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Relationship between Physico-chemical Form of Plutonium and its
Behavior in Tissues and Effect on Reticuloendotherial
System in Mice
ITI. Characteristics on the Behavior of Polymeric Plutonium after

Injection of Radiotoxic Dose in Mice

Masatoshi Kashima, Hisamasa Joshima and Osamu Matsucka
Division of Radiation Hazards, National Institute of Radiological Sciences, 9--1,

Anagawa 4-chome, Chiba, 260, Japan

Research Code No.: 30142
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The retentions and deposition patterns of polymeric and monomeric plutonium, and micrometer-
sized and submicrometer-sized polymeric plutonium in tissues were studied in adult male mice after
intravenous injections of acute or subacute radio-toxic doses. The initial plutonium depositions in the
liver were 869, 56%,, 899, and 66%, of injected dose, respectively, Non-uniform deposition patterns
in liver and spleen were observed more clearly in animals given polymeric Pu of larger size. Gradual
aggregation of monomeric and submicrometer-sized polymeric plutoniura was observed only in the
liver, A gradual transition from high deposition of polymeric plutonium in periportal area of the
hepatic lobule to low deposition in the central area appeared to result from repeated sequence of
phagocytosis, death of phagocytes due to a-particle-irradiation and rephagocytosis.

The half time clearance from the liver was 56 days in the animals injected with 36 pnCifkg of
polymeric plutonium and 150 days in those given 15 puCi/kg. Rapid increase of lung burden was
observed at 21 days and 42 days, respectively. Polymeric plutonium in cdamaged phagocytes may
leave the liver sinusoid and make embolisms in capillaries in lung and kidney. The severer short-term

damage in spleen after micrometer-sized polymeric plutonium compared to monomeric plutonium at
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equivalent initial concentrations was consequently due to a higher cumulative radiation dose of the
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L #% ¥

TR 7 v b = v a0 NERIEETERA T & 0N 15
Ptk d Pu OBEX I T Blodic, 4o
b =va (LVF Pu (V) &393] BEOE
BB T B 5 FE R R T, Pu (V) ofhic &
DL LDOMINCER L DD = L, kL0
iz kT Pu (IV) OBEEANEDL - L]
BB TS L, 2 ¥ Pu fEELRG) &
FA—ERo Pu (V) RV, ERBHEKD
7Rt =+ IOFT T ARBMELLER, KT
RKoa 5y 7 (LIF star 23%) LLTED
b Pu WERGPINCIFE, s X0y v
SEIABT L, AR LTws s L
B2 T B\ THE L.

AR B\ TIE star Ko L 57 PuiSfho
AEHERBE T oWT #5345, Pu V) o Bk
BT 2@V ICRP FI{T4 19° © isHIT
13 #Pu . X BREEA BB EEL Lo bR
THZERHEBEIRTWED, Bk 5
BTk Pu SO 2B 5% L0 Pu Do
BRI & DANBAP - 440 & O BMROHE ) Pu D)
BT 5 BR &b WHEES 2 bRt
Pu (IV) DR & B GRBE A 2 14 D Pu 4
SN MOBLEFER D —B3 T Cro #iES Loy,
#Pu 1pCi e~y A HE5T5 L, AMELE
e Pu HAp R bT 5 - Loz LT
WA, AT T, Pu i XA BEoM
Tazh iR & & OBhE & OPRE YR T B 7w, A
o LIEZMREIER O Pu (V) %~ v A0
RAE G 5 HERE 1T 72, &<z, Pu 5fio
RERFZE LR ~ v AL B WIS, Mo <7 7 4
YHROF—- 5942757 4 12X BIZET D &
e, MO Pu EOERETV, &
AR Pu OBBEICET 5 - L@ L.

IL EEBMEE&UEE

AR AT Pu g, EREM (=Y R ;

CF§ 15%® NRH, % X0t CF§ 1xRF o-—f04

D KRTEHRY? & AT H D, EBHEDO Pu i
Fefkds LU PuBAGHRERE, SBEHETH O+
—FFOFTTT 4, HEROI Y ed— TS
57 4 bRy vFv— v g VI Y v
— 12 3% e JGIRERTIEE & e BRI AR U s
DTHMET 5.

