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~ [#¥10-13erg 8.5
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7 {oo001} 1.5 1.6 1.4 6.10
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[%10-8 . 0.308
cem2/s] {1070} 5.0 3. 4
Xs {0001} 0.5| 3 0.1
2.1 2.5 3.1
[¥10-%5cm] {1070} 0.4 1 0.2
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J = 4. 19 joul “cal
L = 6. 76x10°% cal kg (0°C)
m = 3X140-28% K g
Ve = 3X10-29 m3
hg = 2. 0x10-4 m
Kg = 14. 2 W,/ mK (0°C)
Ke = 22 W,/ mK (0°C)
Ts —Te = (1. 29xXx104h+3. 99x10-2) R (47)
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Abstract: The growth mechanisms of long prisms with skeletal structures
precipitating in the polar regions are studied by observing the surface micromor-
phology of columnar ice crystals growing in air at high and low supersaturations.
It is concluded that long hollow prisms, that is, long prisms with large skeletal
structures grow by a two-dimensional nucleation mechanism under supersatura-
tion above about 10%, while long prisms with small skeletal structures grow by a
screw dislocation mechanism under supersaturation below about 2%.

1. Introduction

Before the 1980’s there had been only a few observations on snow single crystals
precipitating in the polar regions, long solid prisms (SHiMizu, 1963) and rectangular
crystals (HigucHi, 1968), and on diamond dust type ice crystals (KikucHi and HOGAN,
1979) and so on. The morphology and the growth mechanisms of these polyhedral
crystals have been experimentally studied by Kopavashi (1965), Gonpa and KOIKE
(1982) and GonDa (1983).

Recently, a long hollow prism has been observed at Mizuho Plateau, Antarctica
(SATow, 1983). Thereafter, WADA and GONDA (1985) have quantitatively discussed
the crystallographic properties and the growth conditions of the long hollow prisms
observed at Mizuho Station, Antarctica. Meanwhile, the habit and the morpho-
logical instability of columnar ice crystals grown at low temperatures have been ex-
perimentally studied by GONDA ef al. (1984) and GonpA and Gowmi (1985). Through-
out a series of these studies, the growth mechanisms of long prisms with skeletal
structures have become of major interest.

In this paper, the growth mechanisms of long prisms with skeletal structures
precipitating in the polar regions are discussed on the basis of the surface observations
of the columnar ice crystals grown in air at high and low supersaturations.

2. Experimental Procedures

A growth chamber of ice crystals is described in detail in a previous paper (GonDA
and KOIKE, 1982). The growth chamber is cooled by flowing an electric current of
0-5 amperes to the thermoelectric cooling panels attached at the top and the bottom
of the chamber, keeping a growth substrate at a slightly higher temperature than that
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of an ice plate. The temperature of the growth substrate and the ice plate is controlled
by regulating the electric current to flow to the thermoelectric cooling panels.

When the growth substrate reaches a desired temperature, water vapor is supplied
by keeping the ice plate at a slightly higher temperature than that of the growth sub-
strate. Minute ice crystals are formed in air by inserting 2 cm?® of sufficiently diluted
silver iodide smoke into the growth chamber. Minute ice crystals formed in air fall
quickly and grow on the growth substrate. Growing ice crystals are observed in situ
using a differential interference microscope.

The surface micromorphology of columnar ice crystals was observed in a desired
air pressure after a large polyhedral ice crystal was formed under low air pressure.
The surface photographs were taken using a single-lens reflex camera or a video camera
which is attached at the top of a cylindrical mirror.

3. [Experimental Results

3.1. Columnar ice crystals with large skeletal structures grown under relatively high
supersaturation

Figure 1 shows a columnar ice crystal with large skeletal structures grown in
air of 1.0 atm at —30°C and 8.8% supersaturation. Under this growth condition,
the skeletal structures are formed on the (0001) face of the crystal when the crystal
size reaches about 20 pm. The skeletal structures develop with increasing crystal
size, that is, the crystal becomes more unstable. Here, this crystal is photographed
from the [1120] direction, and because the (1010) face of the crystal is out of focus, a
boundary layer along a-axis of the (1010) faces is invisible. The surface micromor-
phology of columnar ice crystals was observed in order to study the growth mechanisms
of these crystals.

Figure 2 shows the microscopic photographs of the (0001) face of a columnar
ice crystal grown in air of 1.0 atm at —30°C and 13% supersaturation, where the size
ratio ¢/a of this crystal is about 1.5. When we observe the surface micromorphology
of an ice crystal, as the air is introduced into the chamber after a large polyhedral ice
crystal having the size ratio c¢/a nearly equal to unity was formed in air at low pressure,
the size ratio c/a of the ice crystal is relatively small except for the experiments at very
low supersaturation. In the case of this photograph, though the two-dimensional
nuclei at the corners are not visible, it will be evident that the growth layers on the
(0001) face originate in the two-dimensional nuclei at the corners of the crystal. At
21.2 min (b) after the growth stage (a), the center of the (0001) face became concave
in order that the growth layers originated in two-dimensional nuclei did not reach
the center of the (0001) face. At 36.1 min (c), the concave at the center of the (0001)
face became considerably deep by the bunching of the growth layers running near the
center of the crystal. At 46.5 min (d), it is seen that four giant steps were formed on
the (0001) face by the bunching of relatively thin growth layers. At 50.7 min (e),
this phenomenon became more clear. At 58.8 min (f), another new giant step is seen.

Figure 3 shows the video photographs of the (0001) face of a columnar ice crystal
grown in air of 1.0 atm at —15°C and 10% supersaturation, where the size ratio c/a
of this crystal is about 2.6. Here, it is seen that the video scanning lines (dark bold
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Fig. 1. Columnar ice crystal with large skeletal structures grown in air of 1.0 atm ar —30°C and
8.8% supersaturation. (a) 0, (b) 9.9, (¢) 37.3, (d) 76.0, (e) 143.7, (f) 173.6 min.

Fiz. 2. Microscopic photographs of the (0001) face of a columnar ice erystal grown in air of 1.0
atm at —30°C and 13% supersaturation. (a) 0, (b) 21.2, (¢) 36.1, (d) 46.5, (e) 50.7,
(f) 58.8 min.
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200 pm

Fig. 3. Video photographs of the (0001) face of a columnar ice crystal grown in air of 1.0 atm at
—[5°C and 10% supersaturation. (a) 0, (b) 0.3, (¢) 0.5, (d) 1.3, (e) 7, (f) 11.8 min.

lines) run obliquely across the crystal corners. As shown in the figure, in the growth
stage (a) the growth layers (arrows 1) originated in the two-dimensional nuclei at the
corners of the crystal can be seen. At 0.3 min (b) after the growth stage (a), the growth
layers (arrows 1) starting from the other corners can be seen, too. After 0.5 min (c),
it is seen that the growth layers which started from each corner spread along each
edge of the crystal and a circular thick growth layer begins to be formed. Here, a
screw dislocation had emerged near the corner at the top of the right on the (0001)
face of this crystal. Accordingly, the growth layer of the top of the right spreads
toward the center of the (0001) face. After 1.3 min (d), this phenomenon can be
clearly seen. After 7.0 min (e), a circular concave is seen in the center of the (0001)
face. After 11.8 min (f). another thick growth layer advances from the outside to
the center of the (0001) face, and as a result the concave of the (0001) face became a
double bottom.

From these surface observations, the growth layers originated in two-dimensional
nuclei at each corner of the (0001) face at relatively high supersaturation advance
toward the center of the (0001) face, and as a result, large skeletal structures are formed
on the (0001) face.

3.2.  Columnar ice crystals with small skeletal structures grown under low supersaturation

Figure 4 shows a long prism with small skeletal structures grown in air of 1.0
atm at —30°C and 1.4% supersaturation. Under low supersaturation like this, it is
known that long prisms grow by screw dislocations emerged on the (0001) face of the
crystals (Gonpa and Koikg, 1982). In the growth stage (a), the crystal grows in the
state of polvhedral form. However, at 35.4 min (b) after the growth stage (a), small
skeletal structures are formed on the (0001) face and the crystal grows unstablly.  After



112 Takehiko Gonpa, Tadanori Ser and Hideki Gomi

e
i
i

i
G e o
S e
i
i
3

i
e
o

Long prism with small skeletal
structures grown in air of 1.0 atm
at —30°C and 1.4% supersatura-
tion. (a) 0, (b) 354, (¢) 72.5, (d)
141.9, (e) 187.7, (F) 212 min.

72.5 min (c), the (0001) face which became flat came to be unstable again. After
141.9 min (d), it is seen that the skeletal growth on the (0001) face is repeated four
times. After 187.7 min (e), the skeletal growth is repeated five times. After 212
min (f), the polyhedral crystal grows again. As shown in this figure, the stable and
unstable growth is repeated many times at low supersaturation with increasing crystal
size. As a result, many air bubbles are enclosed into the crystal and a long prism
with small skeletal structures grows. Here, there is no skeletal structure at the center
of the (1010) face of this crystal because the growth rate of the (1070) face is very small
as compared with that of the (0001) face, so the (1010) face grows stable.

Figure 5 shows the microscopic photographs of the (0001) face of a columnar
ice crystal grown in air of 1/3 atm at —30°C and 2.8% supersaturation, where the
size ratio ¢/a of this crystal is about 1.5. In the case of this crystal, though a screw
dislocation at the corner is invisible, it is evident that a screw dislocation emerges at a
corner on the (0001) face of the crystal. The reason is that an evaporation pit and evap-
oration layers due to a screw dislocation were formed because the chemical potential
in the position where a screw dislocation emerges is high when the crystal was kept
in an evaporation state. The second is that two-dimensional nuclei are not formed
on the ice crystal surface under such low supersaturation as 2.8% from the theoretical
consideration. In the growth stages (a) and (b), it is understood that relatively thick
growth layers are formed by the bunching of thin growth layers and advance from
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Fig. 5. Microscopic photographs of the (0001) face of a columnar ice crvstal grown in air of 1/3 atm
ar —30°C and 2.8% supersaturation. (a) 0, (b) 0.6, (¢) 2.0, (d) 3.6, (e) 5.1, (f) 8.1 min.

200 pm

Fig. 6. Video photographs of the (0001) face of a columnar crystal grown in air of 1.0 atm at —7°C
and 1.60% supersaturation. (a) 0, (b) 1.0, (¢) 3.0, (d) 5.3, (e) 6.2, (f) 6.7 min.

the outside to the center of the (0001) face. At 2.0 min (c) after the growth stage (a),
a new growth layer advances toward the center of the crystal. After 3.6 min (d),
the giant steps are formed by further bunching of relatively thick growth layers, and
as a result the skeletal structures are formed on the (0001) face. After 5.1 min (e)
and 8.1 min (f), the skeletal structures on the (0001) face tend to diminish and the
(0001) face tends to become stable. However, when the crystal grows further it is
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found that new thin growth layers advance from the outside to the center of the (0001)
face. That is, the growth process of (a)—(f) is repeated many times.

Figure 6 shows the video photographs of the (0001) face of a columnar ice crystal
grown in air of 1.0 atm —7°C and 1.6% supersaturation, where the size ratio c/a of
this crystal is about 1.2. In the figure, it is seen that the video scanning lines (dark
bold lines) run oblique to the crystal edges. In order to increase the supersaturation
in the growth chamber when the air was introduced into the chamber, two-dimensional
nuclei were formed at the corners of the crystal and the deep concave was formed
near the center of the (0001) face (growth stage (a)). After that, the supersaturation
in the growth stage (a) was kept at 1.6%. Therefore, further nucleation at the corners
of the crystal is not formed. In the case of this crystal, a screw dislocation emerges
at the position indicated by an arrow (photograph (f) is the evaporation stage). At
1.0 min (b) after the growth stage (), it is seen that the growth layers with thin steps
run from the outside to the center of the (0001) face. After 3.0 min (c), the deep con-
cave produced when the air was introduced in the chamber diminishes and the growth
layers with relatively thin steps advance in succession toward the center of the (0001)
face. After 5.3 min (d) and 6.2 min (e), the skeletal structure with shallow concave
which is characteristic at low supersaturation is formed by the bunching of the thin
growth layers. After 6.7 min (f), as soon as the crystal is kept in the evaporation
state, the evaporation began to arise preferentially at the dislocation site indicated
by the arrow. It is seen that a circular (0001) facet is also formed by the evaporation
at the center of the concave. Moreover, it will be understood that there are evapora-
tion steps at the edges of the crystal if we carefully observe the surface of this crystal
in evaporation state (f).

Based on the surface observations described above, it is understood that when
screw dislocations emerge near the corners of the (0001) face under low supersaturation,
the skeletal structures are formed on the (0001) face.

4. Discussion

In order to study the growth mechanisms of long hollow prisms precipitating in
the polar regions, the surface micromorphology of columnar ice crystals growing in
air at relatively high and low supersaturations were studied using a differential inter-
ference microscope. As a result, it is understood that the large skeletal structures
formed at high supersaturation are formed by the bunching of thick growth layers
originated in two-dimensional nuclei at the corners of the (0001) face, which advance
from the corners to the center of the (0001) face where the surface supersaturation is
the lowest. Columnar ice crystals with large skeletal structures growing under high
supersaturation remain in the state of unstable growth with increasing crystal size,
and as a result, sheath-like crystals are formed.

On the contrary, small skeletal structures of columnar ice crystals growing under
low supersaturation are formed by the bunching of thin growth layers originated in
screw dislocations which emerge near the corners of the (0001) face. However, when
screw dislocations emerge near the center of the (0001) face of the crystal under super-
saturation below about 2%. The growth layers originated in screw dislocations run
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from the center of the (0001) face to the outward direction, and as a result, polyhedral
ice crystal is formed (figure is not shown). That is, it is understood that the instability
of the (0001) face under low supersaturation depends on screw dislocations emerging
either at the corners or at the center of the (0001) face.

On the other hand, the step height of the growth layers due to two-dimensional
nuclei forming at high supersaturation is high and the step velocity is small, while
the step height of the growth layers due to screw dislocations forming at low super-
saturation is low and the step velocity is large. This fact means that large skeletal
structures and small skeletal structures are formed at high and low supersaturations,
respectively. Moreover, step patterns and step motion on ice crystal surfaces which
was described above are reproducible many times in our experiments. Therefore,
it is concluded that long hollow prisms, that is, long prisms with large skeletal struc-
tures observed at Mizuho Station, Antarctica (Fig. 7), were formed by the bunching
of relatively thick growth layers originated in two-dimensional nuclei at the corners
of the (0001) face.

Fig.7. Lonmg hollow prism observed at =
Mizuho Station, Antarctica (Wapa
and GoND4, 1985). ‘

On the other hand, it is considered that long prisms with small skeletal structures
which have symmetrically many air bubbles inside the crystal (KLiNov, 1960) are
formed by the bunching of thin growth layers originated in the emergence of screw
dislocations near the corners of the (0001) face. When the observations of natural
snow crystals and diamond dust particles under supersaturation below about 2%
are carefully made in the polar regions, the same long prisms as shown in Fig. 4 should
be found.

5. Conclusion

The surface micromorphology of columnar ice crystals growing in air at high
and low supersaturations were observed in order to study the growth mechanisms
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of long prisms with skeletal structures precipitating in the polar regions. The results
obtained in this study are as follows.

1) Large skeletal structures on the (0001) face of columnar ice crystals growing
in air at supersaturation above about 10% are formed by the bunching of relatively
thick growth layers originated in two-dimensional nuclei at the corners of the (0001)
face.

2) Small skeletal structures on the (0001) face of columnar ice crystals growing
in air at supersaturation below about 2% are formed by the bunching of relatively
thin growth layers originated in screw dislocations which emerged near the corners
of the (0001) face.

3) When screw dislocations emerge near the center of the (0001) face of a columnar
ice crystal growing in air at supersaturation below about 2%, the columnar ice crystal
grows in the state of polyhedral form.

4) It is concluded from the experimental results that long prisms with large
skeletal structures precipitating in the polar regions are formed by a two-dimensional
nucleation mechanism under supersaturation above about 10%.

5) Long prisms with small skeletal structures having many air bubbles inside
the crystals should be found when we carefully observe natural snow crystals and
diamond dust particles precipitating in the polar regions.
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Abstract: The morphological instability and the growth mechanism of ice
crystals grown in air at —30°C and at supersaturation below 4% have been ex-
perimentally studied. Whether ice crystals grown under this condition would
develop into long prismatic columns or into thin plates is dependent on the
emergence of active screw dislocations on the {0001} or {1010} faces of the crys-
tals. The morphological instability of ice crystals grown in air at low super-
saturation is related to the emergence of active screw dislocations near the corners
of the {0001} or {1010} faces. From the experimental results, the growth form
and the growth mechanism of snow crystals at low supersaturation observed at
Mizuho Station, Antarctica are discussed.

1. Introduction

Snow crystals precipitating at Mizuho Station, Antarctica are generally formed
under the low absolute humidity. However, in Antarctica where the temperature is
low, high or low supersaturation will be produced by a small variation of water vapor
contents even under nearly constant temperature. Paying attention to single crystals,
we have found by the observations at Mizuho Station (WADA and GONDA, 1985) that
long hollow-prisms (long prismatic columns with large skeletal structures) precipitate
with high frequency under about 10% supersaturation.

On the other hand, in the polar regions, long solid prisms (SHIMIZU, 1963), rec-
tangular snow crystals (HicucHI, 1968), diamond-dust type ice crystals (Kikuchi and
HoaGAN, 1979) and long prisms with skeletal structures which enclose air bubbles inside
the crystals (KLINOV, 1960), etc. have been observed under the circumstance where the
supersaturation is estimated to be small. Thereafter, the growth form and the growth
mechanism of ice crystals have been experimentally studied in order to understand
those of snow crystals observed in the polar regions (KOBAYASHI, 1965; GoNDA and
KOIKE, 1982; GONDA et al., 1984; GoNDa and Gomi, 1985; GONDA et al., 1985). It
has been found by these studies (e.g. GONDA et al., 1985) that ice crystals growing at
the supersaturation above about 10% grow by a two-dimensional nucleation mecha-
nism, while those at the supersaturation below a few % grow by a screw dislocation
mechanism.

