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INTRODUCTION

Co-occurrence and biogenetic considerations sug-
gested E-asarone (1) to be the precursor of the struc-
turally unique [2] antiallergic neolignan magnosalicin
(2a) of Magnolia salicifolia [3). Indeed, peracid oxi-
dation of 1 led to 2a, albeit in modest yield and, as
expected, accompanied by the three diastereomers 2b,
¢ and d [4]. It remained to be verified if the in vivo
transformation of 1 proceeds via some stereochemical
control exclusively into 2a, or if, as ir vitro, this com-
pound is also accompanied by its diastereomers. The
present report shows the latter of these alternatives to
be the correct one.

RESULTS AND DISCUSSION

Aniba puchury-minor (Mart.) Mez is a lauraceous
tree, in Amazonia popularly known as ‘casca preciosa
arana’. The investigation of a hexane extract of its
trunk wood led to the isolation of asaraldehyde, O-
methyleugenol, O-methylisoeugenol, isoasarone and
E-asarone (1), in addition to magnosalicin (2a) and
the corresponding diastereomers 2b and ¢ here
reported for the first time as natural products. The
identification of all these compounds relied on full
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2a7 BAr, 8 aMe, 7' BAr
2b 7 0Ar, 8 BMe, 7' 0lAr
2¢ 7 BAr, 8 BMe, 7' cAr
2d 7 0Ar, 8 oMe, 7' BAr

Ar -= 2,4,5=trimethoxyphenyl

spectral interpretations and comparisons with pub-
lished data.

The analyses of an essential oil from leaves (yield
0.5%) revealed the percental composition in ter-
penoids (limonene 1.59, a-copaene 6.58, a-cubebene
2.01, B-cubebene 0.43, cyperene 2.04, a-bergamotene
7.27, B-caryophyllene 5.08, germacrene B 13.42, a-
humulene 0.98, B-farnesene 2.30, germacrene D 4.02,
B-bisabolene 3.94 and spathulenol 6.11). Besides 3,4-
dioxygenated and 3,4,5-trioxygenated phenyl-
propanoids (myristicin 8.43, O-methyleugenol 2.28,
elemicin 23.46 and isoelemicin 8.33) predominated
strongly over 2,4,5-trioxygenated derivatives (E-asa-
rone and isoasarone 1.83). In contrast, in the oils from
stems (yield 0.4%) and barks (yield 0.7%) terpenoids
were not detected and among the phenylpropanoids
2,4,5-trioxygenated derivatives appeared very con-
spicuously, as indicated by the percental composi-
tions, respective, to stem and bark oils (myristicin
7.96, 1.26; O-methylisoeugenol 6.45, 43.10; O-methyl-
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eugenol 17.62, 4.37; isodillapiol 0, 7.88; elemicin 1.30,
1.42, isoelemicin 13.91, 11.87; versus E-asarone and
isoasarone 52.75, 29.95).

EXPERIMENTAL

Trunk wood, leaves, stems and barks were collected
on Serra de Carajas, Municipality of Maraba, Para
State, June 1988. Voucher specimens (no. 131.479)
were deposited at the Herbarium of Museu Paraense
Emilio Goeldi, Belém, Brazil.

Isolation of extractives. Ground trunk wood (6.0
kg) was extracted with hexane under reflux. A portion
(17 g) of the total extract (42 g) was submitted to silica
CC. Elution with hexane-EtOAc mixts gave frs A
(8:2),Band C (7:3), Dand E(1:1). Fr. A (7.2 g) was
further purified by silica CC. Elution with hexane—
EtOAc mixts of gradually increasing polarities gave
O-methyleugenol (49 mg) and O-methylisoeugenol (20
mg). By the same procedure fr. B gave isoasarone and
1 (35 mg). Fr. C was recrystallized from MeOH to
sitosterol (53 mg). Fr. D (0.7 g) was purified by silica
CC. The fr. eluted with CH,Cl,-Me,CO 9:1 was
recrystallized from hexane-EtOAc to asaraldehyde
(22 mg) and 2a (90 mg). Fr. E (2.1 g) was submitted
to repeated silica CC. Elution with CH,Cl,-Me,CO
mixts of increasing polarities and purification by silica
TLC via development with cyclohexane-Me,CO 7:3
gave 2a (17 mg), 2b (17 mg), and 2c (impurified by 2b,
28 mg).
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Analysis of essential oils. Air dried leaves, stems and
barks were submitted to vapour entrainment, yielding
respectively 0.5, 0.4 and 0.7% of essential oil. The oils
were analysed in a quadrupole GC/MS at 70 eV in the
EI mode, using a 30 m (0.25 mm) fused silica capillary
column containing a 0.25 um film of AW-54. Helium
was used as carrier gas, adjusted to a linear velocity
of 33 cm sec™' (measured at 150°). Split flow was
adjusted to a 20:1 ratio. Split-splitless injection of 2
ul of a 1:1000 n-hexane soln was done at 50°. The
temp. was programmed at 4° min~' up to 180° and
then at 20° min~"' up to 250°.
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