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Introduction
Accessory REE-Y-Th-U minerals from granitoid rocks
have intensively been studied in the last 10 years due to
their indicative properties for the source and evolution
of magmas, thermobarometric parameters, age dating,
etc (Forster, 1998a, 1998b; Gratz, Heinrich, 1997; Montel
et al., 1996; etc). Recently, we employed the electron-
probe method for age dating of monazite from Igralishte
granite pluton (Ograzhden block, Serbo-Macedonian
Massif - SMM) and attained very good correspondence
with the zircon isotopic ages (~240 Ma) (Tarassov et
al., 2004). This result encouraged us to further apply
the method for other Th-U containing accessory minerals
from the pluton and to associate the ages obtained with
definite geological events taken place in the Igralishte
magmatic system. For this purpose, occurrence,
chemical composition, relationships and secondary
alterations of REE-Y-Th-U minerals from Igralishte
pluton were studied and correlated with the age data.
Igralishte pluton is the largest (32 km?) intrusive
body in the Ograzhden block of SMM and is
embedded among high-metamorphic rocks (gneisses,
gneiss-schists and amphibolites). The pluton is mainly
built-up of two-mica (muscovite-biotite) granite.
Another rock variety - leucocratic muscovite granite,
is encountered on the western and northern periphery
of the pluton. Muscovite granite also occurs throu-
ghout the plutonic body in the form of elongated vein-
like thin zones. The geochemical characteristics of
the intrusive (ASI 1.04-1.31) define its rocks as
peraluminous S-type granites crystallized from high-
potassium calc-alkaline magma. The initial strontium
ratio 7Sr/36Sr (0.70804) of the rocks indicates predo-
minant crust source of magma (Zidarov et al., 2004).
Samples for the present report were chosen
from both muscovite-biotite and muscovite granites
and studied by optical microscopy, scanning
electron microscopy (SEM) and electron probe
microanalysis.

Results and discussion

Monazite, xenotime and their alteration products
(thorite/huttonite, uraninite, allanite) are found to be
typical accessory REE-Y-Th-U minerals in the Igrali-
shte granite pluton constituting about 0.3% of its
volume.

Monazite occurs as inclusions in plagioclase and
biotite in the form of pale-yellow anhedral to
hemihedral crystals sized up to 0.5 mm and rarely as
small (<0.05 mm) euhedral crystals. The anhedral
(relic) outlook of the mineral is due to its replacement
by alteration products (apatite and allanite). Typical
microtexture of the monazite replacement is shown
in Fig. 1 and includes central relic monazite core fol-
lowed by zone of pseudomorphic apatite or apatite +
allanite (+thorite) and then by outer mantle of epidote.
The well preserved contours of pseudomorphs
(Fig. 1) indicate that the primary monazite crystals
were euhedral. The epidote zone in all cases
overgrows the pseudomorphs capturing (replacing)
the volume of the matrix (biotite or plagioclase)
minerals. Detailed inspection of granite samples shows
that the degree of monazite replacement varies from
almost intact monazite crystals to complete pseudo-
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Fig. 1. Microtexture of monazite replacement: monazite core
surrounded by pseudomorphic apatite and allanite and
outer epidote corona. SEM, BSE.
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0.1 mm

Fig. 2. Zonal microstructure of monazite. Grain from the
heavy fraction. SEM, BSE image.

morphs after monazite. As a rule, the monazite
replacement in muscovite granite is less developed
than that in muscovite-biotite granite. Monazite
crystals are compositionally zoned (Fig. 2) or almost
homogeneous. The lighter zones in back-scattered
electrons (BSE) image of monazite in Fig. 2 are more
enriched in Th and U (ThO,+UO, is up to 10 wt.%).
The mineral composition is principally the same in
both varieties of granite considered here: the mineral
is monazite-Ce containing up to (wt.%) 13.5 La,0;,
30.0 Ce,03, 4.0 Pr,05, 14.0 Nd,03, 3.5 Sm,0;,
2.0 Gd,05, 9.5 ThO,. Examination of a large number
of monazite crystals by electron probe dating tech-
nique reveals a very interesting fact that the monazite
ages are distributed into two distinct age groups: the
first one covers the range 230-250 Ma that well
corresponds to the zircon isotopic age suggested to
the age of crystallization of Igralishte intrusive
(Zidarov et al., 2004); the second one includes a bit
older ages fluctuating around 300 Ma and found in
muscovite-biotite granites only. It is noticeable that
both types of monazite can not be easily distinguished
using just textural and compositional criteria. For
example, chondrite normalized REE patterns (Fig. 3)
show close similarities for both types of monazite.
The secondary products as well as the replacement
microtextures for the two monazites can be hardly
discerned. Both monazites contain inclusions of the
same minerals - apatite, zircon, quartz, allanite, thorite,
and xenotime. It is noteworthy that the older monazite
crystals show apparent zonal microstructure (Fig. 2)
indicating their crystallization from melt. At the same
time, the younger monazites are commonly more
homogenous. Performing this work we have not
found monazite crystals containing older cores (~300
Ma) and younger periphery (~240 Ma).
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Fig. 3. Chondrite normalized REE patterns of REE-Y-Th-U
minerals from Igralishte pluton. (normalizing data according
to Nakamura, 1977).