The purposes of this article are to study experimentally the morphological insta-
bility and the growth mechanism of ice crystals growing in air at low temperature and
low supersaturation, and from the obtained results, to discuss the growth form and the
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growth mechanism of snow crystals under low supersaturation observed at Mizuho
Station, Antarctica.

2. Experimental

The structure of a growth chamber, the cooling and the temperature control of it,

the supply of water vapor and its measurement, the supply of ice nuclei, etc. have been
described in other papers (KURODA and GONDA, 1984; GONDA et al., 1984), so, further
explanations related to the experimental methods are omitted in this paper.
" To study the morphological instability of ice crystals growing at low temperature
and low supersaturation, ice crystals were formed in air at 3.3 x 10? and 1.0 x 10 Pa at
—30°C and supersaturation below about 4%, and growing ice crystals were observed
in situ using a differential interference microscope attached to a single-lens reflex camera.
Next, the normal growth rates of a polyhedral ice crystal were measured in air at 4.0 x
10 Pa at —30°C and supersaturation below 3%. To keep the physical properties of
the crystal as constant as possible, the normal growth rates of the same crystal were
measured as a function of supersaturation. At the same time, the surface micro-
topography of the crystals was observed using a differential interference microscope
attached to a TV camera.

3. Experimental Results

3.1. Morphological instability of ice crystals grown in air at — 30°C and low supersatu-
ration

Figure 1 shows an example of a columnar ice crystal grown in air at 1.0 x 10% Pa
at —30°C and 1.4% supersaturation. At 12.0 (b) and 39.3 (c) min after the growth
stage (a), the crystal grew preferentially to the (0001} direction and a polyhedral co-
lumnar crystal was formed. From the observations of surface microtopography of
many ice crystals, it is inferred that the growth of this crystal is related to the emergence
of active screw dislocations near a center of the {0001} face. After 50.1 min (d), the
{0001} face of the crystal became unstable and a long prismatic column with small
skeletal structures was formed. At 84.3 min (e), after the initial skeletal structures on
the {0001} face had been enclosed inside the crystal as the air bubbles, the secondary
skeletal structures were formed on the {0001} face. At 97.3 min (f), the {0001} face
bécame stable again and the polyhedral crystal was finally formed. The morphologi-
cal instability under low supersaturation described above, in the later stage of the growth
(d, e), is related to the emergence of active screw dislocations near the corners of the
{0001} face (GONDA et al., 1985). In addition, in the growth stages (e) and (f), the
non-hexagonal columnar crystal was formed by the emergence of active screw dis-
locations on the {1010} face of the crystal.

Figure 2 shows an example of an ice crystal grown in air at 1.0 x 10° Pa at —30°C
and 0.8% supersaturation, whose size ratio c/a is close to unity. From the observa-
tions of the surface microtopography of many ice crystals at low supersaturation, it is
inferred that both the {0001} and {1010} faces of the crystal grew by screw dislocations
which emerged on the both faces. This crystal was photographed from the direction
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Fig. 1. Columnar ice crystal grown in air at 1.0 < 10° Pa at —30°C and 1.4% supersaturation.
(a) 0, (b) 12.0, (¢) 39.3, (d) 50.1, (e) 84.3, (f) 97.3 min.

along g-axis. From the surface microtopography, it is inferred that active screw dis-
locations emerge near the corners of the {1010} face of the right-hand side of the
crystal. That is, the macroscopic steps advance from the outside to a center of the
{1010} face and the shallow concave was formed on the {1010} face (c). After that,
the steps further moved towards the center of the {1010} face and a relatively deep
concave was formed on the {1010} face by the bunching of the growth steps (d, e).
Moreover, the concave became gradually small and the {1010} face became the flat
surface (f) again. In the progressive process of the growth steps, the concave is cap-
tured into the crystal as the air bubbles when the concave on the {1010} face became
comparatively deep (GonpaA and KOIKE, 1982).

Figure 3 shows the instability limit of the {1010} face of columnar ice crystals
grown in air at 3.3x 10" Pa at —30°C and relatively low supersaturation. The mor-
phological instability of the ice crystals under low supersaturation was produced by
active screw dislocations which emerged near the corners of the {0001} face (GoNDA
et al., 1985). As shown in Fig. 1, the morphological instability at low supersaturation
produced by screw dislocations can be repeated such as the stable growth to the un-
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Fig. 2. Ice crystal grown in air at 1.0 < 10° Pa at —30°C and 0.8% supersaturation, whose size ratio
cla is close to unity. (a) 0, (b) 44.7, (¢) 74.6, (d) 89.6, (e) 96.6, (f) 100 min.
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Fig. 3. Instability limit of the {1010} face of columnar ice crystals grown in air at 3.3 10" Pa at
—30°C.

stable growth or vice versa. For example, as shown in Fig. 3, the morphological
instability of the {1010} face under about 2% supersaturation is repeated twice with
increasing crystal size. Furthermore, when ice crystals grow over a long period of
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time, the morphological instability of the crystals is repeated many times. That is, the
morphological instability produced by screw dislocations is drastically different from
that produced by two-dimensional nuclei, which occurs only one time. On the other
hand, the morphological instability of ice crystals depends also on the ratio of growth
rates Ry/R, and the size ratio c¢/a of ice crystals (GonpA and Gowmi, 1985). Here, R,
and R, show the growth rates of the {0001} and {1010} faces of ice crystals, respectively.

3.2. The growth rate and the surface microtopography of ice crystals grown in low air
pressure at —30°C and low supersaturation

Figure 4 shows the supersaturation dependence of the normal growth rates of the
{0001} and {1010} faces of a columnar ice crystal grown in air pressure of 4.0 x 10
Pa at —30°C and low supersaturation. In this growth condition, the resistance of the
volume diffusion of water vapor can be ignored. As shown in the figure, the normal
growth rates of the {0001} and {1010} faces of the crystal quadratically increase with
increasing supersaturation in the region of supersaturation below about 1.5% and
then linearly increase with increasing supersaturation in the region of supersaturation
between 1.5 and 3%. These experimental results coincide with the theoretical con-
sideration by BURTON et al. (1951). Therefore, it is considered that both the {0001}
and {1010} faces of the crystal grow by a screw dislocation mechanism.

Figure 5 shows the video photographs of the {0001} and {1010} faces of ice crystals
grown in air pressure of 4.0x 10 Pa at —30°C and low supersaturation. Here, the
upper crystal is that grown at 1.8% supersaturation while the lower crystal is that
grown at 1.4% supersaturation. In the figure, circular white parts are the cavities
introduced between ice crystals and a growth substrate. As shown in the figure, an
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Fig. 4. Supersaturation dependence of the normal growth rates of the {0001} and {1010} faces
of a columnar ice crystal grown in air at 4.0 X 10 Pa at —30°C.
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Fig. 5. Surface microtopography of the {0001} and {1010} faces of ice crystals grown in air at 4.0
10 Pa at —30°C. The upper and lower crvstals show the {0001} and {1010} faces, respec-
tivelv. (a) 0,(b) 5, (c) 10s;(d) 0, (e) 2,(f) 45s.

active screw dislocation emerges near a corner of the {0001} face (arrow 1), and the
growth layers advance from a center of the screw dislocation. On the other hand,
active screw dislocations emerge on a defect running perpendicularly to the c-axis on
the {1010} face (arrow 1), which may be stacking faults proposed by KoBAyasui and
OHTAKE (1974), and the growth layers move from the centers of screw dislocations to
the outside of the crystal. It is concluded from the experimental results that ice crystals
grown at —30°C and low supersaturation grow by a screw dislocation mechanism.

4. Discussion

The morphological instability and the growth mechanism of ice crystals grown in
air at low temperature and low supersaturation have been experimentally studied.
From the experimental results, the growth form and the growth mechanism of snow
crystals observed at low supersaturation in Antarctica are discussed. The morphologi-
cal instability of ice crystals grown at high supersaturation has been produced only
once in the whole stage of growth (Gonpa and Koikg, 1982, 1983; Gonpa and Yama-
ZAKI, 1982: Gonpa and Gomi, 1985 Gonpa er al., 1984). However, the morphologi-
cal instability of ice crystals grown at low supersaturation is repeated with increasing
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crystal size such as the stable growth to the unstable growth or vice versa (Figs. 1 and
3). In the case of high supersaturation, large skeletal structures have been formed by
two-dimensional nuclei at the corners of the crystals (GonDpA et al., 1985; Wapa and
GoNDA, 1985). In the case of low supersaturation, small skeletal structures have been
formed by the screw dislocations which emerged near the corners of the {0001} face:
this has been confirmed also by the surface observations of ice crystals grown in air at
1.0 x 105 Pa (GoNDA et al., 1985).

Fig. 6. Snow crystals observed at Mizuho Station, Antarctica. Air temperature at a height of
1.5 m above the snow surface is (a) —19.1 and (b) —22.6°C.

Figure 6 shows an example of snow crystals observed at Mizuho Station, Antarctica
on (a) January 5, 1980 and (b) March 19, 1979. Let us discuss the growth mechanism
of snow crystals observed at Mizuho Station from the experimental results described
above and the other experiment (GoNpA and Se1, 1986). Gonpa and Sk (1986) found
that the {0001} and {1010} faces of an ice crystal growing at —7, — 15 and —30°C and
at a supersaturation below 5% grew by a screw dislocation mechanism. Therefore, it
is considered that both the {0001} and {1010} faces of ice crystals growing at a tem-
perature between —7 and —30°C and at supersaturation below 5% grow by a screw
dislocation mechanism. Accordingly, it is inferred that the non-hexagonal polyhedral
snow crystal (a) was formed by the emergence of active screw dislocations near the cen-
ters of alternate {1010} faces of the crystal under low supersaturation. On the other
hand, it is inferred that the non-hexagonal snow crystal with small skeletal structure (b)
was formed by the emergence of active screw dislocations near the corners of alternate
{1010} faces of the crystal under low supersaturation. Furthermore, it is understood
by careful observations of the snow crystal that the morphological instability of the
{1010} face was produced twice or more. Figure 6 shows the characteristics of single
snow crystals formed in Antarctica under low supersaturation.

5. Conclusions

The morphological instability and the growth mechanism of ice crystals grown in
air at low temperature and low supersaturation have been experimentally studied. The
growth form and growth mechanism of snow crystals at low supersaturation observed
at Mizuho Station, Antarctica have been discussed from the experimental results. The
obtained results and the conclusions are as follows.

(1) Whether ice crystals grown under the condition described above grow as long
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prismatic columns or as thin plates depends on the emergence of active screw disloca-
tions on the {0001} or {1010} faces of the crystals.

(2) Non-hexagonal ice crystals grown in air at low supersaturation are formed
when active screw dislocations emerge on some {1010} faces of the crystals.

(3) Skeletal ice crystals (morphological instability) grown in air at low supersatu-
ration are formed when active screw dislocations emerge near the corners of the {0001}
or {1010} faces.

(4) The growth form and the growth mechanism of snow crystals observed in
Antarctica (Fig. 6) can be interpreted by the experimental results described above and
the other experiment (GoNDA and SEe1, 1986).
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MORPHOLOGICAL FEATURES OF COMBINATION OF BULLET-TYPE
SNOW CRYSTALS OBSERVED AT SYOWA STATION, ANTARCTICA

Kunimoto Iwar
Faculty of Education, Shinshu University, Nishinagano, Nagano 380

Abstract: Morphological features of combination of bullet-type snow crystals
replicated at Syowa Station, Antarctica are discussed from observations using a
stereomicroscope. Some stereophotomicrographs of them are shown.

The number of bullets forming the combination was counted. The bullets
with five components were the most frequently observed. The maximum number
of components was ten.

The angles of their c-axes were measured, and found that about 70°, 55° and
88° or their supplementary angle were predominant. In addition, 64° and 78°
were found. These angles may be explained by the CSL theory by T. KOBAYASHI
et al. (J. Cryst. Growth, 32, 233, 1976).

Apparent pyramidal faces of bullet crystals are not the crystallographic pyrami-
dal faces; {1011}, but are mere skeleton structures. These findings will be im-
portant for discussing the optical phenomena in the Antarctic atmosphere.

1. Introduction

It is well known that ice crystals or snow crystals formed at low temperature, such
as in the Antarctic atmosphere and in cirrus or cirrostratus clouds, are mainly of bullet
and columnar types (KiKucHI and YANAIL 1971; HEyMsrFIELD and KNOLLENBERG, 1972).

Size distribution of bullet crystals was investigated by KikucHI (1968). The
angles of the c-axes of bullet crystals were measured by KoBAYASHI ef al. (1976). UYEDA
and KikucHI (1979) studied the three-dimensional configuration of combination of
bullet-type snow crystals.

Up to the present, however, few studies have been made on morphological features
of snow crystals of bullet type, because such crystals have been scarcely observed in
the temperate region.

In this paper, morphological features of combination of bullet-type snow crystals
are discussed from observations using their stereomicrographs.

2. Method of Observation

Replicas of snow crystals are made with one per cent polyvinyl formal in ethylene
dichloride. The number of crystals forming the combination is counted under a stereo-
microscope. The angles of their c-axes were measured from their photomicrographs
taken by placing the c-axes on the horizontal plane using a simple universal stage.

Morphological features are examined by taking the stereophotomicrographs with
the method described by Iwar (1981, 1983).
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THE GROWTH MECHANISM OF ICE CRYSTALS GROWN IN AIR AT A LOW PRESSURE
AND THEIR HABIT CHANGE WITH TEMPERATURE

T. GONDA and T. SEI

Faculty of Science and Technology, Science University of Tokyo,
Noda, Chiba 278, Japan

Resume - La dependance avec la température de la morphologie d'un crlstal de glace
forme dans l'air a 4.0 x 10 Pa avec une sursaturation inférieure & 5 % et le
mécanisme de cette croissance ont été étudiés en faisant des cycles
croissance-évaporation du cristal de glace. La modification de morphologie du
cristal de glace avec la température dans les conditions précédentes coincide
grossmrement avec celle des cristaux de glace formés dans l'air a 1.0 x 105 pa et
on a trouvé que les faces {0001} et {1010} du cristal de glace formé avec une
supersaturation inférieure & 5% croissent par un mécanisme de dislocations vis. La
dépendance avec la température de la morphologie du cristal de glace formé dans ces
conditions peut étre qualltatlvement expllquee par l'anisotropie du coefficient de
condensation et de sa dépendance avec la température.

Abstract

The temperature dependence of the habit of an ice crystal grown in air at 4.0 x
10 Pa under a supersaturation below 5% and its growth mechanism were investigated
by repeating the growth and evaporation of the ice crystal. As a result, the habit
change of an ice crystal with temperature under this growth condition roughly
coincides with that of an ice crystal growing in air at 1.0 x 105 Pa, and it was found
that the {0001} and {1010} faces of the ice crystal grown at a supersaturation below
5% grew by a screw dislocation mechanism. The temperature dependence of the habit of
the ice crystal grown under this growth condition can be qualitatively explained by
the anisotropy of the condensation-coefficient and its temperature dependence.

1. Introduction

It is well-known that the habit of snow crystals growing in air at 1.0 x 107 Pa
varies with temperature (1-3) . The mechanism of the temperature dependence of the
habit change of snow crystals has been studied by several authors {4-6)] . Recently,
a new interpretation of the temperature dependence of the habit change of snow crystals
growing in air at 1.0 x 105 Pa at water saturation has been proposed (7,8] .

Generally speaking, the snow crystals growing in air at 1.0 x lO5 Pa depend on
three processes described below. (1) volume diffusion process of water molecules to
the crystal surfaces (2) surface kinetic process for incorporation of water molecules
into the crystal lattice (3) transport process of the latent heat of sublimation by
conduction. Here, it is considered that the temperature dependence of the habit of
ice crystals growing from the vapor phase is closely related with the surface kinetic
process for incorporation of water molecules into the crystal 'lattice. Therefore, the
study of ice crystal growth under such circumstances as the resistance of the volume
diffusion of water molecules and the resistance of the transport of the latent heat of
sublimation are ignored is very important because under this growth condition,
only the effect of the surface kinetic process of water molecules can be studied.
Accordingly, in this study, ice crystals were grown on a cover glass at various
temperatures in air at 4.0 x 10 Pa.

The studies on ice crystal growth on a substrate at a low air pressure have been
carried out by different researchers (9-12] . Recently, Gonda and Sei ({13} studied
the habit of ice crystals grown on a cover glass in air at 4.0 x 10 Pa and found that
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it depended not only on air temperature but also on supersaturation over ice and
crystal size. The purposes of this paper are teo study the temperature dependence
and the mechanism of the habit change of an ice crystal growing on a substrate in
air at 4.0 x 10 Pa and at a relatively low supersaturation.

2. Experimental

A growth chamber and the method of its measurement are described in detail in a
vrevious paper (14) . Ice crystals were nucleated in air at 4.0 x 10 Pa at -7, -15
and -30 C and at 1.9% supersaturation by inserting a small amount of silver iodide
smoke into the growth chamber. The temperature dependence of the habit change of an
ice crystal was measured at 300 um in size by repeating the growth and evaporation of
the same ice crystal.

Next, to investigate the growth mechanism of the (0001} and 110101 faces of the
ice erystal, the supersaturation dependence of the normal growth rate of these faces
and the supersaturation dependence of the advance rate of macrosteps (step velocity)
on these faces were measured, and the surface microstructure of the (0001} and |lOIO)
faces was also observed in situ using a differential interference microscope.