KFE O K& Pu EEKLRME & /s 5 &
EZibh, 7evHTEO Pulsk (UTF
pm Pu EHEFELTB) 2 F L. Zhi Pu
FEHERE pH 10 & L, o 1c 3NHNO, #k
kb pH 3.0 Licth, &hic pH 9.2 L L1:
LOTHB. ZOBEWK 0.8um JFEOL v L
Y4 A= (2 VET7 MF) 2EWTRR LA
R, BRPO o« BUHEDBL VB his v
ERZbOhE, WHBELT, v73i7r VRT
Eo Pu G (UF s-pm Pu BEME) #f#
L7, il pm Pu 44K 0.8um |,
BO7 402 - X0 HHELTHELRCIERTH
5. BiFE® Pu Bfifkis X0t Pu itk S hb
O Pu iy T, LIFO L 57 e i
Liend, BEIFRER TR G IR 1 Bl S5chH
5. EReERFMA TR L. ittEoFzxR
BeTFhd alifliETchs.

(1) ZpEEgEREO Pu Big{k2 PuEAHO
S Aize—~ v A0 H426PC, Pu f¥L4g 5 Pu #ik
fk - Pu BAED VTR 30uCilke (AT,

(2) pm Pu@EHkL s-pm PuBEAKOBE
DS —~ v A54HA4586PL, Pu $#EfL 5 pm Pu
HEHLT.2pCikg, s-pm Pu FE4{k1.3pCi/kg.

(3) Pu HEEKOELLE L BED HE—~ v
A 3 G5 H4340P5, 78 4v821E, 247 H4y30p5, Pu
#e b4 Pu AR5, 15, 303 X 0385.8uCi/kg,
Pu Hifffk 28.1pCifkg, BE D Au 2 1 Fi
10~20Ci/~ ¥ =

(4)  Pu DR# L FEEMRIE E— 302
BIC Q0BT — & % EM L 1.

Pu o QHEREER (X CFE 1 <o 2% B Wi



252—(66)

Finkel D4{E? [LDgooy 30~40uCifkg) %%
L LT, 25~36pCifkg, WGHEMRER L LTk
1~20pCifkg fgd v fo.

SR BN O T R O TR R O HEE 13 %
ik ORRE R & = DR aEE Ec T 1 B
Hich OWIERE IR LR L. 1 H
Hich OFHRIVH R HEER We, Mk
HiBE ApCi, =2+ —% EMeV L5 &,
51.23A « E/W rad -t 5. Pu a f#oBadH
Pu? B =L F —55.16MeV Lk Lz, #
WoRis Pu (V) ZREEREY Liciak Pu
DI R LM ERE OMAMOEL K E W2
EMTFENG., HEEO TR A 2
VT, T O R RS U TR 5 0 SEER IR
BRLUMH LT, 5% orERE L
Fo i o PP AR AR R 3R o il ) — R %
PR RISy U7 B 5 OB O S {E S A
L7e.

IOI.  EEREKS

(1) SRR Pu B L PuBEEFO
A,

D &Hnfhix

%9, Pu OFIH OB & B R T (6K
B IOBHTSHMOLEEA —F5OF T A%
Bz Uiz, MEOHLD 7 4 A 2 BAEHEE L Pu
LEREa ¥t el B i3 e et Tl L5 = P o -9
oo Tuwaa, Pu Bmdd 5ie ol 24
FBOTHEKEEThHLNBRETE L. Bihcow
T3 Pu B {AEr G 3 BERE 000 2 BAE2FR
Wwbhie., BA%RORLE PuAREFIC T
3D 3 Hik % THIlgic, T2l HRIC s
Wlhgdbhi, PuEBSEHTERVWTRLY
Ecich i,

wic, MAfko B bR E@ZE L. Pu BEHAE
DEE, BN IPRALERISE DR & A & D
AL, KFs X OCEfi NI RS
B MRS B, PulsEogeil, Fig ]
W Lic X o, fARMCETHEHE (LITHE
PARED ©H 2, R, B v v i
JOBRIFCRE L TED bR, Bz T B

AR s e e diss W48 W3 %

TeARBEN DR E i, & OO S h
53 HEETEE L.