Apatite

0.1 mm

Uraninite

Fig. 4. Xenotime relic crystal replaced by pseudomorphic
apatite + uraninite. Grain from the heavy fraction. SEM,
BSE image.

Xenotime is the second after monazite wide-
spread REE-Y-Th-U mineral in the pluton and is
presented by two varieties crystallized under different
conditions. The first one is found only in muscovite-
biotite granite as anhedral and hemihedral crystals
with saturated gray-green color in binocular micro-
scope and size varying between 0.01 and 0.25 mm.
Similarly to monazite, the xenotime considered is
intensively replaced by apatite with uraninite or allanite
(Fig. 4.), which form partial or complete pseudo-
morphs after xenotime. In optical microscope the
aggregates of xenotime and its replacing minerals look
like as well faced monocrystals indicating that the
primary xenotime crystals were euhedral. Besides
the principle components Y,05; and P,Os, the xeno-
time contains up to (wt. %) 0.4 Nd,Os, 1.0 Sm,0;,
2.7 Gd,0;, 1.0 Tb,04, 5.9 Dy,05, 1.2 Ho,0;,
5.0 Er,03, 5.0 Yb,03, thus demonstrating its greater
affinity to heavy REE. From the actinide elements
prevails uranium giving up to 2.3 wt.% of UO,, while
the ThO, content rarely exceeds 1 wt.%. Chondrite



normalized REE patterns of the mineral (Fig. 3) show
a distribution typical for magmatic (granite) xenotime
(Forster, 1998b). Electron probe dating of the mineral
yields ages between 230 and 260 Ma, well corres-
ponding to the ages of the younger monazite.

The second type of xenotime has a distinct
postmagmatic origin and occurs as randomly shaped
grains or veinlets inside the monazite crystals from both
muscovite-biotite and muscovite granites with size not
exceeding 0.01 mm. The mineral is associated with other
postmagmatic phases — thorite and allanite (more rarely).
The chondrite normalized REE pattern of the secondary
xenotime (Fig. 3) differs significantly from the pattern
of magmatic xenotime — the REE distribution curve has
a maximum at Tb-Dy-Ho region.

Other (postmagmatic) REE-Y-Th-U minerals
The total picture of postmagmatic alteration of the
magmatic monazite and xenotime in the Igralishte
pluton is rather complicated. A part of secondary
phases in the apatite zones of replacement is with
much smaller size (<<0.001 mm) and can be hardly
identified using only SEM and electron probe micro-
analysis techniques. Several of the obtained point
microanalyses could be related to phosphates and
carbonates of REE such as britolite, bastnaesite or
calcinsite. However, these data need further confirma-
tion. More reliable data were obtained for secondary
allanite, thorite and uraninite, which are encountered
as comparatively large anhedral crystals (up to 0.03
mm in size). Allanite is a typical postmagmatic REE
mineral in the Igralishte pluton formed mainly after
monazite. Electron-probe analyses define the mineral
as “allanite-Ce” whose chondrite normalized REE
pattern follows the tendencies of the monazite pattern
(Fig. 3.). As a characteristic feature of the secondary
allanite can be considered the almost complete
absence of Th and U in its composition (content below
0.2 wt.%). Thorite and uraninite are secondary
minerals closely related to monazite and xenotime,
respectively. The names “thorite” or “huttonite” (two
polymorphs with ideal formulae ThSiO,) are only
provisionally used here because the structural investi-
gations of these minerals were not provided for the
present study. Besides the principle components ThO,
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and SiO,, “thorite” contains also P,05 (~1 wt.%), UO,
(~8 wt%). The composition of uraninite (ideal formulae
UQO,) is more variable - besides UO, (~85-90 wt.%)
the mineral contains (wt. %) ~2.0 Y,05, ~1.0 Sm,05,
~1.0 Gd,05;. 5.0-10.0 ThO,. The electron probe dating
of both actinide minerals gave rather obscure results.
For example, thorite ages obtained vary in the range
130-180 Ma thus indicating much too young ages for
the postmagamtic processes in Igralishte pluton. Urani-
nite ages (180-220 Ma) are more acceptable, because
they partially correspond to the younger monazite ages.