3. Experimental results

=12.9 -14.7 -16.8 ~224 -28.6

D — |

200 um

Fig. 1 Temperature variation of the habit of an ice crystal formed under air pressure
of 40 Pa and 1.9% supersaturation

Figure 1 shows the temperature variation of the habit of an ice crystal at 300.4m
in size formed by repeating the growth and the evaporation of the same ice crystal.
In the present experiment, it is found that the transition temperatures from hexagonal
column to hexagonal plate are almost -6.5, -13.5 and =157C,

Figure 2 shows the temperature dependence of the ratio of growth rates of the ice
crystal shown in fig. 1.
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From figs. 1 and 2, at a temperature

above -6.5 C, a hexagonal plate grows; 20
at the temperature range -6.5 to -13.5°C,
a hexagonal column grows; at a tempera-
ture near -14 C, a hexagonal plate grows;
and at a temperature below -15C, a
hexagonal column grows. The habit change
of an ice crystal growing in air at 4.0 x
10 Pa with temperature roughly coincides
with the temperature dependence of the
habit change of an_ice crystal growing

in air at 1.0 x 10 Pa. Here, in the case
of present experiment, the ratio of growth
rates R{O001) /R{1120) of an ice crystal

R[OOOI]/R (n70)

| ad o a s s by | BRSNS IS |

is in the range of 0.5 to 2.0, while the 0 -5 -10 -1 -20 -25 -30 -35
size ratio c/a of ice crystals growing in temperature(°C)

airjat 1.0 x 105 Pa is in the order of i

10 to 10 (15). ig. 2 Temperature dependence of the

ratio of growth rates R (00011/R (1120}
of an ice crystal grown in air at

4.0 x 10 Pa and at 1.9% supersatura-
tion.

Next, the supersaturation dependence
of the normal growth rate of the {0001}
and {1010} faces and the supersaturation
dependence of the advance rate of macrosteps
on the (0001} and {1010} faces of an ice
crystal growing at each temperature were
measured to study the growth mechanism of the ice crystal. o

Figures 3 and 4 show the results at 4.0 x 10 Pa at -7, -15 and -30 C. 1In the
fig. 3, each dotted straight line shows Hertz-Knudsen equation, and each solid curve
shows the theoretical curve when an ice crystal grows by a Screwdislocation mechanism.
ol is the condensation coefficient which means the rate to incorporate water molecules
impinging on the crystal surfaces from the vapor phase into the crystal lattice.
From the comparison of the experiment with the theory, it is considered that the (0001}
and {1010} faces of the ice crystal grown at each temperature and at a supersaturation
below 5% grow by a screw dislocation mechanism.

(b) , (c)

~ 3 aar . w3r ’
1) 0 p, -
£ 2 ! H-K.eq 7 £ H-Keq ,/
=N a a
- ~ {1070} ~ /" {oooi}
o 2+ w2 2 2+ ;. =048
3 K 3 A
< £ <
3 30 3 s fi0o}
& £ &5 =063
) . ) A ,
0 3 6 9 0 3 6 9 0 3 6 9
supersaturation (%) supersaturation (%) supersaturation (%)

Fig. 3 Supersaturation dependence of the normal growth rate of the éOOOl} and
{1010} faces of an ice crystal grown at (a) -7, (b) =15 and (¢) -30°C. Solid
and open circles show the experimental values of the growth rates of the {0001}
and {1010} faces, respectively. ¢ is the condensation coefficient.

On the other hand, the growth steps originated from screw dislocations were
observed on the {0001} and {1010} faces of ice crystals grown at -7, -15 and -30°C.
In the fig. 4, solid and open circles show the experimental values of the step velocity
on the {0001} and {10I0} faces, respectively, and solid and dotted curves show the
theoretical curves of the step velocity originated from a screw dislocation. It is
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considered from the figure that the {0001} and {1010} faces of the ice crystals grown
at each temperature grow by a screw dislocation mechanism.

(a) b) c
—~ 400 A400r( ~400 (e)
a Q
€300 (e € 300
S {00011 {10701 -
5 200 L= =200
o B e ° |
2100 f1070} {00011 Yook . {0001
a a | U
L o , {1010}
» . , . ;@ Liétof“°--‘r“”’i
4 6 4 g 0 2 4 6
supersaturation (%) supersaturation (%) supersaturation (%)

Fig. 4 Supersaturation dependence of the advance rate of macrosteps (step
velocity) on the 10001} and {1010} faces of an ice crystal grown at (a) -7,
(b) -15 and (c) -30°C. Solid and open circles show the experimental values
of the step velocity on the (0001} and (1010} faces, respectively.

4, Discussion

It was found from figs. 3 and 4 that both the {0001} and {1010} faces of an ice
crystal grown at -7, -15 and -30 C and at a supersaturation below 5% grew by a screw
dislocation mechanism. In spite of this experimental fact, as shown in figs. 1 and 2,
how does the habit of an ice crystal grown at 1.9% supersaturation systematically
varies with decreasing temperature three times at a temperature between -0.8 and

-30%C 2
Figure 5 shows the temperature L
100011 //f
/ o

dependence of the condensation coefficient

(=}
ol

of the {0001} and {1010} faces of an

ice crystal grown at -7, -15 and -3OOC and
at 5% supersaturation. As shown in the
figure, it is considered that the temper-
ature dependence of the habit change of

an ice crystal grown in air at 4.0 x 10 Pa
and at a supersaturation below 5% can be
qualitatively explained by the anisotropy
and the temperature dependence of the
condensation coefficiento . That is to i ; .
say, at -7 C, a columnar ice_crystal grows 0 -10 ~20 ~30
as a result of o/ 10001}) o{1010}; at -15°C, temperature ( °C )

a plate-like ice crystal grows as a result

of ol§10I01> ®j0001) ; at —SOOC, a columnar Fig. 5 Temperature dependence of tr.:

(=]
o~
T

<
w
Y

>
N
T

{1070}

condensation coefficient a
=
T

ice crystal grows as a result of condensation coefficient o on the (0001
o {0001} > of1010} . and {1010} faces of an ice crystal grown

Generally speaking, the condensation at -7, -15 and -30C and at 5% super-
coefficientd increases with decreasing saturation. Solid and open circles show
temperature, but the condensation coeffi- the values on the {0001} and (1010}
ciente¢ on the {0001} face of an ice faces, respectively.

crystal grown ag -15"C becomes smaller

than that at -7 C because the number of

growth hillocks on the {0001} face of the ice crystal at —15°C decreases more than
that at -7°C. This fact was found by observing in situ the crystal surfaces using
a differential interference microscope. The growth mechanism of an ice crystal
growing at a temperature above -6.5 C is under investigation.
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5. Conclusions

The temperature dependence and the mechanism of the habit change of an ice
crystal grown in air at 4.0 x 10 Pa and at 1.9% supersaturation was studied by
repeating the growth and evaporation of the ice crystal. The results obtained are as
follows:

(1) The habit of an ice crystal grown in air at 4.0 x 10 Pa and at 1.9% super-
saturation depends on temperature. This experimental result roughly coincides with
thg temperature dependence of the habit change of ice crystals grown in air at 1.0 x
10° Pa.

(2) The {0001}l and {1010} faces of the ice crystal grown at a supersaturation
below 5% grow by a screw dislocation mechanism.

(3) The temperature dependence of the habit of an ice crystal growing in air at
4.0 x 10 Pa and at a relatively low supersaturation can be qualitatively explained by
the anisotropy and the temperature dependence of the condensation coefficient o on
the 10001} and {1010} faces.
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COMMENTS

N.FUKUTA
Question :

I again have a difficulty of understanding your use of screw dislocation mechanism
for snow crystal growth. Do you have any direct evidence of screw dislocation
existence in the crystal ?

Remark :

Your measurement of condensation coefficient seems to be in good agreement with ours
which was done earlier.

Answer @

In our experiments, ice crystals grow on a substrate. It can be considered that
screw dislocations arise when ice crystals nucleate in air by the role of silver
iodide smoke or ice crystals grow on the substrate. Therefore, we can observe the
growth hillocks on the ice crystal surfaces, in a center of which screw dislocations
emerge. In addition, we can observe that the spiral growth steps spread continuously
from the center of the growth hillocks.
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Abstract: The evaporation form and the evaporation mechanism of dendritic
ice crystals grown in air of 1.0 x 10° Pa and at water saturation and polyhedral ice
crystals grown in air of 4.0 X 10 Pa and at relatively low supersaturation are studied.
In the case of dendritic ice crystals, the evaporation preferentially occurs in the
convex parts of the crystal surfaces and in minute secondary branches. On the
other hand, in the case of polyhedral ice crystals, the evaporation preferentially oc-
curs in the parts where screw dislocations or stacking faults emerge. On the basis of
these experimental results, the formation mechanism of single bullets observed at
Mizuho Station, Antarctica is inferred.

1. Introduction

The growth form and the growth mechanism of ice crystals have been studied by
many authors (KoBavasHi, 1961; GonNDA, 1980; BECKMANN and LACMANN, 1982;
KurobpA and LACMANN, 1982; YAMASHITA and AsaNo, 1984; Gonpa and SE1, 1987,
etc.), but the evaporation form and the evaporation mechanism of ice crystals have
not ever been studied. On the other hand, snow crystals formed in natural clouds are
probable to evaporate below the cloud base because below the cloud base, snow crystals
are exposed under the condition of ice subsaturation. Accordingly, it is important
to study not only the growth form but also the evaporation form of ice crystals in
order to presume the formation condition of snow crystals observed on the earth. In
addition, it is important to study the evaporation form as well as the growth form of
ice crystals for understanding the formation mechanism of snow crystals observed in
Antarctica where many of snow crystals may be precipitated at a humidity just above
and just below ice saturation.

KikucHi (1968) inferred that a single bullet was formed by the separation of a
combination of bullets during a free fall. Thereafter, single bullets were also observed
by the other authors (SHIMIZU, 1963; KikucHI and YANAI, 1971; WADA and GONDA,
1985; Twal, 1986).

The purpose of this paper is to study the evaporation form and the evaporation
mechanism of dendritic ice crystals grown in air of 1.0 X 10° Pa and at water saturation
and polyhedral ice crystals grown in air of 4.0x 10 Pa and at relatively low super-
saturation, and to presume experimentally the formation mechanism of single bullets
observed at Mizuho Station, Antarctica (WADA and GONDA, 1985) in order to clarify
KikucHr’s hypothesis (1968), too.
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2. Experimental

A cold chamber used for the growth and evaporation experiments of dendritic
ice crystals growing in air of 1.0 10" Pa and at water saturation is described in a
previous paper (Gonpa and Yamazakl, 1982). Minute ice crystals were formed in
air of 1.010° Pa and at —15°C, by supplying silver iodide smoke into the cold
chamber. Only one of ice crystals nucleated in air was received on a cover glass
previously cooled down to a desired temperature, and the ice crystal was grown at
—15°C and water saturation. The dendritic ice crystal grown under the condition
described here was evaporated at a subsaturation near ice saturation, and the evapora-
tion form was observed using a differencial interference microscope.

Next, a cold chamber used for the growth and evaporation experiments of poly-
hedral ice crystals in air of 4.0 < 10 Pa is described in a previous paper (GoNpA and
Koike, 1982). Polyhedral ice crystals were grown in air of 4.0 10 Pa at —7, —15
and —30°C and relatively low supersaturation and then were evaporated at relatively
low subsaturation. The evaporation form was observed using the same microscope
as that described above.

The reason why the evaporation experiments of ice crystals were carried out in
air of 1.0 10" and 4.0 < 10 Pa is to check the effects of the existence of air on the
evaporation form and the evaporation mechanism of the ice crystals.

3. Experimental Results

3.0, Evaporation form of dendritic ice crystals in air of 1.0 10° Pa and at a sub-
saturation near ice saturation
Figure | shows a dendritic ice crystal with minute secondary branches growing
in air of 1.0 10" Pa and at — 15°C and water saturation (a-d) and then evaporating
at a subsaturation near ice saturation at — 15°C (e-h). As shown in the figure, in the
evaporation stage, as the convex parts on the {0001} face and minute secondary branches

Fig. I. Dendritic ice crystal growing in air of 1.0 % 10° Pa and at —15°C and water saturation
(a—d) and then evaporating at a subsaturation near ice saturation (e=h). (@) 0, (b) 50, (¢)
95,(d) 140 5; (e) 0, (f) 30, (g) 60, (h) 70 5.
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Fig. 2. Dendritic ice crystal growing in air of 1.0 = 10° Pa and atr —13°C and water saturation
(a—d) and then evaporating at a subsaturation near ice saturation (e-h). (a) 0. (b) 35, (¢)
60, (d) 190 5; (e) 0, (f) 15, (g) 25, (h) 35 5.
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Fig. 3. Length along a-axis of a dendritic ice crystal grown in air of 1.0 < 10° Pa and —15°C and
warer saturation vs. time elapsed when the ice crystal evaporates.

(arrow 1) preferentially evaporate, the ice crystal surface becomes smooth.  After that,
the top of primary branches evaporates with the lapse of time (f and g).

Figure 2 shows a dendritic ice crystal growing in air of 1.0 10° Pa and at —15°C
and water saturation (a—d) and then evaporating at a subsaturation near ice saturation
at —15°C (e-h), which was photographed from the direction along the b-axis. In
the growth stage, it is seen that there are the convex parts on both the {0001} and
{1010} faces and under the condition of — 15°C and water saturation, the crystal with
dendritic plates on the top and the bottom of the columnar part finally grows. After
that this crystal was evaporated at a subsaturation near ice saturation (e-h). As
shown in the figure, the minute convex parts on the {1010} face as well as those on the
{0001} face preferentially evaporate, and as a result, the ice crystal surface became
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smooth (¢). In the next stage. the top of the primary branches evaporates with the
lapse of time (f and g).

Figure 3 shows an example of the length along @-axis of a dendritic ice crystal
grown in air of 1.0 10" Pa and at —15°C and water saturation versus time elapsed
when the ice crystal evaporates. In the evaporation stage, the columnar part (a) with
dendritic plates on the top and the bottom is almost constant with the time elapsed.
On the contrary, it is seen that the parts which correspond to the primary branches (a)
abruptly decrease with the lapse of time.

3.2, Surface structure of polyhedral ice crystals evaporating in air of 4.0 10 Pa and

at relatively low subsaturation

Dendritic ice crystals are formed when ice crystals grow in air of 1.03< 10" Pa
and at water saturation, under which the resistance of volume diffusion process of
water molecules is very large. On the contrary, polyhedral ice crystals are formed
when ice crystals grow in air of low pressure and at relatively fow supersaturation,
under which the resistance of volume diffusion of water molecules can be ignored.

Figure 4 shows the surface structure of the {0001} face of a polyhedral ice crystal
growing in air of 4.0 < 10 Pa at —30°C and 1.8% supersaturation (a and b) and then
evaporating at 0.6% subsaturation at —30°C (¢-f). In Fig. 4 (b and d), the bold lines
running obliquely from the top of the left to the bottom of the right are the video
scanning lines. In the growth stage (a and b), it is seen that the growth steps move
from the centers of screw dislocations (arrow ) emerging near the corner of the crystal
to a center of the crystal. On the contrary, in the evaporation stage (c-f), it is seen
that the evaporation steps advance from the centers of screw dislocations emerging
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Fig. 4. Swurface structure of the {0001} face of a polyhedral ice crystal growing in air of 1.0 >
10 Pa ar —30°C and 1.8% supersaturation (a, b) and then evaporating at 0.6 % subsatura-
tion (e=f). (a) 0, (b) 30s; (c). 0, (d) 11, (e) 16, (f) 2] s.



Evaporation Form of Ice Crystals 117

400 pm

Fig. 5. Surface structure of the {0001} face of a polyhedral ice crystal growing in air 1.0 % 10 Pa
at —7°C and 2.0% supersaturation (a, b) and then evaporating at 6.0% subsaturation
(e=f). (a) 0. (b) 25; (¢) 0, (d) 0.5, (e) 1.0, (f) 4.5 s.

200 pym

Fig. 6. Surface structure of the {1010} face of a polyhedral ice erystal growing in air of 4.0
10 Pa ar —15°C and 2.0 supersaturation (a—c) and then evaporating at a subsaturation
near ice saturation (d-f). (a) 0, (b) 9, (¢) 195, (d) 0, (e) 27, (f) 54 s.

near the corner of the crystal to a center of the crystal (¢). In the next stage, the evap-
oration takes place as if we cut the {0001} face at an angle because the evaporation
preferentially occurs at the edges of the crystal with the lapse of time. It is considered
that the streaks running from the crystal edges to a center of the crystal were formed
by the impurities adsorbed on the crystal surface in the growth process.

Figure 5 shows the surface structure of the {0001} face of a polyhedral ice crystal
growing in air of 4.0 10 Pa at — 7'C and 2.0% supersaturation (a and b) and then
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evaporating at 6.0% subsaturation at —7°C (¢-f). In Fig. 5 (a and b), the bold lines
running obliquely from the top of the left to the bottom of the right are the video
scanning lines. It can be understood from the growth hillock emerging on the {0001 ]
face that the source of growth steps is the screw dislocation emerging on the {0001}
face. In the case of evaporation stage (c—f), it is understood from the evaporation pits
emerging on the {0001} face that the source of the evaporation steps is the screw disloca-
tion emerging on the {0001} face. That is to say, when screw dislocations emerge
on the crystal surface, the growth steps or the evaporation steps advance from the
center of screw dislocations under low supersaturation or under low subsaturation,
respectively.

Figure 6 shows the surface structure of the {1010} face of a polyhedral ice crystal
growing in air of 4.0x10Pa at —15°C and 2.09% supersaturation (a-c) and then
evaporating at a subsaturation near ice saturation at —15°C (d-f). In the growth
stage (a—c), the boundary lines formed by the collision of growth steps which come
from the opposite side are seen. In the evaporation stage (d-f), the evaporation pref-
erentially occurs at the position where a stacking fault proposed by Kosayasni and
OHTAKE (1974) emerges perpendicularly to the c¢-axis near the center of the {1010}
face in addition to the evaporation at the edges of the {1010} face: at 27 min after the
evaporation, the linear concave is observed near the center of the {1010} face (arrow 7
in photo e). At 54 min after the evaporation (f), the ridges characteristic of the
evaporation are seen as a result of the disappearance of the {1010} face.