Tods, Pu (IV) PAWEFHSLE:, BWo pH 2% 2
T EODAT S W Uiz, Pu MEREE Y pH
1.0, 4.8, 7.0 5 X C11.0 LT Wil LickiER,
pH 11.0 D& O ZJifi, FiHic fREBIErVRE
M, Pl Pu 4760 Pu AR O & B
L. Pu BESEEWEOES pH 4.0 & pH
9.6 wHir Lic. Mhi-CEMo REBLOB s pH
9.6 DFFhc XV &<, ThbokEXH Ib K
cHbH, Pu BEMKTOKEEHY pH > ERH L
ek E B o LR s X O
@ Pu REESMIL pH 9.60RFHC BT XD
R ZE D BT,

2) MEAD T DZER

DT s 7 0d— 504275 2 %BE
L.

D JFEE 3 Pu B4R 54 ENC T single track
DEBD BN, T O FNERDR L E%ETH-
o, L L, EEo® single track iR 27 o 4=
ML B R ORISR L, RES O AR EL
fizmTLoelhhots., ¥, AMCESGEHEOE
fERRT star 5327 o S —fllaR K Bdbh b &
Bicish, Pu OERIZEIT2ESHRESh
7o. Pu B GHROHEIINERIDNNC star 35 X
F single track = LT @D BN, NEHYSHH
R Lic, Bh 1 AROFNEN—ERE DD
DF 7y 7 PO L6, PR 4 F XL OFR
L 1 THofo, star i Pu TEEITVTHh
LRSS i1} ol (SR By ol

@ W 5 Pu B ORREGE i i3E %y
fizm Uiz, PuBEAEO star 244 0z
M cER L, -~ RN BE L, T
NOPELEBEC S o 73FHThoT. i
WA & b PR D S FRIRREC 213 TREREANIC
~7 ) vERMCESE b e F Ty 723N
L.

@ W LUEH; Pu BEEDOHE, EEbk
LUOFHEG 2 BE LR, HHESs X OB
JERC AT b B R PR RIS BRI T b o o, Pu



564 3 H25H

BEGOELETHHENCIEHE I, #
2, WAL Z » 78D %\ star HVEERES B
e R i e LT e, Tods, ke
b Te DIEEDTREE S BESMTH LN
md bR,

@ U vood; Pu BRI A Y VoSl X
ONBMEINEE U v <A Bk < MERERN D Y v i BT
NS EIREE W A 5 2 B, HEiE
BREOTT Y v @ik @il LB L. Pu Bify
R OEEO—#ica + 5y 2 2MEF L, B5
IS AR Lis, Pu mEHHENC B
T, BEIENRIHAT star 35 X OF single track 2%
il LTER» bR,

® Wik X0Zo oMK ; e\, Pu
B e %Esm L, Pu EH
gy ta B ol FiciZo b hic. Bk
T, Pu BE{EaEEARCIESS o
L, AWRFC R &< T 52 LIX BZEZA
fehhotz. Pu EGHOBEL HECHT NS
<, BRANEHR X 9 AREREIC S CEI & il e,
MEABEORMEANEC L7 » 7 %5 THA
Ml A bh oMk Bz, BIF T Pu i
tF, EEEDOWTRLHEE L KHCEL, 0
HRIRTr s ORI S WBAAD - . Tolks,
star % 7c 3 Pu HiARL R E B L OB Oyt
G B bhre.

T D&, Pu Bm A S o TR, B
e E ORI T, DIERIRS A M iy
TIRED F 7 o 723 AL, KM © WSS
DOFEEMMAMIE 2 b M o bhi, ik,
MAm 23EE Lo & X R BRI BER
BRKlCa b5y 72 MRS G E RSB LR -
To.

(2 37r VRTFR PuBigfklr7 i,
v Pu EEEOTEDER

1) &Ec BT A0ME

=~y AIC pm Pu EEHAERS LU s-pm Pu §id
HERE IR LT, @8 or—1r5o
* 27T nuAED, WHOSMEE L.

pm Pu @G kEE 1 HEORE % Fig. 2 iR

253—(67)

Lz, RcB Bt X 512, SO ARBALPF
B, Blgids K OVERi R L, roiail, B
B LD L OBACETE TR bRE. i
DERBAEDK E STHBOTh I D IR E L
Y 5N o

s-em Pu TS SR, 5%, Ak
BT E o oK RERY, BTz s Ton
I PICBEETEL. s-pm Pu B\AEAEL BEA
ORI D KRIETH Y, Bz Bbriz &
A ETRERTLH 5 .