Concluding remarks
The technique of electron probe age dating of accessory
minerals is a perspective tool for in situ investigation of
primary and secondary processes in magmatic,
metamorphic and hydrothermal systems. As is shown
in the present study the primary magmatic minerals
monazite (“younger monazite”’) and xenotime provide
quite comparable ages of crystallization around 240 Ma.
Almost the same textures of replacement of the two
REE-Y-Th-U minerals were formed during high-
temperature potassium and sodium autometasomatic
processes (formation of metasomatic K-fedspar and
albite) releasing Ca, Th and U from rock-forming
minerals (Th and U were extracted also from monazite
and xenotime). These processes lead to crystallization
of postmagmatic Th, U and REE minerals. Some
discrepancies in the ages obtained by us for actinide
minerals may be related to further alteration of minerals
or to methodological problems which require further
development of the electron probe technique employed.

Monazites of the older age (~300 Ma) proved by
us most probably evidence for more complicated
history of the Igralishte magmatic system and the
magmatic processes in the region. For example, the
older monazite in the granites studied could be
considered as relic form related to Paleozoic mag-
matic events. Its presence in well preserved zonal
forms in the Igraliushte granite most likely indicates
high saturation of the crust magma in REE and P and
close composition of the melted substrate and the
Igralishte intrusive body.
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PABITPOCTPAHEHUME, XUMHNYEH CbCTAB 1 EJIEKTPOHHOCOHIOBO JATUPAHE
HA AKIHECOPHMU REE-Y-TH-U MUHEPAJIA OT UTPAJIMINEHCKUSA T'PAHUTEH
ILTYTOH (OI'PAXKJIAEHCKU BJIOK, CPbBCKO-MAKEJOHCKH MACHUB)