Figure 7 shows the surface structure of the {1010} face of polyhedral ice crystal
evaporating in air of 4.0 10Pa at —7°C and a subsaturation near ice saturation

i lE L im b LR
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Fig. 7. Surface structure of the {1010} face of a polvhedral ice crystal evaporating in air of 4.0 -
10 Pa ar —7"C and a subsaturation near ice saturarion (a, b) and then growing at a su-
persaturation near ice saturation (c—f). (a) 0, (h) 95; (c) 0, (d) 8, (e) 34, (f) 74 ».
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(a and b) and then growing at a supersaturation near ice saturation at —7"C (c-f).
In the evaporation stage, the evaporation preferentially occurs at the portions where
a stacking fault running perpendicularly to the c-axis near the center of the {1010}
face and screw dislocations emerge. As a result, a linear concave formed by evapora-
tion (arrow 7) and many evaporation pits are seen. At 9 s after the evaporation (b),
the advance of evaporation steps is seen. In the earlier growth stage (c). many growth
hillocks are formed together with the traces of the ridges formed during the evapora-
tion process. At 8s after the transformation into the growth stage (d), the {1010}
lace was formed on the ridges, and at the same time, the growth hillocks began to grow.
At 34 s after the growth (e). the {1010} face began to form by the sweeping of the growth
steps. At 74 s after the growth (f), the {1010} face is formed and it is seen that the
growth steps come from the active screw dislocation emerging at the corner of the
top of the right.

4. Discussion

It was found that the minute convex parts on the {0001} and {1010} faces and
minute secondary branches of dendritic ice crystals grown in air of 1.0 10" Pa pref-
erentially evaporated and then the top of the primary branches evaporated. This
experimental fact can be explained by the reason described below. That is to say,
the saturation vapor pressure over minute convex parts of the {0001} and {1010} faces
and minute secondary branches is higher than that over plane surfaces in accordance
with the curvature effect of the surface tension (Gibbs-Thomson's effect). Accord-
ingly, the minute convex parts and the minute secondary branches of the dendritic
ice crystal evaporate when the vapor pressure holds at a subsaturation near ice satura-
tion.

In the next place, it was found that the evaporation of a polyhedral ice crystal
grown in air of 4.0:< 10 Pa preferentially occurs in the portions where the screw dis-
location and the stacking fault emerge. This is because the chemical potential of the
portions where the screw dislocation and the stacking fault emerge is higher than that
of the other portion. The reason why the evaporation experiments of ice crystals
were carried out in air of 1.0 10” and 4.0 < 10 Pa is to check the effects of the existance

Fig. 8. Snow crystals observed at Mizuho Station, Antarctica on March 20, 1979 (WapA and
GaNDaA, [985).
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of air on the evaporation form and the evaporation mechanism of the ice crystals.

Figure 8 shows an example of snow crystals observed at Mizuho Station, Ant-
arctica on March 20, 1979 (WaApA and Gonba, 1985). As shown in the figure,
though the corners and edges of a single bullet are very sharp, the external form of its
narrow part is considerably irregular. The former means that the single bullet was
not formed by the evaporation of the combination of bullets because if the single bullet
was exposed under a subsaturation over ice, whether its external form is deformed
or its corners and edges evaporate and must be cut at an angle. On the other hand,
the latter means that the single bullet was not exposed under a supersaturation over
ice after the formation of the single bullet because if the single bullet was exposed under
a supersaturation over ice, its irregular part grows and must become sharp. Accord-
ingly, it is inferred that the single bullet observed at Mizuho Station was formed under
ice saturation by the breaking of the combination of bullets due to the external force
during a free fall.

5. Conclusions

The evaporation form and the evaporation mechanism of dendritic ice crystals
growing in air of 1.0 10° Pa and polyhedral ice crystals growing in air of 4.0x 10 Pa
were studied. According to the experimental results, the formation mechanism of
single bullets observed at Mizuho Station, Antarctica was inferred. The results ob-
tained in this study are as follows.

1) The evaporation of dendritic ice crystals grown in air of 1.0x10° Pa pref-
erentially occurs in the convex portions of the {0001} and {1010} faces and in the
minute secondary branches, and then the top of primary branches evaporates.

2) The evaporation of polyhedral ice crystals grown in air of 4.0 10 Pa pref-
erentially occurs in the portions where screw dislocations and stacking faults emerge,
and then the corners and edges of the crystals evaporate.

3) It is inferred that the single bullets observed at Mizuho Station, Antarctica
are formed not only by the evaporation of the combination of bullets but also by the
breaking of the combination of bullets due to the external force during a free fall.
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Polyhedral ice crystals are formed at a few % supersaturation in order to clarify experimentally the growth mechanism and the
habit change of ice crystals growing in low air pressure at a temperature of 0 to —30° C. On the basis of the normal growth rates
versus supersaturation, in situ observation of ice crystal surface and the advance rates of steps versus supersaturation, it is concluded
that the {0001} and {1010} faces of ice crystals grow by the vapor—quasi-liquid—solid (V—QL-S) mechanism at a temperature of 0 to
—2°C, while they grow by the BCF mechanism at a temperature of —2 to —30°C. The habit change with temperature of ice
crystals growing in low air pressure is explained by the temperature dependence of the condensation coefficient a, of the {0001} and

{1010} faces.

1. Introduction

The growth of ice crystals from the vapor phase
is one of the important problems of cloud physics,
glaciology and crystal growth. The change in mor-
phology of ice crystals growing in air of 1.0 X 10°
Pa with temperature and supersaturation has been
studied by Nakaya [1], Kobayashi [2], Hallett and
Mason [3], etc. It is well known that the change in
morphology of ice crystals growing in air and
other gases depends also on the volume diffusion
of water molecules towards the crystal surface and
also on the transportation of the heat released by
sublimation [4—6]. Therefore, ice crystals have been
formed under conditions where the resistance of
the volume diffusion of water molecules and the
transportation of the latent heat of sublimation is
ignored in order to study the habit change of ice
crystals growing from the vapor phase [7-10].

Recently, Kuroda and Lacmann [11] and
Kuroda [12] have theoretically interpreted the
mechanism of the habit change with temperature
of ice crystals growing in air of 1.0 X 10° Pa at
water saturation, on the basis of the anisotropy of
the growth mechanism of ice crystals and its tem-
perature dependence. In these papers, the so-called
vapor—quasi-liquid-solid (V-QL-S) mechanism
has been proposed in order to interpret the habit
of ice crystals growing at a temperature near the
melting point. After that, the existence of a quasi-
liquid layer has been confirmed by ellipsometry
[13] and NMR [14] measurements. On the other
hand, the off-faceted morphology of ice crystals
growing from the vapor phase has been observed
at a temperature near the melting point [9,15]. The
purpose of this paper is to form polyhedral ice
crystals under conditions where the ressistance of
the volume diffusion of water molecules and the
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transportation of the latent heat of sublimation is
ignored, and to clarify experimentally the growth
mechanism and the habit change of ice crystals
growing in low air pressure of 40 Pa at a tempera-
ture of 0 to —30°C.

2. Experimental

2.1. Growth chamber and temperature control sys-
tem

Fig. 1 shows the experimental apparatus for in
situ observation of ice crystals growing from the
vapor phase. The surface temperature of a glass
substrate (G) is kept at a desired temperature by
controlling the electric current (2 to 5 A) which
flows to the thermoelectric modules attached at
the bottom surface of the chamber using a PID
type temperature controller (V). A copper—con-
stantan thermocouple as a sensor of the tempera-
ture controller is attached at the position between
the bottom surface of the chamber and the upper
surface of the thermoelectric modules. In this ex-
periment, the temperature of the growth substrate
(G) is held constant with an accuracy of 0.01°C.
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Fig. 1. Experimental apparatus for in situ observations of ice
crystals growing from the vapor phase.

The temperature of the ice plate (F) for a water
vapor supplier is controlled by adjusting finely an
electric current which flows to the thermoelectric
modules. The heat released from the thermoelec-
tric modules is removed by circulating the isopro-
pyl alcohol cooled at a desired temperature using
the circulating refrigerators (Z).

The growth temperature is recorded through a
digital thermometer (b). The analog output of the
thermometer (b) is digitalized using a digital elec-
tronic voltmeter (c) and its values are recorded in
a microcomputer (d) through a GP-IB (general
purpose interface bus) interface unit (g). The tem-
perature difference between the ice plate (F) for
the water vapor supplier and the upper surface of
the growth substrate (G) is digitalized using a
digital electronic voltmeter (a) and recorded in the
microcomputer (d) through the GP-IB interface
unit (g). The thermocouples (h, i) are made of 0.1
mm copper—constantan wires and the growth tem-
perature and the temperature difference between
the water vapor supplier and the growth substrate
are measured with accuracy of 0.01°C.

The growth temperature, the temperature dif-
ference, etc are recorded using a microcomputer
(d) with the method described below.

(1) The time sequence of the growth temperature,
the temperature difference and the supersatura-
tion are recorded using a CRT monitor (f). The
experimental data are printed out using an impact
dot matrix printer (¢) when the experiments are
finished.

(2) When a key of the keyboard is pushed, the
growth time, the growth temperature and the tem-
perature difference are recorded in a floppy disk
and printed out by a printer (e).

2.2. Vacuum system

A rotary vacuum pump (U) is connected to the
growth chamber in order to evacuate the air in the
growth chamber. The air pressure in the chamber
is measured using a Pirani vacuum gauge (S). In
order to avoid the inflow of impurities into the
chamber, a cooling coil tube (T) is inserted be-
tween a rotary vacuum pump (U) and the growth
chamber. A three-way vacuum cock (1) is opened
when silver iodide smoke is supplied or the air in
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the chamber is evacuated. A cock (2) is closed
when an ice crystal grows at a desired growth
condition.

2.3. Optical system

In the present experiment, a reflex-type dif-
ferential interference microscope (H) was used to
observe the surface structure of ice crystals grow-
ing on the growth substrate (G). We must mini-
mize the light which reflects at the positions ex-
cept for the ice crystal surface in order to increase
the detection sensitivity of the microtopography
on the ice crystal surface. Therefore, a glass
window of 0.2 mm in thickness is coated with a
nonreflection film and the under-surface of the
substrate glass of 0.2 mm in thickness is blackened
with black oily ink.

As the reflection factor of light on the ice
crystal surface is comparatively small, a 50 W
halogen lamp is used to detect the microtopog-
raphy of the ice crystal surface. A green inter-
ference filter and a heat insulating filter are also
inserted into the optical path in order to increase

the resolving power of crystal images and to de-
crease the heating of ice crystals by the irradiation
of the light. In this experiment, a 2/3 inch TV
camera (M) with high resolving power (above 650
lines in horizontal resolution) and high sensitivity
(0.3 lux in minimum intensity) is used. A VHS-type
video tape recorder (P) or a U-matic video tape
recorder (Q) through a video timer (N) is used to
detect the crystal images.

3. Experimental results

3.1. The habit change of ice crystals with tempera-
ture

Ice crystals were grown on a glass substrate of
0.2 mm in thickness in low air pressure of 40 Pa at
a temperature of 0 to —30°C. The reason why the
ice crystals were grown in low air pressure of 40
Pa is that under this air pressure, the resistance of
the volume diffusion of water molecules can be
ignored. Under these growth conditions, where the
resistance of the transportation of the latent heat

200 ym

Fig. 2. Ice crystal grown in low air pressure of 40 Pa at —0.7 °C and at 1.7% supersaturation: (a) 0, (b) 6.4, (c) 7.1, (d) 7.4, () 7.6 and
(f) 8.7 min.
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200 pm

Fig. 3. Ice crystal grown in low air pressure of 40 Pa at —30° C and at 2.7% supersaturation: (a) 0, (b) 31, (c) 60, (d) 90, (e) 120 and
(f) 181 s.

of sublimation can be also ignored, the surface
supersaturation becomes equal to the bulk super-
saturation.

Fig. 2 shows an example of an ice crystal grown
in low air pressure of 40 Pa at —0.7°C and 1.7%
supersaturation. The ¢- and b-axes are shown by
arrows. This crystal was photographed from the
direction of the g-axis. Photos a and f indicate the
positive pictures, while photos b to e indicate the
negative pictures. It is known from photo b that
the ice crystal at —0.7°C grows as a plate-like
crystal with smooth {0001} face. On the other
hand, although the {1010} facets are also observed
in the growth stage (b), they disappear in the
growth stage (c). The dark part in the center of the
crystal corresponds to a glittering part because
photos b to e are negative pictures. As seen in the
figure, an ice crystal growing at —0.7°C grows as
a plate-like crystal.

Fig. 3 shows an example of an ice crystal grown
in low air pressure of 40 Pa at —30°C and 2.7%
supersaturation. As the size ratio c/a of the ice
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Fig. 4. Length along the ¢- and a-axes of an ice crystal grown
at —30°C and at 2.7% supersaturation versus the time elapsed.
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crystal grown at —30°C is 1.4, this crystal is a
columnar crystal. The habit change of an ice crystal
growing in low air pressure at relatively low su-
persaturation with temperature is described in de-
tail in a previous paper [16].
Fig. 4 shows the length along the c- and a-axes
of an ice crystal grown at —30°C and 2.7%
supersaturation versus the time elapsed. Solid and
open circles show the experimental values of the
length along c¢- and a-axes of the ice crystal,
respectively. For example, the growth rates of the
{0001} and {1010} faces of the ice crystal were
calculated from this figure using the method of
least squares. That is to say, the growth rates of
the {0001} and {1010} faces can be obtained as
the gradient of straight lines in this figure. The
growth rates of only one ice crystal versus su-
persaturation were measured at various constant
supersaturations by repeating many times the
growth and the evaporation of the same ice crystal.

3.2. Normal growth rates of an ice crystal versus
supersaturation

The normal growth rates of an ice crystal were
measured as a function of supersaturation in order

1.5 —— T 1.8 —— T
i
-~ H.-K.egq. ~ H-Keq.
LR Y 0 ' oy
S ol ! | ol :
L -4 L 4
S0y /a0ty 7 Sr0F /
- 1 ! - 1 /
b ! / o ' g N
c ! /' c i (1010)
- 1 - 1
305K / 4 305t -
° 05 *-I o/o s 05 |
o [ [} o ] A
1] o/ 1
X 4
- L L L !
0 05 1.0 15 0 05 10 15
supersaturation (%) supersaturation (%)
1.5 T T T 15 ; T T
- | H-Kegq - | H-Keq
" w
-~ 1 ~ 1
3 ] 0001) 3
20 ! { 20
- 1 “
H 'l '/ %05
05 b S5t
sosm / s
o 1 / o .
e :
i 4
1 1 - 1 i
0 05 1.0 15 0 05 1.0 15
supersaturation (%)

supersaturation (%)

(a) (b)

Fig. 5. Normal growth rates of the {0001} and {1010} faces of
an ice crystal grown in low air pressure of 40 Pa at (a)

—1.0° C and (b) —1.9° C versus supersaturation.
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Table 1
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Experimental values of the condensation coefficient a;, the critical supersaturation ,, the evaporation energy W of a water molecule,
the specific energy of a step at the vapor/ice interface, v, and at the quasi-liquid/ice interface, vy, the self-diffusion constant of
water molecules in the quasi-liquid layer, D, and the mean migration distance of water molecules on the ice crystal surface, x,

Temperature (° C) Present experiments

Theory [11,18] Other experiments

-10 -19 -31 -7 -15 -30 -4 -7 -15 -30 -15[14 -7to—15[8]
o {0001} 014 007 017 014 039 0.14
{1010} 014 011 013 016 0.32 0.14
oy (%) {0001} 056 035 25 05 17
{1010} 050 038 22 18 27
W (x107% {0001} 64 65 63 8.5
erg/molecule) ({1010} 65 65 6.3 8.5
y (X107 {0001} 15 16 14 6.10
erg/molecule {1010} 098 22 0.47 5.76
Y (X107'¢ {0001} 1.2 26
erg/molecule) {1010} 1.1 1.6 18
Dy (x107% {0001} 6.6 0.308
cm’/s) {1010} 5.0 34 0.308
x5 (X107 cm) {0001} 05 3 0.7 21 25 37
{1010} 04 1 0.2 21 25 37

to study the growth mechanism of the ice crystal
growing in low air pressure at various constant
temperatures.

Fig. 5 shows the normal growth rates of an ice
crystal grown in low air pressure of 40 Pa at (a)
—1.0°C and (b) —1.9°C versus supersaturation.
The dotted lines represented by the Hertz—Knud-
sen equation, the solid curves and the alternate
long- and short-dash curves show the theoretical
curves of the Hertz—- Knudsen equation which gives
the maximum growth rates, the BCF mechanism
[17] and the V-QL~-S mechanism [18], which shows
the growth mechanism of ice crystal covered with
a quasi-liquid layer where screw dislocations out-
crop on the quasi-liquid/ice interface. The solid
and open circles show the experimental values of
the normal growth rates of the {0001} and {1010}
faces of an ice crystal, respectively.

The growth rates of only one ice crystal grown
at various constant supersaturations were mea-
sured by repeating many times the growth and the
evaporation of the same ice crystal. Here, the
surface supersaturation is corrected by measuring
the evaporation point of an ice crystal at every

measurement. Therefore, a very low dispersion in
the normal growth rates was achieved.

From a comparison of the experimental values
and the theoretical curves, it is understood that
the {0001} and {1010} faces of an ice crystal
grown at —1.0°C grow by the V-QL-S mecha-
nism. On the other hand, it is understood that the
{0001} face of an ice crystal grown at —1.9°C
grows by the BCF mechanism, while whether the
{1010} face of the ice crystal grows by the BCF
mechanism or the V-QL-S mechanism is not
determined from only fig. 5.

Fig. 6 shows the normal growth rates of the
{0001} and {1010} faces of an ice crystal grown in
low air pressure of 40 Pa at (a) —3.1°C and (b)
—7°C versus supersaturation. In the figure, the
dotted lines represented by the Hertz—Knudsen
equation, the solid curves and the alternate long-
and short-dash curves show the theoretical ones of
the Hertz—Knudsen equation, the BCF mecha-
nism and the V-QL-S mechanism, respectively.
The other dotted lines show the asymptotes of the
BCF curves. The solid and open circles show the
experimental values of the normal growth rates of
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Fig. 8. Surface structure of the {0001} and {1010} faces of ice crystals evaporating in low air pressure of 40 Pa at —1.0 and —1.4°C,
respectively, Photos (a), (b) and (c) are the evaporation process at 0.2% subsaturation; photos (d), (e) and (f) are the evaporation
process at a subsaturation near ice saturation: (a) 0, (b) 18 and (¢) 60 s; (d) 0, (e) 10 and (f) 49 s.

the {0001} and {1010} faces, respectively. As
shown in the figures, it is seen that the experimen-
tal values of the normal growth rates of the {0001}
and {1010} faces of an ice crystal grown at — 3.1
and —7°C coincide with the BCF theoretical
curves, respectively.

