) }30 (T(t)) ............................. (2)

W,o—aw; (T (t ))
M, Z:=1 (Wk,o —aw, (T(1)))
z" w, o —aw,(T(2))
MY W —aw (T(1)))

N(T@®)=

7 WE I DBEOESKFEIL VanLaar ORXEZAWVWT. U TO L3 IR EINS,
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108 B (T(0) =~ e+ B+CIogT() +DT() -+ (4)

ZZT. A B C DIEHTHAD,
Zheinb, w(T@)ERONE, WEIOEREFPEOND, 72,

(1)

S (5)
JwZnWWHm

DOERIAICB T 2ERRYWEDORELRDDZENTE B,

FIZAR LT & D IC—#ZAIIZ Raoult DERAINEL 0 | IBEE THRRH tic K 67—
THIIXBEAEHEDO TN TN OEKIEGD BT, BRRIZB T HEREWEDOZEN
ZHORE N ITHBIT 5, o T, BBRICAEBMELHRTHZ ENETN
(X, BRECENSDOPOIEICEAR L, BAICL VBRKIOMENELLTHZ &
¥ B,

TDEIRERSTEREORRBEEICOVTHLMITAED, (1) ~ (5)
A% Runge-Kutta JEIC L VRE | BGTTROREELREe#HETELa—F
YR LT,

ER LIZHtE I — RERAWTEDEA. P27V ORBRFERICESE, #
DFEFEREEIT OV TEAERT & 1T o 7o BAEFEATICH V2 /X5 A — % % Table 2
WY, AR TIIERLFERICELY V=2 IV IV OR% 378.7Tmg. TOMKE
A}-5.6Zn-2.5Mg-1.6Cu-0.25Cr, &RLAEIIRADRNLAL L L, RBEREIX
VY RO (N 8.3mm¢) THD 54.1lmm? & L7z (AFEEIL 700mg/cm?
E72B), FIBEEX 200°C/h T, 7B 30 43 % 2T T 0°CH 5 1500°C £ TH
B35, AL, BT aINI VIZEFENIERDDEBBREIIFLATSH D7
Dy=1¢ LBRRBRENPLOERRBERE L, -, BREFIPBEARR®EIC
BETDHIZLIIRWEREL. BEEREE =0 L L7,

A V2TV VEBEL TV DR RNEORFEEOREELOBMEMRT
R Fig. 4 1ZRT, ZDF57X0 Zn, Mg, Al, Cu, Cr DJEICHEE 4B -

THAFE L., 6 K] 45 0T 378.Tmg EEBERTI LW IORBRENE LN, HE
BETEAOTFREROERER &L FRICARBLENOH 3 REE TOMIZER
JEDO@E\Zn & Mg O 7 NV—77EF L. # 5 FFERIRE » b RREDEW Al,
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Cul CrDIN—TBEETHZ LN, £ T, ZARRLEI»D 3 FFHE
TOMIZARLIEY 29 NVIVORSEENURBIZEB LEY 2 VI VDR
DEROBEERLVHELE, TO/E%E, Table 8 1277, Zhic Xhid,
AR D 3 R E CTOMICEEDH 8.1%DEBNERE L, ZORSIIEIC
In & Mg ThHY, VaIAIVOFTEEBHREBTH S Al 1T 90.05%0 5
2.07x106%i272 0 , BHID 3x108 L FIZWA LT3, —F. #KHEHE 3 &
FNOERBKTETORICEEDK 91.9%DERBVBEEL, F05b, VaF
NIVOEEEREBO—DOTH D Mgt 2.5%0 5 1.97x104%I272 0 | B&AD
8x10% LITFIZHA LT3, ZOFHEIRESCHRIIH L TRE{LE L TR
B, EROEBIZLDHBINRFAETHEILERLTVE,

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
84Cr 0.005912 | 53.93888460 | 20680 | 14.56 | -1.310 | 0.00E+00
63Cu 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
6671 1.562400 | 65.92603640 | 6883 | 9.42 | -0.050 3.30E-04
677n 0.229600 | 66.92713050 | 6883 | 9.42 | -0.050 3.30E-04
687n 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
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Table 3 Composition of vaporized metal

Elements Mg Al Cr Cu Zn Total
Initial composition
2.5 90.05 0.25 1.6 5.6 100
(mass%)
Composition
30.9| 2.07x106| 1.10x1012| 1.45%x109 69.1 8.1
at 0-3h (mass%)
Composition 1.97x10 98.0 0.27 1.74 | 1.23x10%3 | 91.9
97x } ) ) i .
at 3-7h (mass%) X
4. ER

FERRE R B OBEARAT 412 Zn. Mg, Al, Cu, Cr ®DIBIZFEEZE- TH&
FL., TORRBEEIRKIEDOE W Zn & Mg DI NV—TF L ERKIEDE N AL &
Cu. Cr DI N—TIZKHT B ENTED L WIHIREREELE, ZO0DFHE
ERDHoTeDT, FRHLIZONWTERET S,

