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Monte Carlo Calculations of Nuclear Evaporation Processes.
III. Applications to Low-Energy Reactions*t'
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Monte Carlo calculations of nuclear reactions in the low-energy (R(50 Mev) region are described. The
calculations are based on the nuclear evaporation model of Weisskopf. Continuum theory was used for the
calculation of inverse reaction cross sections. In the calculation of the level densities of excited nuclei,
pairing and shell energy corrections were used in terms of characteristic level displacements. The accurate
equation rather than the approximate Maxwell distribution was used for the selection of the kinetic energy
of the evaporated particle. Experimentally determined Q-values for the various reactions were used. The
calculations are compared with experimental measurements for about 60 excitation functions of nuclear
reactions in the mass range Cr"—Se". Cameron's values for pairing energies were used at the outset; but
a new set of pairing and shell energy correction values, which leads to substantially improved agreement
with the experimental curves, is presented. The procedure which was used to arrive at this set is described
and several features of the set are discussed. The need for a further downward correction of the level density
of symmetrical (A =2Z) nuclei is indicated. Computed excitation functions are shown for all the reactions
studied as well as for several reactions for which experimental data are not yet available. Further experiments
on reaction cross sections are suggested which would allow a unique determination of the pairing and shell

energy corrections of level densities for any value of Z and N in the region under discussion. The existence
of a unique set of these correction terms would provide strong evidence for the validity of evaporation
theory for the reactions considered.

I. INTRODUCTION

HERE has been a great deal of discussion and
controversy about the mechanism of nuclear

reactions at moderate energies (&50 Mev), and in
particular about the range of validity of the statistical
theory on the one hand, and the importance of various
direct-interaction mechanisms on the other. In view of
the availability of a computer program for Monte Carlo
calculations of nuclear evaporation' it seemed worth-
while to apply such calculations to nuclei excited to
moderate energies; the aim was to establish to what
extent and in how much detail the competition between
various nuclear reactions and their energy dependence
could be Gtted by the statistical theory. As it turned
out and as will be discussed in Sec. II, the existing
Monte Carlo program' was rather extensively modi6ed
before it was thought to be appropriate for this investi-
gation.

To facilitate a critical test of evaporation theory and
a determination of some of the parameters entering the
calculations, it was decided to carry out computations
in a relatively narrow range of mass numbers in which

a large body of experimental data on low-energy nuclear

* Part I of this series (see reference 1) was entitled "Systematics
of Nuclear Evaporation. " Part II, entitled "A Monte Carlo
Calculation of Fission-Spallation Competition, " by Dostrovsky,
Fraenkel, and Rabinowitz, appeared in the Proceedhzzgs of the
Second Izzlerrzatzorzal Corzferezzce ozz the Peaceful Uses of Atozrzzc

Erzergy, Gezzeoa, 195g (United Nations, Geneva, 1958), Paper 1615.
t Research performed in part under the auspices of the U, S.

Atomic Energy Commission.
'Dostrovsky, Rabinowitz, and Bivins, Phys. Rev. 111, 1659

(195S).

reactions was available. The range 45(2&75 was
chosen because excitation functions of a large number
of reaction types with a variety of target nuclides have
been studied in this region, and because Coulomb
barrier eGects in this region of low atomic numbers are
suKciently small to permit substantial competition
between charged-particle and neutron emission.

The experimental data with which the calculations
are to be compared in the present paper are con6ned to
reaction cross sections although the computations yield
the relative numbers and energy spectra of emitted
particles also, and these could be compared with
corresponding measured quantities. No deuteron-
induced reactions were used for comparison because of
the known large contribution of stripping mechanisms
to these reactions; on the other hand it was deemed
important to determine to what extent the excitation
functions of reactions induced by helium ions, protons,
and neutrons could be accounted for by evaporation
theory. The reactions in the mass range of interest, for
which suitable experimental excitation function data2 "
were available to the authors, are listed in Table I.

D. O. Raleigh, thesis, Columbia University, 1958 (unpub-
lished); D. O. Raleigh and J. M. Miller (private communication).' R. Chasman and G. Friedlander (unpublished data).

4Miller, Friedlander, and Markowitz, Phys. Rev. 98, 1197
(1955); and Friedlander, Lee, and Miller (unpublished data).' J. Terrell and D. M. Helm, Phys. Rev. 109, 2031 (1958).