Fig. 7 shows the normal growth rates of the
{0001} and {1010} faces of an ice crystal grown in
low air pressure of 40 Pa at (a) —15°C and (b)
—30°C versus supersaturation. The dotted lines
represented by the Hertz—Knudsen equation, the
solid curves and the other dotted lines show the
theories of the Hertz—Knudsen equation, the BCF
mechanism and the asymptotes of the BCF curves,
respectively. The solid and open circles are the
experimental values of the normal growth rates of

the {0001} and {1010} faces, respectively. As
shown in the figures, it is seen that the experimen-
tal values of the normal growth rates of the {0001}
and {1010} faces of an ice crystal grown at —15
and —30°C coincide with the BCF theoretical
curves, respectively.

Table 1 shows the experimental values of the
condensation coefficient a;, which means the ad-
sorption probability of water molecules from the
vapor phase on an ice crystal surface, the critical
supersaturation o, where the normal growth rate
versus supersaturation relation is transformed from
quadratic to linear, the evaporation energy of a
water molecule, W, the specific energy of a step at
vapor/ice interface, y, and at quasi-liquid/ice
interface, v, the self-diffusion constant of water
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Fig. 9. Surface structure of the {0001} and {1010} faces of ice crystals grown in low air pressure of 40 Pa at —30° C. Photos (a), (b)
and (c) are the growth process at 2.5% supersaturation; photos (d), (¢) and (f) are the growth process at 2.0% supersaturation; the
arrow shows the direction of the ¢-axis: (a) 0, (b) 2 and (c) 19 s; (d) 0, (e) 90 and (f) 180 s.

molecules in quasi-liquid layer, D, and the mean
migration distance of water molecules on ice
crystal surface, x_. For the sake of the compari-
son, the theoretical values [11.18] of W, v, v, and
x. are also shown together with the measurement
under pure water vapor conditions [§] and the
NMR measurement [14]. Here, the intervals of
confidence for a;, o, and W are two digits before

and after the decimal point and those for vy, v,
D, and x, are one digit before and after the
decimal point. It is understood from the table that
the experimental values of W and y agree ap-
proximately with the theoretical ones. On the other
hand, it is understood that the experimental values
of y, are smaller by an order of magnitude than

the theoretical ones, while the values of D, are

(a) (b) (c)
g400r 5400 400
5 5 5
§300- §300— B §300-
g {0001} H {10101 v
5200r 5200 g--—"" 777 5200}
I N = @ v
s v I e £ 0 £ {0001}
g 100 F E%,o’ {1070} g |00,?, {0001} $ 100} * =
2 % g G $ o {1010}
b s 1 L ; ® 1 L , =2 - St e S
0 2 4 6 0 2 4 6 0 2 4 6

supersaturation (%)

supersaturation (%)

supersaturation (%)

Fig. 10. Advance rates of steps on the {0001} and {1010} faces of ice crystals grown in low air pressure of 40 Pa at (a) —7°C, (b)
—15°C and (c) —30°C versus supersaturation, respectively. The solid and open circles show the experimental values of the {0001}
and {1010} faces, respectively.
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larger by an order of magnitude than the value of
the NMR measurement. The explanation of a; is
described in a later section.

3.3. In situ observation of ice crystal surface

In order to clarify the growth mechanism of ice
crystals growing in low air pressure at a tempera-
ture of 0 to —30°C, the experimental values of
the normal growth rates of an ice crystal versus
supersaturation were compared with various
growth theories. As the growth mechanism of ice
crystals depends on their surface microstructure,
in situ observation of their surface structure must
be done.

Fig. 8 shows the surface structure of the {0001}
and {1010} faces of an ice crystal evaporating in
low air pressure of 40 Pa at —1.0 and —1.4°C,
respectively. Photos a to ¢ show the evaporation
process at 0.2% subsaturation. When we carefully
observe the crystal surface, the evaporation pits
are observed on the {0001} facet. On the other
hand, photos d to f show the {1010} faces of an
ice crystal evaporating at a subsaturation near ice
saturation. A v-shaped evaporation groove run-
ning vertically to the c-axis may be concerned
with a stacking fault outcropping on the {1010}
facet. Many evaporation pits are seen near the
edges of the {1010} facet with further evapora-
tion.

On the basis of many in situ observations of the
surface structure of ice crystals growing and then
evaporating under low air pressure, it is under-
stood that the evaporation preferentially occurs at
the positions where a stacking fault or dislocations
with screw component outcrop, and in the growth
stage, they act as the center of growth. That is to
say, a one-to-one correspondence was experimen-
tally found between the growth hillocks formed on
the growing ice crystal surface and the evapora-
tion pits in the evaporation stage [19].

Fig. 9 shows the surface structure of an ice
crystal growing at — 30 ° C. Photos a to ¢ show the
surface structure of the {0001} face. The disloca-
tion density at —30°C is smaller than that of
—15°C. In these photographs, there is only one
growth hillock (arrow 1). On the other hand,
photos d to f show the surface structure of the

{1010} face. A white spot in the center of the
{1010} face is the air cavity formed between the
ice crystal and the growth substrate in the early
growth stage. The black spot which exists at the
right hand side of the {1010} face may be dust
adhered on the lens of the microscope. The video
scanning lines are also seen obliquely at the bot-
tom of the left. In these photographs, no growth
hillock is observed on the {1010} face, but a
small-angle boundary is observed in the center of
the {1010} face. It was confirmed by many surface
observations that some dislocations with screw
component existed at the position where the
small-angle boundary outcropped.

3.4. Advance rates of steps versus supersaturation

In order to determine the growth mechanism of
polyhedral ice crystals grown in low air pressure,
the advance rates of steps versus supersaturation
were measured together with the normal growth
rates of the {0001} and {1010} faces versus super-
saturation and in situ observation of ice crystal
surface.

Fig. 10 shows the advance rates of steps on the
{0001} and {1010} faces of ice crystals grown at
(@ —7°C, (b) —15°C and (c) —30°C versus
supersaturation. In this figure, the solid and open
circles show the experimental values of the {0001}
and {1010} faces, respectively. The solid and
dotted curves show the BCF theoretical ones of
the {0001} and {1010} faces, respectively, which
were calculated using the critical supersaturation
o, and evaporation energy W (table 1). Here, the
mean migration distances x, of admolecules on
the ice crystal surface were chosen so as to fit the
experimental values at a supersaturation below o;.
It is understood that the experimental values of
the advance rates of steps on the {0001} and
{10i0} faces agree approximately with the BCF
theoretical curves at each temperature and at a
supersaturation below o;.

4. Discussion

The normal growth rates of the {0001} and
{1010} faces versus supersaturation and in situ
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Fig. 11. Growth mechanism and the habit change of polyhedral ice crystals growing in low air pressure at a few % supersaturation
with temperature.

observation of the ice crystal surface and the
advance rates of steps versus supersaturation of
ice crystals grown in low air pressure of 40 Pa at a
temperature of 0 to —30°C and at a few %
supersaturation were measured in order to clarify
the growth mechanism and the mechanism of the
habit change of polyhedral ice crystals with tem-
perature.

The growth mechanism and the habit change
with temperature of polyhedral ice crystals grow-
ing in low air pressure of 40 Pa at a few %
supersaturation are summarized in fig. 11. As
shown in the figure, the limiting habit of the ice
crystals changes with decreasing temperature as
follows: the hexagonal plate grows at a tempera-
ture of 0 to —4°C, the hexagonal column grows
at —4 to —10°C, the hexagonal plate grows
again at —10 to —21°C and the hexagonal col-
umn grows at a temperature below —21°C. On
the other hand, the {0001} and {1010} faces of ice
crystals growing at a temperature of 0 to —2°C
grow by the V-QL-S mechanism [18], and those
at a temperature of —2 to —30°C grow by the
BCF mechanism [17]. The growth mechanism of
ice crystals grown at a temperature of 0 to —2°C,
which was determined in the present study, coin-
cides with that proposed by Furukawa et al. [13].

In order to clarify the mechanism of the habit
change of ice crystals with temperature, we must
study the surface kinetics of water molecuies on
ice crystal surface in molecular level. As for the
first step, the condensation coefficient «, of the
{0001} and {1010} faces, which represents the
adsorption probability of water molecules from
the vapor phase on ice crystal surface is shown in
fig. 12 as a function of temperature. As shown in

the figure, the condensation coefficient «; of the
{1010} face decreases monotonously with decreas-
ing temperature in the temperature range of 0 to
—3°C, but increases monotonously with decreas-
ing temperature in the temperature range of —3 to
—30°C. On the other hand, the condensation
coefficient a, of the {0001} face repeats the rise
and fall with decreasing temperature. As a result,
in the temperature range of 0 to —4°C, the
hexagonal plate grows because a;1070; > @y(0001)5
in the temperature range of —4 to —10°C, the
hexagonal column grows because a;(g01) >
®y(1070); in the temperature range of —10 to
—21°C, the hexagonal plate grows because
@ (1070) > @10001; and at a temperature below
—21°C, the hexagonal column grows because

70001} = @1(1070)-

o o o o

N w » (8]
T
L

condensation coefficient «.
=}

L 1 L

0 -10 -20 -30
temperature ( °C )
Fig. 12. Condensation coefficient &, of the {0001} and {1010}
faces of polyhedral ice crystals as a function of temperature.
The solid and open circles show the values of the {0001} and
(1010} faces, respectively.



As for the second step, as the condensation
coefficient a; depends on the surface microstruc-
ture of growing ice crystal, for example, we must
measure the slope of the growth hillocks which are
formed on the {0001} and {1010} faces as a
function of temperature and supersaturation. If
these measurements are carried out, the tempera-
ture dependence of the habit change of ice crystals
growing from the vapor phase will be explained
more clearly.

5. Conclusions

The normal growth rates of the {0001} and
{1010} faces versus supersaturation, in situ ob-
servation of ice crystal surface and advance rates
of steps on the {0001} and {1010} faces versus
supersaturation were measured in order to clarify
the growth mechanism and the temperature de-
pendence of the habit change of ice crystals grow-
ing in low air pressure of 40 Pa at a few %
supersaturation. The results obtained by the pre-
sent experiments are as follows.

(1) The limiting habit of polyhedral ice crystals
growing in low air pressure of 40 Pa at a few %
supersaturation changes repeatedly with decreas-
ing temperature, such as hexagonal plate —»
hexagonal column — hexagonal plate — hexagonal
column.

(2) Ice crystals grown under the conditions de-
scribed above grow by the V-QL-S mechanism at
a temperature of 0 to —2°C, but grow by the
BCF mechanism at a temperature of —2 to
—-30°C.

(3) The habit change of polyhedral ice crystals
growing in low air pressure at a few % super-
saturation with temperature can be explained by

707

the temperature dependence of the condensation
coefficient «; of the {0001} and {1010} faces.
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HABIT OF ICE CRYSTALS GROWN IN AIR AT A LOW
PRESSURE

T. GOoNDA and T. SEI

Faculty of Science and Technology, Science University of Tokyo,
Noda, Chiba 278, Japan

Abstract. Polyhedral ice crystals were grown in air at 0.3 Torr at—7,—15
and—30° C and various constant supersaturations and their habit change was
investigated. Under supersaturation 0<2%, the habit of polyhedral ice
crystals grown in air at low pressure depends on crystal size, but under
8.5%>0>2%, it does not depend on crystal size. At each temperature, the
habit of polyhedral ice crystals grown in air at low pressure depends on
supersaturation. Under supersaturation 0<<2%, the habit of polyhedral ice
crystals does not depend on temperature, but under 8.5%>0>3.0%, it
depends on temperature.

1. Introduction

The growth forms of snow crystals growing in air at 760 Torr (1 atm)
becomes morphologically unstable except for the crystals growing at low
supersaturation. It has been shown that the habit of snow crystals growing in
air at 760 Torr depends on temperature and their morphological instability
depends on supersaturation (KOBAYASHI, 1961). Thereafter it has been shown
that the habit and the morphological instability of ice crystals growing in air
and other gases depend not only on temperature and supersaturation but also
on air pressure and crystal size (ISONO et al., 1957, GONDA and
KOMABAYASHI, 1970, 1971; GONDA, 1976, 1977, 1980). Then, the effects of
gas pressure and crystal size on the habit and the morphological instability of
ice crystals have been studied in detail (GONDA and NAMBA, 1981; NAMBA
and GONDA, 1985). Moreover, it has been found that the size ratio ¢/a of
skeletal ice crystals growing in air and helium gas depends also on
supersaturation (GONDA and KOIKE, 1982a; NAMBA and GONDA, 1985).

From a series of these studies, it has been found that the volume diffusion
process of water molecules towards the crystal surfaces plays an important
role in the growth forms of skeletal ice crystals growing in air and other gases

—
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above and below 760 Torr and the anisotropy of the surface instability of the
crystals exerts a large influence on the change in growth forms of ice crystals.
On the other hand, the theoretical studies of the temperature dependence of
the habit of ice crystals grown in air at 760 Torr have been presented by
KURODA and LACMANN (1982) and KURODA (1982), but the experimental
verification of the theory has not been performed except for experiments
at—30 and—35°C (GONDA and KOIKE, 1982b).

Next, polyhedral ice crystals always grow in air at low pressure where the
resistance of volume diffusion process of water molecules is ignored (LAMB
and SCOTT, 1972; BECMANN and LACMANN, 1982). The systematic study of
the habit change of polyhedral ice crystals under low air pressure has not ever
been performed, but, it was recently found that the habit of polyhedral ice
crystals growing in air at low pressure depended also on supersaturation
(GONDA and KOIKE, 1983; GONDA et al., 1984).

The purpose of this paper is to find the factors which control the habit
change of polyhedral ice crystals growing in air at low pressure where the
resistance of volume diffusion process of water molecules is ignored and to
study the mechanism of habit change of polyhedral ice crystals.

2. Experimental

A growth chamber and the method of measurements are described in
detail in a previous paper (GONDA and KOIKE, 1982b). The indispensable
experimental conditions in the formation of polyhedral ice crystals are as
follows. The first is to lower the partial pressure of air in the growth chamber
in order to reduce the resistance of volume diffusion process of water
molecules. In the case of present experiments, the partial pressure of airis 0.3
Torr.

The second is to keep growth temperature and bulk supersaturation at
the desired values. In order to release the latent heat of sublimation quickly, a
circular cover glass of about 0.2 mm in thickness was contacted with a copper
substrate and ice crystals were grown on the glass. The temperature difference
between an ice plate for supplying water vapor and the growth substrate was
measured by coupling a digital multimeter to a personal computer through a
GP-IP adapter unit. The accuracy of measurements was+0.03°C. The
distance between the ice plate and the growth substrate is 3 mm and the inner
walls of the growth chamber are completely covered by the thermal insulator.

The third is to use a microscope which can measure the surface
microtopography of polyhedral ice crystals. In this study, a reflecting
diferential interference microscope was used. In order to clear the picture
images of the crystals, the nonreflecting film is coated on an observation
window of about 0.2 mm in thickness and moreover, the bottom surface of the
substrate glass is blackened with black oily ink. Ice crystals and their surface
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microtopography were recorded in the video tapes using a TV camera with
high sensitivity and high resotution.

3. Results

Ice crystals were grown at—7, —15 and—30° Cin air at 0.3 Torr where the
resistance of volume diffusion process of water molecules is ignored. Figure 1
shows an example of polyhedral ice crystals grown in air at 0.3 Torr at—15°C
and 0.5% supersaturation. Under low supersaturation, long columns which
are not seen in Kobayashi’s diagram at—15° C grow with high frequency (see
Fig. 4(a)). As seen in the figure, this crystal grows only along c-axis.

Figure 2 shows an example of polyhedral ice crystals grown at 5.5%
supersaturation under the same temperature and air pressure as those in Fig.
1. As shown in the figure, under relatively high supersaturation, plate-like ice
crystals predominantly grow'(see Fig. 4(b)).

Figure 3 shows the ratio of growth rates Rjooo1}/ Rii120 of polyhedral ice
crystals grownin air at 0.3 Torr at—7, — 15 and —30° C versus supersaturation.
In the figure, open circles show the ratio of growth rates of polyhedral ice

l'*l l; l

—_—
100 um

Fic. 1. Columnarice crystal grownin airat 0.3 Torr at —15°C and a supersaturation
of 0.5%, (a) 5.0, (b) 6.0, (c) 9.0, (d) 11.0, (e) 13.0, (f) 28.0 min.
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400 um

Fic. 2. Plate-like ice crystal grown in air at 0.3 Torr at —15°C and a supersaturation
of 5.5%, (a) 0.8, (b) 1.3, (c) 1.8, (d) 2.5, (¢} 3.3, (f) 4.3 min.

crystals below 300 um in size and of the size ratio 3.0=¢/ a=0.7; therefore, the
points plotted in the figure are considerably fewer than the number of ice
crystals observed. Dotted lines are the maximum and the minimum of the
ratio of growth rates, respectively. As a general tendency which is common to
each temperature, it is clear that at low supersaturation g<about 2%,
polyhedral ice crystals of both Roon/ Rpii201> 1.0 and Rjeoory/ Rui2p<1.0 grow
together with those of Ryoeony/ Rinze=1.0. However, at relatively high super-
saturation, only polyhedral ice crystals of Ryooon/ Rii30=1.0 grow, that is, the
size ratios ¢/a of every ice crystals growing at each temperature have a
tendency to approach unity with increasing supersaturation. From these
experimental results, it is understood that the habit of polyhedral ice crystals
growing at low air pressure depends on supersaturation.