Wit &b, #EAL MR PulighoBsa
EFBETH B DS, FFlEds X OIREEPI DR E40> 15
12 gm Pu BEATRCHCEEECh -, 2Dz
LR RK & WIS EIE EREES M H I &
8% 2 LTS, pm Pu GG EHFEONF
INEPSCRERFINC IR ECR R L, S0 L B 1
&R IcAs, s-pm Pu BEEOEL H/IN3E
JAZA T EE T B © EAMEEE R h, WE R
Wi 2 b %R L.

2) MABPISAE O s X ORI

gm Pu TmAEKOIIC B 54 Fig. 3-A
WS L & 5 @ 48N NERITRC £ 0 5 1o,
W HERS © —SEMR i h @ + T v 2 B20KL
Lo star Bod JE LR, 1 B A
PP PO =154 1, TH#:6 12 :
1, 21 ; 7 1 4 : 1 BLU2H%K; 4+ 3 ¢
1 D% Uiz, Fig. 3-B o star Zrifodffd &
RO EIREEC B2 LT B2 hic star OFI%R L
fz. pm Pu SEGNES LicFBC S VT, B
P is RSBl Ml 022, RS 7 H LA,
SR I sk o SRR 42 A o EhZ B H h
1z,

s-em Pu i AR ONFIEIC B 5 40461 Fig. 4-
ARLIC X 5T, MEN DR X O
RS iz Lic, LaL, Fig 4B o
I S RR2ABC B TR FIHC b 5 v 7 2MRE
L, %44 star K + 5 v 2 B 23 204K Ch -
7o b DH60~80AICHIIN Lz, Zhik PuoER
MELITHET Lo o &Rt 4,

gz BTt Fig. 5-A lo”+ X 51 pm Pu



254—(68) HAREZRMHHYESHE 458 F3H

Fig. 1 Autoradiogram showing polymeric Pu dis- Fig. 2 Autoradiogram showing distribution of mi-
tribution in mouse 3 hours after intravenous in- crometer-sized polymeric Pu in mouse 1 day
jection of 30uCi/kg. Note non-uniform distribu- after intravenous injection.

tion in the liver and spleen.

Fig. 3 Micro-autoradiograms showing distribution of micrometer-sized polymeric plutoniura in the liver.
(A.) At 1 day, and (B.) 42 days after injection. Note a star in the central vein.

Fig. 4 Micro-autoradiograms showing distribution of submicrometer-sized polyreric Pu in the liver.
1 day, and (B.) 42 days after injection. Note increase in number of track per star.
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5B e, By s

Fig. 5 Micro-autoradiograms of mouse spleen. (A.) At 1 day, and (B.) 42 days after injection of micro-
meter-sized polymeric Pu. Note a heavy concentration of Pu throughout the spleen.

7B

Fig. 7 Autoradiograms showing distribution patterns of polymeric Pu after injection of 15pCi/kg in mice.

(A.) At 1 day, and (B.) 92 days after injection.
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Fig. 6 Retention of intravenously injected micrometer-sized and submicrometer-sized poly-

meric Pu in tissues of mice,
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Fig. 8 Average number of autoradiographic hot spots in lung and kidney of mice after in-

jection of 15uCifkg of polymeric Pu.
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Table 1-A  The average radiation dose rate to liver, spleen, lung, kidney and skeleton after
the intravenous injection of 10uCifkg of monomeric Pu or polymeric Pu in mice.

T Da: ift s
i ianit?oner Dose rate (rad per day)
From 1 o 7 21
of Pu i . b
. Mono. Pu 28 29 26 31
Liver
Poly. Pu 45 40 43 54
Mono. Pu 14 16 15 29
Spleen
Poly. Pu 25 29 49 116
Mono. Pu 3 3 2 2
Lung
Poly. Pu ) 2 3 6
Mono. P : .
Kidney ono. Pu 2 1.4 10 1
Poly. Pu 1.1 0.8 0.8 1.1
Skeleton Mono. Pu 8 8 9 | 9
(with marrow) Poly. Pu 5 5 5 | 8

* Mono. Pu : Monomeric Pu

Poly. Pu : Polymeric Pu
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Table 1-B  The average radiation dose rate to tissues after the intravenous injection of 10uCifkg

of micrometer sized or sub-micrometer sized polymeric Pu in mice.