Muxaun Tapacos, Eezenusa Tapacosa

UrpaMIeHCKUsT TIYTOH € Hai-ronsmoto (32 km?)
UHTPY3UBHO TsU10 B OrpaxaeHckus 0nok na CpbrOcko-
Maxenonckusi macuB. M3rpaneH € or ABYCIIOACH
(MyCKOBHUT-OHOTHTOB) TPaHHUT M OT [10-cnabo pasmpo-
CTpPaHEHHS JIEBKOKPAaTeH (MYCKOBHUTOB) TPaHHT.
T'eoxumuunata (ASI=1,04-1,31) u usoronnara (¥Sr/
86Sr=0,70804) xapaKTepUCTHKM TO OHPEIEIAT KaTo
MepaTyMUHUEB S-type TpPaHUT, KpUCTaIU3Upai OT
BHCOKOKAJIMEBO-KaJILIMeBoanKaigHa mMarma. Cropen
CBIIIECTBYBAILMTE JaHHU TUTyTOHBT CE€ € 00pa3yBa
npenu oxonmo 240 Ma (Zidarov et al., 2004). Ot
akuecopHuTe MUHepainu miaBHu Hocutenu Ha REE, Y,
Th u U B rpaHuTHTE Ca MOHAIIUTET, KCEHOTUMBT U
MPOAYKTUTE OT TEXHUTE MPOMEHU — aJlaHWUT, TOPUT/
XBTOHUT ¥ YPAaHUHUT, YHETO 000 KOIMYECTBO PSAKO
Hazsuasa 0,3%. [TbpBrTe HM ONWTH 32 IpUJTAraHe Ha
€IIEKTPOHHOCOHA0BO JMaTHpPaHe BHPXY aKIECOPHH
MOHAITATH OT VIrpalMInieHcKus ITyTOH, TIOKa3axa MHOTO
T00pO CHOTBETCTBHUE C M30TOITHATA M BB3PACT, KOETO
HU TOATHUKHA J]a U3BBPIIUM EIIEKTPOHHOCOHIOBO
natupade u Ha apyru Th-U-ceabpxanm akiecopHu
MUHEepaITi. 3a Ta3! e 0sixa Mog0pany 00pasI KaKTo
OT OMOTHT-MYCKOBHUTOBHUTE, TaKa U OT MyCKOBHTOBHUTE
TPaHUTH Ha WHTPY3HWBA, B KOWTO Ca W3CIEIBaHU
pas3npocTpaHEHNETO, XUMIYHHS ChCTaB U BTOPHYHUTE
n3meHenns Ha REE-Y-Th-U akuecopan munepanu.
VYceranoBenu ca 2 tuna Ce-MOHAUUT, MOKAa3BallH
30HAJIEH CTPOEX, ONMM3BK XUMHUUEH CHCTaB U acCOIlH-
arysi OT Pa3BUTH IO TSAX BTOPUYHH MPOMYKTH, HO C
pasnuuHa Bb3pact — ~240 u ~300 Ma. KcenHotumMbT
Ce Cpella KaTo MarMaTW4eH caMo B JBYCIIOIEHUS
TPaHWT, a KaT0 MOCTMAarMaTu4eH, 3aMecTBaIll MOHa-
uTa, ce (hopMupa U B 1BaTa rpaHuTa. Mojennre Ha
XOHJIpUT-HOpMAaT3UpaHoTo pasmnpenerenie Ha REE Ha
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JIBaTa KCEHOTUMA C€ pa3IN4aBaT, KOETO € CBbP3aHo C
HaOoraTsBaHe Ha IOCTMAarMaTHYHMS KceHOoTHM Ha Tb,
Dy 1 Ho. EnektpoHHOCOHI0BOTO JaTHPaHE, U3BBPILICHO
CaMO BbpPXY MarMaTH4HUsI KCEHOTUM, NOKa3BaT
Bapuanuu B rpanunmte 230-260 Ma, xoero oope chot-
BETCTBA Ha Bb3pacTTa Ha Mo-MJiaaus MOHAIUT (~240
Ma). AnanuTsT e ipeacTraBeH ot Ce-aJlaHUT U B aCOLH-
alys C allaTUT 3aMeCTBa MOHaLUTa. TOPUTHT U ypaHH-
HUTBHT Ca BTOPUIHU MUHEPAITH, PA3BUBALLY CE ChOTBET-
HO 10 MOHAIMTa U KceHoTtuMma. [lomydenure enek-
TPOHHOCOH/IOBH JaTpaHust 32 ypanuauTa (180-220 Ma)
MoraT 1a ObAaT YaCTUYHO NPHETH, HO TE3H 3a TOPUTA
(130-180 Ma) ca TBBpze MIIa/IH, 32 1a OBJAT CBBP3aHH
C XHIPOTEepMaTHO-METaCOMaTUYHATA ACHHOCT Ha
Urpanuinenckata Marmatrasa cucrema. [lomydenure
JaHHU 32 BH3PacTOBHUTE B3aMMOOTHOLICHHUS Ha aKIe-
COPHHTE MHUHEPAJIM C OCTAaHAINTE CKaJ000pa3yBaly
MHHEpaJH, BbTPEIHUAT UM CTPOEXK, a ChIIO U eJIeK-
TPOHHOCOHAOBOTO MM JaTHpaHEe IO03BOJISIBAT Ja Ce
npueme, ye npeau ~240 Ma B MarMaTU4YHU yCIOBUS
ca ce ¢opMHpanyd MOHAIMT U KCeHOTHM. C BHCOKO-
TeMIEpaTypHHU aJIKATHO-aBTOMETACOMATHYHHU ITPOMeE-
HH € CBbP3aHO 00pa3yBaHETo Ha BTopuyHus Ce-alaHuT,
KCEHOTHM, TOPUT/XBTOHUT U YPAaHUHUT. Bb3MoxHU ca
IBe MPUYMHM 32 MO-MIAANUTE €IEKTPOHHOCOHIOBH
BB3pacTi Ha MuHepanute Ha Th-U u ocobeHo Te3u Ha
TOpUTA: WIN TE3W MUHEPAIIM Ca MPEThPIEIH IOIbI-
HUTETHY IPOMEHH MM CHIIECTBYBAT HAKOH METOIMIHH
po0OiIeMu, M3UCKBAILH CBOETO pa3pelaBaHe. YCTaHo-
BeHHTE Mo-crapy MoHarwTH (~ 300 Ma) ce cxBamar
KaTo PEJMKTOBH, a J00pe 3ama3eHusT UM 30HaJeH
CTPOEK CBUETENICTBA, Y€ yIaCTBAILMIT IIPH TOIIEHETO
MaJIC030MCKH POTOIUT € OWJI C MarMaTHYIeH IPOU3XOL.