Figure 4 shows the formation frequency of columns and plates above 300
pm in size grown in air at 0.3 Torr versus temperature. Under supersaturation
6<2% (Fig. 4(a)), long columns grow with high frequency at each tempera-
ture, that is, the habit of polyhedral ice crystals grown in air at low pressure
does not depend on temperature. However, under 8.5%>0>3% (Fig. 4(b)),
columns grow at—7°C, plates grow at—15°C and at 30°C columns and plates
grow with almost the same frequency, that is, the habit of polyhedral ice
crystals grown in air at low pressure under relatively high supersaturation
depends on temperature.
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FiG. 4. Formation frequency of columns and plates grown in air at 0.3 Torr versus
temperature. (a): Under supersaturation <<2.0%, (b): Under 8.59%,>¢>>3.0%.

Figure 5 shows the size ratio ¢/a of polyhedral ice crystals grown in air at
0.3 Torr at—30°C versus crystal size. At supersaturation g<<about 2% (Fig.
5(aj), the size ratios ¢/ a of polyhedral ice crystals either increase or decrease
with increasing crystal size, that is, the habit of polyhedral ice crystals growing
in air at low pressure under low supersaturation depends on crystal size.
However, at supersaturation 8.5%>0>4% (Fig. 5(b)), in this experiments, the
observational limit of supersaturation is 8.5%), the size ratios c/a of ice
crystals are almost constant with increasing crystal size. The crystal size
dependence of the habit of polyhedral ice crystals growing in air at low
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F16. 5. Size ratio ¢/a of polyhedral ice crystals grown in air at 0.3 Torr at —30°C
versus crystal size. (a): Under supersaturation 0<<2.0%, (b): Under 8.5%>¢>4.0%,.
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pressure at—7 and—15°C also shows the same tendency as that at—30°C.
That is to say, the habit of polyhedral ice crystals growing in air at low
pressure depends on crystal size only when the supersaturation is below about

2%.
4. Discussion

The growth forms of skeletal ice crystals growing in air and other gases at
760 Torr or more is controlled not only by the surface kinetic process of water
molecules on the crystal surfaces but also by the volume diffusion process of
water molecules towards the crystal surfaces. When the later is the rate
determining process, the size ratio ¢/a of skeletal ice crystals would be
determined by an anisotropy of the surface instability of the crystals (NAMBA
and GONDA, 1985).

On the contrary, the habit of polyhedral ice crystals growmg in air at low
pressure where the resistance of volume diffusion process of water molecules
isignored is controlled by the surface kinetic process of water molecules on the
crystal surfaces. In order to interpret the temperature, supersaturauon and
crystal size dependences of the habit of polyhedral ice crystals shown in Figs.
3-5, we must investigate the growth mechanisms of the (0001) and (1010) faces
of polyhedral ice crystals growing in air at low pressure.

Figure 6 shows the supersaturation dependence of the normal growth
rates Ryooo and Ryiize; of polyhedral ice crystals below 280 um in size grown in
air at 0.3 Torr at—15°C, where the growth rate of the (1010) face is converted
into that of the [1120] direction. As shown in the figure, under supersaturation
6<0.7%, both growth rates Rjooo1j and Rniz0) are proportional to the square of
supersaturation ¢; under 6.5%>¢>0.7%, they are proportional to super-
saturation ¢. Except for the critical supersaturation g1, which turns the second
power to the first power of supersaturation and the absolute value of growth
rates, the supersaturation dependences of the growth rates Rjooon and Rz of
polyhedral ice crystals grown at—7 and—30°C show the same tendency as
those at—15°C.

On the other hand, from the observations of the surface micro-
topography of polyhedral ice crystals grown at each temperature, it was found
that screw dislocations emerged on the (0001) and (1010) faces of almost all
crystals. From these experimental facts, it is concluded that the (0001) and
{(1010) faces of polyhedral ice crystals growing in air at low pressure at —7,
—15 and—30°C grow by a screw dislocation mechanism in the region of
measured supersaturation (0<8.5%). Therefore, the experimental results
shown in Fig. 3 are explained as follows. At low supersaturation, as the
growth rate of polyhedral ice crystals is very small, the strain-energy in the
crystals is small. Therefore, it is considered that screw dislocations are difficult
to generate under this growth condition, therefore active screw dislocations
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emerge on either the (0001) or the (1010) faces. Accordingly, the ratio of
growth rates of polyhedral ice crystals becomes either Ryooo13/ Riii27g>1.0 or
Riooon/ Rin300<1.0, and as a result either long prisms or thin plates grow. On
the other hand, at relatively high supersaturation, as the growth rate of
polyhedral ice crystals becomes large, the strain-energy in the crystals is
accumulated. Therefore, it is considered that screw dislocations are easy to
generate under this growth condition, therefore active screw dislocations are
easy to emerge on both the (0001) and the (1010) faces. Accordingly, the ratio
of growth rates of ice crystals Rjooon/ Riinze) approaches unity.

As shown in Fig. 5, the reason why the size ratio ¢/a of polyhedral ice
crystals depends on crystal size at low supersaturation but does not depend on
crystal size at high supersaturation is the same reason as that described above.

As seen 1n Fig. 4, the habit of polyhedral ice crystals grown in air at low
pressure does not depend on temperature under a supersaturation below 2%,
but it depends on temperature under a supersaturation of 8.5%>0¢>3%. The
reason is uncertain in the present stage; however, at each temperature, the
(0001) and (1010) faces of polyhedral ice crystals grow by a screw dislocation
mechanism under measured supersaturations; moreover, it was found that the
supersaturation dependences of step velocity on the (0001) and (1010) faces of
polyhedral ice crystals showed the same tendency among each temperature.
Considering these facts, the possibie explanation of the temperature depen-
dence of the habit of polyhedralice crystals growing in air at low pressure may
relate with an anisotropy of the surface microtopography of polyhedral ice
crystals, that is, an anisotropy of the step separation of thin growth layers due
to the emergence of screw dislocations.

5. Conclusions

Polyhedral ice crystals were grown in air at 0.3 Torr at —7, —15 and
—30°C and various constant supersaturation, and the habit change of
polyhedral ice crystals grown under these environmental conditions where the
resistance of volume diffusion process of water molecules towards the crystal
surfaces is ignored was studied. Results obtained in this study are as follows.

(1) Under supersaturation ¢<<2%, long columns grow with high
frequency together with low frequency of thin plates, but under 8.5%>0>2%,
both short columns and thick plates which the size ratio ¢/a is closer to unity
grow. That is, the habit of polyhedral ice crystals growing in air at low
pressure depends on supersaturation.

(2) Under supersaturation 6<2%, the habit of polyhedral ice crystals
depends on crystal size but under 8.5%>0>>4%, it does not depend on crystal
size.

(3) Under supersaturation 0<<2%, the habit of polyhedral ice crystals
does not depend on temperature, but under 8.5%>0>3.0%, it depends on
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temperature.

(4) The supersaturation dependence of the habit of polyhedral ice
crystals growing in air at low pressure and the crystal size dependence of the
habit of these crystals under a supersaturation below 2% can be explained by
the emergence of active screw dislocations on either the (0001) or (1010) faces
of the polyhedral ice crystals. On the other hand, the temperature dependence
of the habit of polyhedral ice crystals growing under a supersaturation of
8.59%>0>3% can not be explained in the present stage, but the possible
explanation may relate with an anisotropy of the step separation of thin
growth layers due to the emergence of active screw dislocations on the (0001)
and (1010) faces of polyhedral ice crystals.
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Abstract

Polyhedral ice crystals are grown on a growth substrate in a low air pressure
of 40Pa at -7,-15 and -30°C at relatively low supersaturations. The measure-
ments of the normal growth rates of ice crystals versus supersaturation and in
situ observations of ice crystal surfaces are carried out. It is inferred
that the {0001} and {107 0} faces of ice crystals grown under these conditions
grow by the mechanism proposed by Burton,Cabrera and Frank(BCF mechanism).
The habit change of ice crystals with temperature is equivalent to the tem-
perature dependence of the condensation coefficient a1 of the {0001} and {10
10} faces. In this paper,the formation mechanism of non-hexagonal snow crys-

tals observed in the upper atmosphere and in Antarctica is discussed.

l.Introduction

Snow crystals in the upper atmosphere where noctilucent cloud and mother-of-
pearl cloud often occur are formed in air of 1 to 0.1Pa,and their shapes may

be different tfrom those in the lower atmosphere of 1.0x105Pa(Isono and

Iwai,1969,1971) because both the air and vapor pressures are different from

them. On the other hand,snow crystals in Antarctica are generally formed un-



der low temperatures and low humidities(Wada and Gonda,1985). Moreover,as the
air pressure at both Mizuho and South Pole Stations is lower than 1.0x105Pa,
non-hexagonal snow crystals such as trigonal plates,rectangular crystals and
long solid prisms which are rarely observed in Japan have been observed in
Antarctica(Kikuchi and Hogan,1979;Satow,1983). Accordingly,the experiments of
ice crystal growth in a low air pressure and at relatively low supersatura-
tions are important to study the formation nechanism of polyhedral snow crys-
tals in nature.

The normal growth rates of the {107 0} and {0001} faces of polyhedral ice
crystals grown on a substrate in a low air pressure as a function of super-
saturation where the resistance of the volume diffusion of water molecules and
the transport of the latent heat of sublimation are ignored were measured in
order to clarify the growth mechanism of ice crystals growing under conditions
described above. At the same time,in situ observations of ice crystal sur-
faces were carried out,too. Snow crystals in nature are affected by air
velocity(Keller and Hallett,1982), However,as the ftirst step,to clarity the
growth mechanism of polyhedral ice crystals growing at relatively low

supersaturations,in situ observations of the ice crystals on a substrate were

2



carreied out in a stagnant air of a low pressure. In Lhis paper,the tormation

mechanism of non-hexagonal snow crystals observed in the upper atmosphere and

in Antarctica is discussed.



2. Experimental method

The schematic diagram of a growth chamber and the methods of measurement are
described in detail in other paper(Sei and Gonda,1989}. The outline of the
methods of measurement is as follows. The growth chamber is cooled by tlowing
an electric current(2 to 5A) to the thermoelectric modules attached at the top
and bottom surfaces of the chamber. The electric current tlowing to the ther-
moelectric modules is automatically regulated using the electric power sources
of linear control type. The growth temperature was held at constant with an
accuracy of *0,01°C. Water vapor was supplied by making a temperature dif-
ference between an ice plate suppling the water vapor and the growth
substrate. The supersaturation was corrected by ascertaining the evaporation
point of an ice crystal in each experiment and its accuracy is 0.1%.

By inserting a small amount of sufficiently diluted silver iodide smoke into
the chamber,ice crystals were nucleated in a low air' pressure ol 40Pa. A
minute ice crystal sat on a growth substrate was grown under a desired tem-
perature and supersaturation. In the case of ice crystal growth on the
substrate,the resistance ol the transporl of latent heat of sublimalion can be

ignored because the latent heat is yuickly absorbed by the substrate. The



normal growth rates of polyhedral ice crystals as a function of supersatura-

tion were measured at the temperatures of -7,-15 and -30°C when only one ice

crystal was formed within a field of view of a microscope. In order to

clarify the growth mechanism of ice crystals,the surtface structure of ice

crystals grown at these temperatures was observed in situ.



3. Experimental results

3-1. Habit of ice crystals grown in a low air pressure

Figure 1 shows an example of an ice «crystal grown at -7°C and at 2.7%
supersaturation. Two arrows show c¢- and b-axes,respectively. In the
figure,four white spols which are seen in the center of the crystal are air

cavities formed between the

bottom

subsgtrate. The size ratio c¢/b of the

surface

crystal is 1.9, tLhat is,because

of the crystal and the growth

c/a is

1.7,this crystal grows as a hexagonal column.

Figure 2 shows an example of an

supresaturation. The size ratio

c/b

is,because c/a is about 0.4 this crystal

Moreover,the size ratio c¢/b of an

1.6,that is,because c/a is about 1.4 the

The habit change

substrate temperature is described in detail in a

Sei,1988).

ice crystal grown at -15°C and al 2.8%

of the crystal 1is about 0.5,that
grows as a hexagonal plate.
ice

crystal grown at -30°C is about

crystal grows as a hexagonal column.

of ice crystals grown in a low air pressure with different

previous paper(Gonda and

Fo"]



3-2. Normal growth rates of ice crystals versus supersaturation

The normal growth rates were measured as a function of supersaturation in or-
der to clarify the growth mechanism of ice crystals grown in a low air pres-
sure at relatively low supersaturations.

Figure 3 shows the normal growth rates of the {101 0} and {0001} faces of ice
crystals grown in a low air pressure of 40Pa at -7°C versus supersaturation.

In order to keep the error as small as possible,ice crystals below 300um in
size and those from 0.6 to 3.0 in size ratio(c/a) were chosen to measure the
normal growth rates of the {101 0} and {0001} faces. Open and solid circles
represent the experimental values of the normal growth rates of the {101‘9}
and {0001} faces, respectively. The bold solid curves in the upper and lower
graphs are the BCF theoretical ones(see Appendix),in which the values of the
condensation coefficient a1 and the critical supersaturation o1 are deter-
mined to agree with the experimental values. The light solid curve in the
lower graph is the BCF theoretical one of the {101 0} face. Dotted lines rep-
resented by H.-K.eq. are the Hertz-Knudsen equation(see Appendix) which gives
the maximum growth rate, and the other dotted lines are the asymptotes of the

BCF theoretical curves. The condensation coefficient a1 which represents

Fl'g.



the adsorption probability of water molecules impinging on the crystal surtace
from the vapor phase can be obtained from the gradient of the asymptotes.
Figures 4 and 5 show the normal growth rates ot the {107 0} and {0001} faces
of ice crystals grown at -15 and -30°C versus supersaturation,respectively.
Open and solid circles represent the experimental values of the normal growth
rates of the {107 0} and {0001} faces,respectively. The bold solid curves,the
light solid curve,the Adotted lines represented by H.-K.eq. and the other
dotted lines are the same theoretical curves as those described in Fig.3.
From a comparison of the experimental values and theory,it can be inferred
that the {101 0} and {0001} faces of ice crystals grown at -7,;15 and -30°C
grow by the BCF mechanism.

3-3. In situ observation of ice crystal surfaces

It can be confirmed by in situ observations of ice crystal surtaces that the
{0001} and {107 0} faces of ice crystals grow by the BCF mechanism. Figure 6
shows the surface structure of the {0001} and {101 0} ftaces of ice crystals
grown at -7°C and at about 2% supersaturation. As shown in the figure,many
small growth hillocks,that is,raised surface fteatures at the site of emergent

dislocations are observed on the {0001} face(photos a to c),while some growth

F ) 3
4
i(y.

Fj.



hillocks(arrows 1 ) are observed on the {101 0} face,too. It is understood
from photos d to f that the dislocations with a screw component outcrop near
the edge of the crystal and the growth steps advance from a center of the
dislocations. As a result,the boundary lines formed by the collision of
growth steps are observed.

Figure 17 shows the surface structure of ice crystals grown at -15°C and at
about 2% supersaturation. In the figure,three white spots in the center of
the {0001} face(photos a to c¢) are air cavities formed between the bottom sur-
face of the crystal and the growth substrate. In photos b and c¢,the growth
hillocks are represented by the arrows. It is understood that although the
growth hillocksﬁon the {0001} face at -15°C are observed,the density is lower
than that at -7°C. Photos d to f(negative pictures) in the tigure show the
surface structure of the {101 0} face. Two large black parts in the center of
ﬁhe crystal are air cavities formed between the bottom surface of the crystal
and the growth substrate. It is seen that a black line running vertically in
the center of the crystal was deformed by the electrical distortion of the TV
image, It is seen that a growth hillock represented by the arrows 1% in

photos d and e was covered by the growth steps which advanced from the center

Fy.



of the other dislocations{photos e and ). From in situ observations of the

ice crystal surfaces,it was confirmed that ice crystals growing in a low air

pressure at relatively low supersaturations grew by the BCF mechanism.
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4. Discussion

Polyhedral ice crystals were grown on a substrate in a low air pressure of
40Pa at relatively low supersaturations where the resistance of the volume
diffusion of water molecules and the transport of the latent heat of sublima-
tion are ignored. In this study,the normal growth rates of the {0001} and {10
10} faces of ice crystals grown at -7,-15 and -30°C as a function of super-
saturation were measured and in situ observations of ice crystal surfaces were
also carried out. As a result,it is inferred that the {0001} and {101 0}
faces of ice crystals grown under this condition grow by the BCF mechanism.
On the other hand,the habit of ice crystals larger than several hundreds um
grown in a low air pressure is a hexagonal column at -7°C,a hexagonal plate at
-15°C and a hexagonal column at -30°C. The habit change of polyhedral ice
crystals with temperature shows the same tendency as the size ratio c¢/a of the
ice crystals grown in air of 1.0x105Pa with temperature(Kobayashi,1961). In
order to understand the habit change with temperature of ice crystals grown in

a low air pressure,the condensation coefficient a1 of the {0001} and {1071 0}

faces of ice crystals grown at -7,-15 and -30°C were calculated from figs.3 to

Table
/

5(Table 1).
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Although both (the {0001} and {1071 0} faces of polyhedral ice cr&stals grown
at -7,-15 and -30°C grow by the BCF mechanism,the habit of these ice crystals
changes with temperature. The habit change of ice crystals with temperature
is equivalent to the temperature dependence of the condensation coefficient
a1 of the {0001} and {107 O} faces. In order to clarify the temperature de-
pendence of the condensation coefficient « 1,the temperature dependence of the
slope of growth hillocks on these faces will be measured in near future.