EBRE R L BIEBITEROBER IR KL T A8, ERICBWTIX Zn ©
BREEEOE—IN 2 BEROND I L BREEMITER L RE<ERE, ZOF
— 7 [ IARFEBRLED D 2 BER 30 43 (B 488°C) % & 3 BRI (IR 580°C) #&iZ
Roh, 2EER L -HEROBERIZBVW THLRKROE -7 B8R INT, Zh
. RO —27 R AlZn-Mg ZOBEBN L DOHAFEIC L 2%, —BEOY—7
DA UIEIR(E LT AI'Zn-Mg b DERRBIC LA b0 EEZ LD, EBE, Fig.
57 12779 Al-Zn-Mg ROMBELOIRER (D)) D b Znb.6%. Mg2.5%FRFHT s\
TiX 850K (577°C) £ TIXEFETHAENYS, o T, ERERIIKDLS
IR EN D, Zn ZFEE EHICEERE CHRELHD D, In Ry DHAE
LHEPBAT B2, Fig. 5 ICR 5N 5 L 512 Al'Zn-Mg ROEMTH BE
I EFT2, TOEOEBHNTICAEEL T In 2R LT E, 5&I3AR
THLELELCEARDOAENSD2 2D REEER—RMIZCTHY Zn D
BOOY—7 2ED, ELIREBIHEITIONTWALOEKETD Mg BRE
IR, BEFTOLENBOTE, BESBRIBEISETD L, G&1FERL
BESRE LD Zn & Mg OAFREENET, LY ZnDZ2BDOE—7
E Mg DO~ %ED, Mg BRFET A bbb HT, B—27B8—o L&
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ENRVDIIFENRE L RIBENBRMBE LNV 2D EEZOND, ZOD
Rz, BRBSCTRETISRBREZE0EEIT. TOBVWEEREAN CHEMERAR
EERERTVWAEDEEZLNS,

wIZ, EBRIZBWTIX Cr BRI o e, Zhix, BIEDA & —n
2008 (34 20F) LRMokldD, B— 7 BEAICZII LMot L HE
BIND, EE, Fig 4 OFEMBIERICINE, BREENE—7D 10450
12X TVWAHREEN 1 SLU T CHYREDA »F — v DEE (3 43 20 #)
X DENZ R,

B#IZ, BREOBRBROERROKT 72 K 2ERICEEMITDI1F O HNEBRERIC
HARFESNRBRL B AEANCH D, KIBTO Zn, Mg BERFICBWTH, &
BTO Al ARBRFICBWTHRROBRIZR L TWAS Z L b, EFRICERRENR
SN TWA LHERINS, ZDZ EIEREBOBRICEHRBICHFA L TREEL L
AIFETWHZLeMb, ERFBERIIBEHREOFBRICHS, IVFHERICRLAR
JHIEEBBBEZICARLRVEVNSI ZEEZBRLTWS, ZORBMEIOMR
i (1) RiTBIT2FEERE o TREIND 20, BEMRITICBW THER
BIRWEREL, =0 L Lz EIZXdbnEELZLNS, $-, Zn & Mg
WZOWTIE, Al OBREOBICHARIZENRE LN LD, RODEED
EBVERRBRNEERNS DRFELBENLORBOERLETHD D, YHDOIR
EDX D ICBBBRENDODEEL LU TEERREY y=1 LIRELEZZ LICER
BholebBbh3d, T T, 7. BESIHI SNZRITHONT, HREBETF
PNEE, REECBRE T2 23RV E LTae=0 & LIBREREEL. THHST
b5 Al O~ 7 #HBABENERBERIC—HTDLOICRET D, KIT, Zn
L Mg REBEBRHLORFEL LT yv=1¢ L-EERE S, Mg lZoWVWTRY
— I B—FTB LI, ZniZOVWTIIE— 27 ODIRBEFO B — 7 1IZiFF—
THEIIITREL., BEMITZITo72, TORBR. BEHEFRE ¢=0.67, Zn KT
Mg DIEEFEK v=0.4 EWVWHEZBZ, T I T, EOERFER & BEMRITHER
EUREICEELAABL, MEBICBEESI-7-7 5 7% Fig. 6 (EBRER) &
Fig. 7 (BEMFHER a=0. y=1) &, BEEFRE «=0.67, HEMHKLEK »=0.4
TEYEMNT L- i 8R% Fig. 8 17T, WTho T 7 HiEE 2z Ro Tw
BB, BIZBRRELHICHBERENR—ETHD, BRICHHI L TWB-HRE
72w,

In D2 oD —7 ZHBETETWRWZ & 2RI, ZORICHESREK L
FEABAZEYICID Z ik FEICH S ZBRERFig. 6) % MM Fig.
B TR TE B LY -7z,

BERBAKIC W TIE, (1) REVERLEEFRT ER) 05 H 6T%1NHEE
EIZ LV EREED ORE~NRES>TVD, HHWE, RIEBRERIIC 0.33 51T
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Fig. 6 Measured ion current of atomic elements of duralumin
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Fig. 8 Calculated vaporization rate of atomic elements of duralumin
(«=0.67,v =0.4)
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