~— a ’
_ ' ]i?ggsct?of;er - - Dose rate (rad per day)
From
of Pu S 1 3 21 42
. Mme-poly, Pu 42 45 38 33
Liver
spm=poly. Pu 29 28 26 21
pm-poly. Pu 39 84 136 243
Spleen
spm-poly. Pu 16 14 16 17
" pm-poly. Pu 17 18 9 7
. spm-poly. Pu 0.8 0.7 0.5 0.3
Kidne pm-poly. Pu 4 3 2 2
ey spm-poly. Pu 3 2 0.7 0.5
Skeleton Hm-poly. Pu 2 2 3 5
(with marrow) sptm-poly. Pu 6 7 7 7

# pm-poly : micrometer sized polymeric Pu

spm-poly : submicrometer sized polymeric Pu

Table 2 The average cumulative radiation dose to liver, spleen, lung, kidney and skeleton
after the intravenous injection of 30xCifkg of monomeric Pu or polymeric Pu in mice.

_— ::‘ ﬁ?giﬁagtner sumulative dose (rad)

of Pu ~ 1 3 7 21

Liver Mono.*Pu 80 240 550 1660

Poly. Pu 136 390 1000 3060

Spleen Mono. Pu 40 130 315 1235

Poly. Pu T4 230 680 4160

Ty Mono. Pu 9 25 60 160

Poly. Pu 8 21 45 220

X Mono. Pu 5 14 30 70

Kidney Poly. Pu 3 10 20 60

Skeleton Mono. Pu 24 70 175 560

| (with maqow) Poly. Pu 15 45 105 370
* Mono. Pu : Monomeric Pu, Poly. Pu : Polymeric Pu

Bb B, Fig. 101 RR Li-. IV. EZ8E LUK

B CifREA R E s &, Pu MEARES
X0 Pu BAARAC T 2 I Il A A B & 25
FIWCZED & RS hiedy, pm Pu EEERT
IIFEBEEAOAR TH - 1.

PRl C1 Pu iR koS Feikiemsbod
BHVEHEE RTLOLH Y AL R L. pm
Pu TAFRECiiE: & A OHEB 2R T Bk
L THY, PuBEEEHEORTFEIKEVHEE
E TR O R~ R X 5 EE Lot
MR R A A Lo o S RTRIET 5,

AREROKEREN B S, mMPEHICRA L Pul
BRI, PR B V) v S8k X ORI
E Oy L OSEME O homeostasis #Efic frEE
RIS T 5 EXBRATHS. BESIh
Pu OB LT, < h oo wRiReE
& = DERESHIC oW T, AR T
SHEEA L oriEEhs, @ PuBEAH
Ok, L ERTFokE R kb Puiiitss
RIERNE L. @ HERFROMAHKAIC Pul
FEIFRIBECHH LT, @ Pu IR X



260—(74)

10~ Liver{Monomeric. Pu) 1E Spleen ( Monomeric Pu)
sfw o @& gy . &
(- -

2 ’:0 } }A_ o

*
A

*fs body weight
e )

%

350 — bl g g vl bl
100 500 1000 5 100 50] 1000 3000
(rad) (rad)

Live rthymeﬂc Pu] 1= Spleen ( Polymeric Fu)
Stw @ " " °

*h body weight
— m
.0
3
L4
(-]
o

ul Loty pylloul e luul Lol
smluoo SUJO 40 100 500 1000 5000
(rad) (rad)

Liver (um polymeric Pu) 1= Spleen (um polymeric Pu)
*! Time after injection

— 5| o @ n e 1d

g _E

o 4y 0:21d

§| w:42d

o ¥,
vl s alunl L1 k
50 100 500 1000 50 100

500 1000
Cumulative dose (rad) Curnulative dose (rad)

Fig. 10 The relationship between cumulative radi-
ation dose and tissue weight of liver and spleen
of mice injected with monomeric Pu (28uCifkg),
polymeric Pu (36uCifkg) or micrometer-sized
polymericPu (17uCijkg).
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