Next,let us discuss the formation mechanism of non-hexagonal snow crystals
observed in the upper atmosphere and in Antarctica. ‘In the upper atmosphere,
trigonal plates have been observed in a thin cirriform cloud(Heymsfield,1986).
On the other hand,long solid prisms(Shimizu,1963),thin non—hexagon;i plates
and rectangular crystals(Kikuchi and Hogan,1979; bGonda,Sei and Wada, 1986)
have been observed in Antarctica where the relative humidity is low. The for-
mation mechanism of snow crystals of these unusual type will be explained by
the outcrop of dislocations with a screw component on the {0001} and {IOT 0}
faces as described below. For example,a long solid prism is formed when a
dislocation with a screw component outcrops only on the {0001} face. - The

reason is that at a low supersaturation,although the {10T 0} face can not grow

12



by the BCF mechanism,the {0001} face can grow.» On the other hand,a trigonal
plate 1is formed when the dislocations with a screw component outcrop only on
alternate {107 0} faces. The reason is that at a low supersaturation,although
alternate three {107 0} faces which dislocations do not outcrop can not grow
by the BCF mechanism,other three {107 0} faces which they outcrop can grow
and finally disappear.

5. Conclusions

Polyhedral ice crystals were grown on a substrate in a low air pressure of
40Pa at relatively low supersaturations. The results obtained by many experi-
ments are as follows.

(1) The habit change of polyhedral ice crystals grown in a low air pressure at
relatively low supersaturations. with temperature shows the same tendency as
the change in the size ratio c/a of the ice crystals grown in air at 1.0x105
Pa with temperature.

(2) It is inferred that the {0001} and {107 O} faces of the ice crystals grown
under these conditions grow by the BCF mechanism.

(3) The habit change of ice crystals grown in a low air pressure with tempera-

ture is equivalent to the temperature dependence of the condensation coeffi-

13



cient a1 of the {0001} and {107 0} taces.
(4) Snow crystals of unusual type observed in the upper atmosphere and in An-

tarctica will be interpreted by the outcrop of dislocations with a screw com-

ponent on the {0001} or {101 0} faces.
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Appendix

1.Hertz-Knudsen equation

The maximum growth rate of a crystal surface 1is given by

equation,

Roax =ve *(p-pe )/¥ (27 mkT) (1)

where

ve :molecular volume of an ice crystal

p

tactual water vapor pressure

pe :saturation vapor pressure over ice at temperature T

k

T

:molecular weight of a water molecule

:Boltzmann's constant

tabsolute temperature

16
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2.Growth rate due Lo the BCF mechanism
Burton,Cabrera and Frank(1951) theoretically investigated the surtace kinetic
process of growth +{rom the vapor with the aid of dislocations with a screw

component outcroping on a singular surtface. This is so-called the BCF surface

ditffusion model. The normal growth rate Rsp due to the BCF model is expresed

as follows.

Rsp'—'al ‘a2 *Rmax

a2 ={oc /o1 )-tanh(oc1 /o)

61 =(A/2xs )06

where Rmax 1is given by eq.(1),and

o =(p-pe )/pe

a1 :condensation coefficient which means the adsorption probability of water

17



molecules from the vapor phase on an ice crystal surface
A :distance between spiral steps advanc?ing from a center of dislocation

Xs :mean migration distance of water molecules on an ice crystal surface

18
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Figure captions

Fig.1 : An example of an ice crystal grown in a low air pressure of 40Pa at -7

°C and at 2.7% supersaturation;(a)0,(b)71,(c)80,(d)90,(e)101 and (f)
120s. Two arrows show the direction of the c- and b-axes,
respectively.

Fig.2 : An example of an ice crystal grown in a low air pressure of 40Pa at
-15°C and at 2.8% supersaturation;(a)0,(b)l1,(c)21,(d)31,(e)4]l and
(f)61s. Two arrows show the direction of the c- and b-axes,
respectively. ’

Fig.3 : Normal growth rates of tﬁe {107 0} and {0001} faces of ice crystals
grown in a low air pressure of 40Pa at -7°C versus supersaturation.
The open and solid circles represent the {1071 0} and {0001} faces,
respectively.

Fig.4 : Normal growth rates of the {107 0} and {0001} faces of ice crystals
grown in a low air pressure of 40Pa at -15°C versus supersaturation.
The open and solid circles represent the {107 0} and {0001} faces,

respectively.



Fig.5 : Normal growth rates of the {101 0} and {0001} faces of ice crystals
grown in a low air pressure of 40Pa at -30°C versus supersaturation.
The open and solid circles represent the {1071 0} and {0001} faces,
respectively.

Fig.6 : Surface structure of the {0001} and {107 O} faces of ice crystals
grown in a low air pressure of 409& at -7°C and at about 2% super-
saturation ;(a)0,(b)28 and (c)58s;(d)0,({e)3 and (f)8s.

Fig.7 : Surface structure of the {0001} and {101 0} faces of ice crystals
grown in a low air pressure of 40Pa at -15°C and at about 2% super-
saturation;(a)q,(b)13 and (c¢)19s;(d)0,(e)3 and (f)bs.

Table 1 : Condensation coefficient a1 of the {0001} and {101 0} taces of ice

crystals grown in a low air pressure of 40Pa at -7,-15 and -30°C.
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GROWTH FORMS AND GROWTH MECHANISMS OF SINGLE
SNOW CRYSTALS GROWING AT A LOW TEMPERATURE
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2641, Higashi-Kameyama, Yamazaki, Noda 278

Abstract: Single ice crystals have been grown in air at various constant
pressures at —30°C and various constant supersaturations, and measurements
of normal growth rate and in situ observations of the surface micromorphology
of ice crystals have been made. As a result, it has been found that the habit
and the morphological instability of ice crystals grown at —30°C vary markedly
not only with supersaturation and crystal size but also with air pressure.
On the basis of this study, it is considered that many snow crystals formed
in polar regions at a supersaturation below about 29, grow by a screw mecha-
nism, while at a supersaturation about above 109 they grow by a nucleation
mechanism.

1. Introduction

It has become clear from theoretical studies (KuroDA and LACMANN, 1982;
Kuropa, 1982) and experimental studies (GonDpa, 1977, 1980; GoNDA and KOIKE,
1982a, b) that the habit of small ice crystals grown in air at 1.0 X 10°Pa at a temper-
ature below —22°C depends not only on temperature but also on supersaturation.
Moreover, it has been pointed out that the habit of ice crystals depends also on
crystal size and the external form and internal structure of minute ice crystals below
1-2 pm (GonDA and KOIKE, 1982b).

In order to study the mechanism of the habit change of ice crystals, we must
form polyhedral ice crystals in air at low pressure where the surface kinetic process
for incorporation of water molecules into the crystal lattice is the rate determining
process, and it is necessary to measure the supersaturation dependence of the normal
growth rate of the {0001} and {1010} faces of ice crystals (GoNDA and KOIKE, 1983);
in addition, we must observe the surface micromorphology of growing ice crystals.
Moreover, we should form ice crystals in air at various constant pressures and
should study the effects of air pressure on the normal growth rate of each face of ice
crystals.

The purpose of this study is to infer the growth forms and growth mechanisms
of single snow crystals forming in the polar regions, on the basis of studies of the
air pressure and supersaturation dependences of the growth forms of ice crystals
growing at —30°C and observations of the surface micromorphology of growing ice
crystals at —30°C.
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2. [Experimental Procedures

A cold chamber for in situ observation of ice crystals growing at —30°C has
been described in a previous paper (KURODA and GONDA, 1984). The cold chamber
is designed to independently cool an ice plate for supplying water vapor and a
substrate for ice crystal growth. The chamber is cooled by flowing an electric
current to the thermoelectric cooling panels for the water vapor supply and for the
growth substrate, keeping the ice plate at a temperature lower than that of the
growth substrate. The temperature on the ice plate and on the growth substrate is
accurate to +0.05°C. Temperature control is carried out by automatically turning
on and off the electric current flowing to the thermoelectric cooling panel for ice
plate (2A) and that for growth substrate (5A), using the temperature regulators.

Thereafter, the air in the chamber is evacuated for about 10 min using a vaccum
pump until the air pressure reaches about 4.0X10Pa. When about 3cm® of
sufficiently diluted silver iodide smoke is inserted into the chamber in order to
nucleate ice crystals, keeping the ice plate at a temperature slightly higher than that
on the growth substrate, minute ice crystals are nucleated in air at low pressure at a
constant supersaturation and fall on the growth substrate. Then, the residual air
in the chamber is evacuated for about 1 min for the growth of ice crystals under as
lower pressure as possible, and photomicrographs of ice crystals are taken. Ice
crystals were grown in air at 4.0 10, 3.3 10* and 1.0x 10° Pa at —30°C and under
various constant supersaturations.

3. Experimental Results

3.1. Habit and the morphological instability of ice crystals growing at —30°C

Figure 1 shows a long solid prism grown predominantly in air at 4.0 10 Pa at
—30°C and a supersaturation of 0.7%. In air at 4.0 X 10Pa, the (0001) and (1010)
faces of ice crystals are stable. At a supersaturation of 0.7%, long solid prisms
which grow preferentially in the {0001) direction are formed even in air at 1.0 x 10°
Pa (GonpA and KoIkE, 1982a).

Figure 2 shows a polyhedral plate-like ice crystal grown predominantly in air at
40x10Pa at —30°C and a supersaturation of 8.8%. As seen in Figs. 1 and 2,
and the statistical data (GonpA and KoOIKE, 1983), when the supersaturation increases
under constant temperature and air pressure, columnar ice crystals are transformed to
plate-like ice crystals with increasing supersaturation. That is to say, at this growth
temperature, the habit of ice crystals depends on the supersaturation.

Figure 3 shows a columnar ice crystal with skeletal structure grown predomi-
nantly in air at 1.0 10°Pa at —30°C and a supersaturation of 8.8%. Under this
growth condition, polyhedral ice crystals grow only when the crystal size is below
about 20 ym or above about 330 gm.

Figure 4 shows the air pressure dependence of the instability of the (0001) face
of 80 um columnar ice crystals grown at —30°C and a supersaturation of 8.8%.
As seen from Figs. 2-4 when air pressure varies from 4.0 x 10 to 1.0x 10° Pa under
constant temperature and supersaturation, the habit of ice crystals varies from
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100 pm

Fig. 1. Long solid prism grown in air at 4.0 10 Pa a1 —30 C and
a supersaturation of 0.7%%: (a) 1.4, (b) 3.5, (¢) 5.0, (d) 7.0,
(e) 10.2 min.

100 pm

d
Fig. 2. Plate-like ice crystal grown in air at 4.0 <10 Pa ar —30°C and a supersaturation
of 8.8%: (a) 04, (b) 0.8, (¢) 1.2, (d) L.7. (e) 2.3 min.

plate-like to column-like (Fig. 5): at the same time polyhedral ice crystals are trans-
formed to skeletal crystals. This means that the habit and morphological instability
of ice crystals depend markedly on air pressure.

Figure 5 shows the air pressure and supersaturation dependences of the ratio of
axial lengths ¢/a of 80 gm ice crystals grown in air at 4.0 10, 3.3 10"and 1.0 10° Pa
at —30°C. FEach point is a mean value of about 10 ice crystals. As seen in the
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G o -

Fig. 3. Columnar ice erystal with skeletal structures grown in air ar 1.0 10° Pa at
—30°C and a supersaturation of 8.8%: (a) 1.8, (b) 14.3, (¢) 60.5, (d) 92.0,
(e) 142.9 min.

1007 [ unstable
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pressure of air (Pa)

Fig. 4. Air pressure dependence of the instability of the (0001) face of 80 pm
columnar ice crystals grown at —30°C and a supersaturation of 8.8%.
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figure, at a supersaturation below about 2%, long solid prisms grow and become still
longer in the (0001) direction when the air pressure increases. On the contrary, at
a supersaturation above about 2%, in air at 4.0 10 Pa plate-like ice crystals grow,
at 3.3 10* Pa column-like ice crystals grow, and at 1.0 10° Pa relatively long prisms
with skeletal structures grow. That is, the habit of ice crystals growing at —30°C
varies markedly not only with supersaturation but also with air pressure.

Figure 6 shows the instability limit of the (0001) face of column-like ice crystals
grown in air at 3.3 10* and 1.0 x 10° Pa at —30°C. Each point is a mean value of
about 10 ice crystals. As shown in this figure, the instability limit of the (0001) face
depends not only on supersaturation and crystal size but also on air pressure, that is,

4
3
Fig. 5. Air pressure and supersaturation o2
dependences of the ratio of axial 4
lengths cla of 80 um ice crystals o
grown in air at 4.0< 10, 3.3 < 10* and 1 o -
1.0<10°Pa at —30°C. @, O and
A show mean values of ice crystals

grown in air at 4.0x10, 3.3 < 10* 0 5 4 3 +
and 1.0 10° Pa, respectively. supersaturation (°13

500¢
1.0x10°Pa 3.3x10° Pa

bl i
§200- stable region

@
N
0100+
g 500 unstable region
>
]

20t

]O n "

0 29 5.8 8.8 ns

supersaturation (°/,)

Fig. 6. Instability limits of the (0001) face of columnar ice crystals grown in air at
3.3<10* and 1.0.710% Pa at —30°C.
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in air at 3.3 10* Pa polyhedral ice crystals are transformed to skeletal ice crystals at
a supersaturation of about 4.1%. while at 1.0 10° Pa the same change occurs at a
supersaturation of about 1.6%. This means that a morphological instability as well
as habit change of ice crystals occurs with increasing air pressure.

3.2, Surface micromorphology of ice crystals growing at —30°C
Figures 7a and 7b show an example of the surface micromorphology on the (0001)

b | I
100 um
Fig. 7. Surfuce micromorphology of the (0001) Fig. 8. Surface iicromorphology of the
and (1010) faces of ice crystals grown (0001) face of ice crystals grown in
in air ar 4.0 <10 Pa at —30°C, (a) and air at 3.3 108Pa at —30°C and
(b) show the (0001) and (1010) faces, a supersaturation of 11.9%: (a) 0
respectively; the arrow 1 is a spiral (h) 45.5, (¢) 58.2 min.

center.
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and (1010) faces of ice crystals grown in air 4.0 10Pa at —30°C and supersaturations
of 0.4 and 2.7%, respectively. In Fig. 7a, it seems that there is a spiral center from
which thin circular steps with equal separation are generated and advance successively
toward each edge of the crystal. In Fig. 7b, part of the (1010) face of an ice crystal
is photographed to show the spiral center in detail. In Fig. 7b, a curved line which
is seen at the center of the (1010) face is the line dividing giant colliding steps
originating from the two spiral centers shown by arrows; it runs in the direction
along the c-axis. Such surface micromorphology as shown in Fig. 7 is always
observed at the surface of ice crystals growing under the growth condition described
above, so it is recognized that ice crystals growing at a supersaturation below about
2% grow by a screw mechanism when screw dislocations emerge on ice surfaces.

Figure 8 shows an example of surface micromorphology of the (0001) face of an
ice crystal growing in air at 3.3 10*Pa at —30°C and a supersaturation of 11.9%.
In Fig. 8a, duplicate circular macro-steps can be seen. The circular step advances
towards a center of the crystal (Fig. 8b); and when the step reaches the center of the
crystal, the smooth (0001) face is formed (Fig. 8c).

4. Discussion

Ice crystals have been grown in air at 4.0x 10, 3.3x10* and 1.0x10°Pa at
—30°C and various constant supersaturations, and normal growth rates and surface
micromorphology of ice crystals have been studied. As a result, the habit of ice
crystals grown at —30°C varies markedly not only with supersaturation and crystal
size but also with air pressure. The air pressure dependence of the habit of ice
crystals means that the three-dimensional diffusion field of water molecules and the
absorption of air molecules on ice crystal surfaces are important factors in the habit
change of ice crystals. It is seen from Fig. 5 that the ratio of axial lengths c/a of ice
crystals increases with increasing air pressure. This means that air molecules restrain
the growth of the (1010) face more than that of the (0001) face of ice crystals. This
experimental result supports the results obtained by KuropA and GoNDA (1984).

The instability limits of the (0001) face of ice crystals growing at —30°C depend
not only on supersaturation and crystal size but also on air pressure. This result
means that the three-dimensional diffusion field of water molecules depends not only
on supersaturation and the external form of ice crystals but also on air pressure.
Because the morphological instability is concerned with two-dimensional nucleation
at the corners of ice crystals, Fig. 6 means that the two-dimensional nucleation at
the corners of ice crystals is easily formed when the air pressure becomes high. That
is, when the air pressure becomes high, the gradient of water vapor pressure at the
corners of the crystal becomes steep and lines of constant vapor pressure around the
crystal become dense. In this growth condition, water vapor is concentrated onto
the corners of the crystal and two-dimensional nucleation occurs at the crystal
corners.

Because such surface micromorphology as shown in Fig. 7 is always observed at
the surface of ice crystals grown at —30°C and a supersaturation below about 2%, it
is considered that ice crystals growing in air at 1.0X 10° Pa at —30°C grow by a screw
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mechanism at a supersaturation below about 2% when screw dislocations emerge on
the crystal surfaces. On the other hand, from studies of the morphological instability
(Figs. 4 and 6) and many observations of surface micromorphology of ice crystals
growing in air using a video tape recorder (not shown in this paper), it is considered
that ice crystals grow by a nucleation mechanism at a supersaturation above about
10%.

On the basis of experimental results described above, it is inferred that many
solid snow crystals forming in the polar regions at a supersaturation below about
29% (SHimizu, 1963; HicucHi, 1968; KikucHr and HoGAN, 1979) grow by a screw
mechanism, while many snow crystals with skeletal structures (SATow, 1983) forming
in the polar regions at a supersaturation above about 10% grow by a nucleation
mechanism,

5. Conclusions

Single ice crystals have been grown in air at 4010, 3.3 10* and 1.0 10° Pa
at —30°C and various constant supersaturations, and measurements of normal growth

rates of the ice crystals and in situ observations of their surface micromorphology
have been made. The results are as follows.

(1) The habit of ice crystals growing at —30°C varies markedly not only with
supersaturation and crystal size but also with air pressure. This fact means that
the three-dimensional diffusion field of water molecules and the adsorption of air
molecules on crystal surfaces play an important role in habit change of ice crystals.

(2) The morphological instability of ice crystals growing at —30°C depends
markedly not only on supersaturation and crystal size but also on air pressure.

(3) It is considered that ice crystals growing in air at 1.0x10° Pa at —30°C
grow by a screw mechanism at a supersaturation below about 2%, and by a
nucleation mechanism at a supersaturation above about 10%.

(4) Therefore, it is inferred that many solid snow crystals formed in polar
regions (SHIMIZU, 1963; HIGUCHI, 1968; KikucHI and HOGAN, 1979) grow by a screw
mechanism at a supersaturation below about 2%, while many snow crystals with
skeletal structures (SATOW, 1983) formed in the polar regions grow by a nucleation
mechanism at a supersaturation above about 10%.
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Abstract: By analyzing photomicrographs, the nature of ice crystals grown
at temperatures lower than —15°C was studied first. Tt was found that in
the initial stage of growth, the frequency of occurrence of single-crystalline
ice decreases as the temperature decreases although the type of nuclei and
method of seedings affects it considerably, and that at temperatures below
about —17°C, the lower the temperature the greater the growth rate of poly-
crystalline ice as compared to that of single-crystalline ice. Second, large ice
crystals were grown in an unforced air flow cloud chamber and the nature of
polycrystalline ice growing at temperatures lower than about —20°C was in-
vestigated with the following findings: the most prominent polycrystals are
those with a sharp growing tip and having a few or many side branches; the
most abundant polycrystals arc those having a smaller growth rate than the
former and being composed of a single or several radially grown branches of
assemblages of plates, columns or irregular crystals; radially grown polycrystals
are very fragile.

1. Introduction

Polycrystalline snow crystals have attracted interest in the study of cloud physics
and crystal growth only in the last fifteen years, in spite of their frequent occurrence
in natural clouds; as a result, experiments focusing on growing polycrystailine”ice
from the vapor have been tried quite recently (TAkAHAsHI, 1983; SaTO and KIKUCH],
1983). However, little is known about the effect of nuclei or seeding method on the
formation of ice polycrystals; detailed features of various polycrystals of ice, their
growth rates and individual growth mechanisms have also been little investigated.

In previous experimental studies YamastiTa (1971, 1973, 1974) has shown the
crystal habit of single crystalline ice quantitatively and has shown several types of
nonhexagonally shaped single-crystalline or polycrystalline ice. Most of photomicro-
graphs of these ice crystals and other polycrystals, however, have not been analyzed.
The present paper first describes analyses of ice crystals in these previous experiments,
and second ice crystals grown in an unforced air flow cloud chamber, which was
designed by YAMASHITA and OHNO (1984), at comparatively low temperatures.
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In situ observation of the surface morphology

of ice crystals growing from the vapour phase
Takehiko Gonda and Tadanori Sei

Faculty of Science and Technology,
Science University of Tokyo,Noda,Chiba 278

Abstract

The surface of ice crystals growing from the vapour phase is observed in
situ in order to clarify experimentally the growth mechanism of the ice
crystals. As a result,it is concluded that ice crystals growing at a tem—
perature below -2°C and at relatively low supersaturation grow by a screw

dislocation mechanism
1. Introduction

The experimental studies on the growth mechanism of ice crystals have been
carried out in order to clarify the mechanism of the habit change of ice
crystals with temperaturel)'z),but they have been insufficient up to the
present. On the other hand,Kuroda and Lacmann3? have theoretically inter—
preted the mechanism of the habit change of ice crystals with temperature

4 4n the basis of the anisotropy of

which is called as Kobayashi’diagram
the growth mechanism of ice crystals and its temperature dependence
Recently,Gonda and SeiS),and Sei and Gondas)'7) have proposed the mechanism
of the habit change of ice crystals growing in low air pressure at rela-
tively low supersaturation with temperature. It has been clarified from
this study that ice crystals growing at a temperature below about -2°C grow
by a screw dislocation mechanism,while those at a temperature above about
-2°C 'grow by a V-QL-S mechanism8’. This conclusion has been drawn from the
comparison of the experimental values of the normal growth rate versus su-—
persaturation with the theory and from in situ observation of ice crystal
surface. However,we must wait for more detailed study of in situ observa—
tion of ice crystal surface because they are insufficient up to the
present.

The purpose of this paper is to confirm the growth mechanism of ice crys—
tals growing at a temperature below —2°C on the basis of in situ observa-—

tion of ice crystal surface which was recently observed.
2.Experimental

A growth chamber and the method of its measurements are described in

6, Accordingly, in this paper,we describe only

detail in a previous paper
essential items on in situ observation of ice crystal surface. Ice crystals
were grown on a glass substrate in air of 40Pa and at a temperature below

-2C and at various constant supersaturations,where the resistance of

~,67 —

0.



volume diffusion of water molecules is ignored. Ice crystals grown above
several hundred g m were observed in situ by the use of a reflected dif-
ferentlial interference microscope. The bottom surface of the glass sub-—
strate is blackened with the black oily ink in order to remove the light
refrected from the glass substrate. A video tape recorder is used through
an Image processing equipment in order to observe continuously ice ecrystal

surface.
3, Experimental results

It has been concluded from the comparison of the experimental values of
the normal growth rate wversus supersaturation with the theory that
polyhedral ice crystals growing at a temperature below about -2°C grow by a
screw dislocation mechanism,while those above about —2°%C grow by a V-QL-S
mechanism. The purpose of this paper is to confirm the growth mechanism of
ice crystals growing at a temperature below —-2°C on the basis of more
detailed in situ observation of ice crystal surface

Figure 1 shows an example of
in situ observation of the
(N001> face of a polyhedral
ice crystal grown in air of
40Pa and at -30°C. In the
figure,a~c¢ is the growth
process at 2. 5% supersatu-—
ration,while d~f is the
growth process at 0.4% super—

saturation. As shown In the

figure,at 2. 5% supersatura-

——
100 pm

tion,only one growth hillock

is seen on the (0001) face. Fig:1 : The surface micromorphology
On the other hand, when the of the (0001)> face of an ice crystal
supersaturation is decreased growing in air of 40Pa and at -30C.

to 0.4%, the circular growth

steps are formed instead of the growth hillock. This fact means that a
screw dislocation emerges on the (0001) face. That is to say, the ice crys—
tal grows by a screw dislocatlon mechanism at low supersaturation described
here.

Figure 2 shows an example of “In situ observation of the (0001> face of
polyhedral ice crystal grown in air at 40Pa and at —-7°C. In the figure,a~b
is the growth process at 2. 0% supersaturation,while ¢~f is the evaporation
process at 6.0% subsaturation. The bold lines running obliquely from the
top of the left ta the bottom of the right are the video scanning lines

In the growth processCa~b),only one growth hillock is seen on the (0001)
face,while in the evaporation process{(d),a v-shaped evaporation pit is ob-
served at the same position as the growth hillock. A new evaporation pitde)
is observed after further evaporation. It is seen that the evaporation
steps are formed with further evaporation(f).

These facts mean that screw dislocations emerge on the (0001 face of the
crystal. That is to say, the crystal grows by a screw dislocation mechanism

at low supersaturation described here.



Figure 3 shows the advance
rate of macrosteps (step
velocity) on the (0001} and
{10 T 0 faces of polyhedral
lce crystals grown in air

of 40Pa and at (a)-7, (b2-15,
(¢)-30°C versus supersatura—
tion. The solid and open
circles show the experiment—
al values of the {0001} and
{10 T 0} faces, respectively

Lo 400 pm

In the figure, the solid and

dotted curves are the BCF Fig.2 : The surface micromorphology of the
theoretical ones of the (0001> face of an ice crystal growing and
{0001} and (10T O} faces,re- evaporating in alr of 40Pa and at -7TT.

spectively. From the compar-—

ison of the experimental values with the theory,it is wconcluded that the
{0001} and {10 T0) faces of lce crystals grown at each temperature grow by
a screw dislocation mechanism at measured supersaturations. The same con-—
cluslon was also obtained In regard to ice crystals grown at a temperature
between -2 and -7°C.

(a) (b)
—wADO( ~400 AT (¢)
= ) 0
E @
23007 / 5300 £ 300t
> 7 £00a > fiofol %
5 200 5 200 e.-—"""77 :200_
= 8y gess=z=TT 8 ; o
2100 o/ g0 (1070) 2100 ﬁ“ (0001 Sygol e {0001)
o ¥ a b /‘_——______
= = ¢ o 10101
% 5 . " D g i , , 2 o,
B : N 8 0 2 4 6 0 2 4 6
supersaturation (%) supersaturation (%) supersaturation (%)

Fig.3 : Advance rate of macrosteps on the {(D0D1) and (10T O0) faces of ice
crystals grown in air of 40Pa and at (a)-7, (b)-15 and (e¢)=307C

versus supersaturation
4.Discussion and concluding remarkes

The growth mechanism of polyhedral ice crystals will be estimated from the
comparison of the experimental values of the normal growth rate versus su—
persaturation with the theory. Moreover,in situ observation of ice crystal
surface is important to determine the growth mechanism of the ice crystals.
As shown in Figs. 1 and 2, the growth hillecks are equivalent to the sources
of circular growth steps at low supersaturation and those of evaporation
steps at subsaturation, Accordingly,it is concluded that these crystals
grow by a screw dlislocation mechanism., This fact is also supported from the
comparison of the step velocity versus supersaturation with the theory.
That is 1o say,it is concluded that ice crystals growing at a temperature

below —2°C and at relatively low supersatluration grow by a screw disloca-



tion mechanism.
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Growth Mechanism and the Habit Change of Ice Crystals
Growing from the Vapour Phase
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The growth mechanism of ice crystals growing at low air
pressure is experimentally studied and the mechanism of
the habit change with temperature of ice crystals is discuss-
ed. By repeating the growth and the evaporation of the
same ice crystal at a constant temperature, the normal
growth rates of the {1010} an {0001} faces of the ice
crystal versus supersaturation are measured and compared
with the various growth theories. The surface structure of
an ice crystal growing or evaporating at a constant
temperature is studied in situ. It is found from the present
experiments that at a temperature of 0 to —2°C, the
{1010} and {0001} faces of ice crystals growing at low air
pressure grow by the V-QL—-S mechanism, while at a
temperature of —2 to —30°C, they grow by the BCF
mechanism. The mechanism of the habit change with
temperature of ice crystals is discussed in terms of the
temperature and surface orientation dependences of con-

densation coefficient «;.
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A ; thermal insulator
B ; thermoelectric module

C ; metal plate
D ; teflon sidewall

-

E ; copper plate

F ;ice plate
G ; glass substrate
H ; differential interference microscope

I ; halogen lamp

__J

J ; laser or stroboscope
K ; reference mirror

L ; camera

M ; TV camera

N ; video timer

O——T—

O ; video frame memory

P ; video tape recorder (VHS)
Q ; video tape recorder (U)

R ; monitor

<
S
=

Fig. 1
growing from the vapour phase.
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Experimental apparatus for in situ observation of ice crystals

S ; pirani gauge

T ; cold trap

U ; vacuum pump

V ; temperature controller

W ; DC power supply

X ; reversing switch

Y ; DC power supply

Z ; thermostatic refrigerated bath
a ; digital voltmeter

b ; digital thermometer

Bel
L
[y

¢ ; digital voltmeter
d ; microcomputer
e ; printer
f ; CRT monitor
g ; general purpose interface bus
h-i; thermoelectric couples
T u 1 ; three-way vacuum cock
2 .
4

4

3, isolation valves
; leak valve
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Fig. 3 Normal growth rates of the {1010} and {0001} faces of an ice crystal
grown in air at 40 Pa versus supersaturation (a) —3.1°C, (b) —7.0°C.
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200 pm

Fig. 6 Surface microstructure of the {0001} face of an ice crystal growing or

evaporating in air at 40 Pa at —1.0°C.
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Fig. 8 Surface microstructure of the {0001} face of an ice crystal growing or evaporating in air at 40 Pa at —7°C.
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Fig. 10 Surface microstructure of the {0001} face of an ice crystal growing in air at 40 Pa at —30°C.
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Abstract

The morphological instability of polyvhedral ice crystals growing from the vapor phase is studied
on the basis of the microscopic standpoints. The morphological instability takes place not only
by the two-dimensional nucleation at each corner of the crystal but also by the outerop of the
dislocation with screw component at the periphery of the erystal. Tt is estimated that the crit-

ical step height to take place the morphological instability is the order of several hundred .

1.Introduction

The morphological instability of polyhedral ice crystals is one of the important problems together
with the habit change of ice crystals grown from the vapor phase. In the present days,there are
some studies on the morphological instability of polyhedral crystals growing {rom the vapor and
liquid phases. For example,the theoretical studies on this problem have been done by Kuroda et
al.1) Irisawa et al,?2) and Nanev?3).

On the other hand,the experimental studies on this problem have been done by Gonda et al.4)-6),
It has been clarified by the experiments that the morphological instability of ice crystals grown
from the vapor phase depends nol only on supersaturation but also on crystal size,air pressure,
size ratio c/a and the ratio of growth rates Rs/Rer. However,the mechanism of the morphological
instability of the crystals has been unsolved until now.  The purpose of this paper is to clarify
the mechanism of the morphological instability on the bases of in-situ observations of ice crystal

surface growing from the vapor phase.

2.Experimental J i

]
©

The whole apparatus for ice crystal growth is
shown in Figure 1. The apparatus is composed of

four systems,that is,the growth chamber for ice

crystals(n),cooling units(b),na vacuum system(i, P j
Jr1) and an optical system(o,p,m,n). =
The dimension of the growth chamber is 8cm in ll =
. . . . . TIT T yll T
outer diameter,4cm in inner diameter,5em in —!L

height. and 0.3cm in the distance between a water

< d Q rl s
vapor supplier and the growth substrate. {[:]

In order to cool the growth chamber at a de- gl=

C
e
sired temperature,an electric current below 2A ~ =
| | i h =

was flowed to the thermoelectric modules which

were stuck on the upper plate for the water va- Fig.! : Whole systems for ice crystal growth.



por supplier and on the lower ptate for the growth

the temperature difference hetween the ice plate and the growth substrate.

ated in air at a desired temperature and supersatu

silver jodide smoke into the chamber. Only one jce

crystals fallen on growth substrate. The surface t

substrate. Water vapor was supplied by making
lece crystals ere nucle-
ation by inserting a very small amount of diluted
v erystal was grown by evaporating the other ice

opography of the ice crystal was observed in situ

using a differentizl interference microscope(p) and was recorded by the video tapes(m,n) through a

video booster(o).

3.Experimental results

Depending on the origin of grouth steps, the morphe

ylogical instability of the crystal is devided

into the two-dimensional nucleation mechanism at higher supersaturation and the dislocation mech-

anism al. lower supersaluration,

Figure 2 shows the time sequence of a macrostep
formed by the two-dimensional nucleation at each
corner of the polyhedral ice crystal grown in air
of 2.9%x 104 Pa at -15.3"C. The supersaturation
was estimated to be several ten %. Six circular
nuclei formed at each corner of the crystal are
transformed to a large circular macrostep by the
conlecence of them after further growth of two-
dimensional nuclei. After that,the macrostep ad-
vances from the periphery of the crystal to a
center of the crystal. In this growth stage,the
central part of the crystal is lower by a step
height than the periphery of the crystal.

As shown in the figure,the macrostep on this
crystal sweeps up the crystal surface for about
30sec.

Figure 3 shows the time sequence of a macrostep
formed by the dislocation with screw component
outcroped at the periphery of the polyvhedral ice
crystal grown in air of 5.3x 10? Pa at -15.5°C ~
and at 1.1% supersaturation. The macrostep fomn—fE:~
ed by the outcrop of the dislocation firstly ad-
vances along the periphery of the crystal where
the surface supersaturation is higher,after that,
the curvature of the macrostep is turned around.
When the external form of the macrostep became
circular, the macrostep advances toward a center
of the crystal. The macrostep on this crystal
aweeps up the crystal surface for about d0sec.
From the comparison of Figs.l and 2,it is under-
stood that the external form of the macrostep
formed by the two-dimensional nucleation is con-

siderably different from that formed by the out-

~
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Fig.2 : Time sequence of a macrostep formed by
the two-dimensional nucleation mechanism in

air of 2.9% 103Pa at -15.3°C.
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Fig.3 : Time sequence of a macrostep formed by

the distocation mechanism in air of 5.3x 103Pa

at -15.5°C.
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crop of the dislocation with screw component in the early stage of growth., Moreover,the advance
rate of the macrostep formed by the two-dimensional nucleation is larger than that formed by the
outcrop of the dislocation with screw component.
Figure {4 shows the morphological instability of polyhedral ice crystals grown in air of 6.6x 10?7 Pa
at —15°C versus supersaturation and erystal size,which was formed by the outcrop of the dislocation
with screw component. In the figure,0 ,0 and B
show the cases where the dislocation with screw
component. outerops at the periphery,at both a 700 r (- @ -
center and the periphery and at. a center of the ] @
{0001} face,respectively. <— show the size
i ol imstabilite, 90T E@ @

range which causes the morphological instability.

Tt is understood that the morphological insta- H skeleton
bility depended on the outcrop of the dislocation 500
with screw component causes only when the dislo-

cation outcrops at the periphery of the crystal.

400

Moreover, the dislocation is apt to outecrop at the
periphery of the crystal when the supersaturation

becomes high.

300

crystal size (um)

4.Discussion and conclusions
200
The morphological instability of the polyhedral

ice cryatals grown in air at about -15°C and at

various constant supersaturations was studied. 100 +

Tt was found that the morphological instability

of polyhedral ice crystals was formed not only by 26 5.2 65
the two-dimensional nucleation at higher super- supersaturation (%)

saturation but also by the outcrop of the dislo- Fig.4 @ Morphological instability of polyhedral
cation with screw component at the periphery of ice crystrals grown in air of 6.6x 103Pa at -15°C
the crystal at lower supersaturation. Moreover, versus supersaturation and erystal size.

the morphological instability caused by the dis-

location is easy to be formed when the supersaturation is higher because the dislocation is eass

to be outcroped at the periphery of the crystal when the supersaturation is higher. However,the
stable growth often takes places even when the dislocation outcrops at the periphery of the crys-
tal at higher supersaturation. In this case,it is because the height of macrostep formed by the
dislocation mechanism does not reach to enough height to take place the morphological instability,
In the present stage,it is estimated that the critical step height to take place the morphologi-

cal instability is the order of several hundred A.
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