6 F. S. Houck, Atomic Energy Commission Report NYO-7332,
June, 1959 (unpublished); F. S. Houck and J. M. Miller (private
communication).

z Sharp, Diamond, and Wilkinson, Ph s. Rev. 101, 1493 (1956).
S. ¹ Ghoshal, Phys. Rev. 80, 939 1950).' J. W. Meadows, Phys. Rev. 91, 885 (1953).

' N. T.Porile and D. L. Morrison, Phys. Rev. (to be published) .
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Target Compound
nucleus nucleus

22 Ti46 b

23VBoo 25Mne4

24Cre«26Fee4

2BFe56 e 2BFe

26Fe54 f 28Ni58

27Coeg & 28Ni«

28Ni'8 f 3oZn62

3pZn64

2gCu63 ' 30Zn64

2gCu6» 30Zn64

29Cu6» 3oZn«

29 Cue» 31Ga67

Reaction&

(a,n)
(a,P)
(a,2n)(,'p )

(a,3n) +(a,p2n)' (,3P)'
(a,apn)

(a,2n)
(a,2p)

(a,2S)
(a,PS)

(n,p)

(a,n)
(a.P)
(a,2n)
a,pn)
a,p2n)

(a,2pn)

(p,pn)
(P,3s)
(P,P2S)
(P,P3S)
(p', 3pn)
(P,aPS)

(a,an)
(a.aP)
(a,a2n)
(a,apn)

(a,n)
(a,2S)
(a,pn)

(p.n)
(p, 2S)
(p',pn)
(P,P2n)

(P,S)
(P,2n)
(p,'pn)

(p.pn)
(p,3n)
(p,'4n)
(p,'P3s)

(a,n)
(a,2S)
(a,pn)
(a,aS)

Product

r49
V49
Cr48
V48
V47
SC47
Sc44

Mn62+Mn»»
V62

Fe62
Mneg+Mne2~

Mnee

Ni 67

Co67
Nieo
Cp66

p66
Fe55

Cp 58 +Cp 58ns

Ni»
Co»
Co'6
Mnee
Mn54

Ni67
Cpe7
Nieo

p56

Zn68
Zn'2
Cu62

Zn68
Zn62
Cu62
Cu61

Zn68
Zn'2
Cu62

Cu64
Zn68
Zn62
Cu62

Ga, 66

Gaoe
Znoe
Cu62

Range of
bombarding

energies
(Mev)

10-27
10-27
22-42
19-42
30-40
29-42
36-42

16-26
19-26

19-40
19-40

4.4-17.9

6.5-40
6.5-40
17-40
11-40
21-40
27-40

14-51
22-51
24-51
30-51
40-51
30-51

17-40
17—40
31-40
31-40

9-39
20-39
20-39

8-40
15-40
15-40
20-50

5-12
14-32
14-32

10-50
30-50
30-50
30-50

15-30
21.5-40

15-40
21-40

TAsLE L Experimental excitation function data
referred to in this paper.

Range of
excitation
energies
(Mev)

18-33
18-33
29-47
26-47
36-45
35-47
42-47

24-33
27-33

26-45
26-45

12-26

12-43
12-43
22-43
17-43
26-43
31-43

24-60
31-60
33-60
39-60
49-60
39-60

20-41
20—41
33-41
33-41

13-41
23-41
23-41

16-47
22.5-47
22.5-47
27.5-57

12.5-29
21.5-40
21.5-40

18-58
38-58
38-58
38-58

18-32
24-41
18-41
23-41

II. THE CALCULATION

The evaporation calculations of Dostrovsky, Rabino-
witz, and Bivins' were designed for application to high
initial excitation ()50 Mev) and for determination of
the relative abundances of the various types of evapo-
rated particles as well as the abundance distribution of
mass numbers of residual nuclei. They were not
intended to give detailed information on the anal
product nuclei nor to be taken very seriously when
initial excitations of less than 50 Mev were involved.
The expressions for relative particle emission widths
LEqs. (2) and (3) of reference Ij were therefore derived
with the approximation that the kinetic energy of ao
evaporated particle is always small compared to the
excitation energy, and with other simplifying assump-
tions. Thus it was not expected that the computer
program of reference 1 (known as Mark II) would be
directly applicable to the present problem. Neverthe-
less, it was used as a starting point, and some of the
reaction cross sections listed in Table I were calculated
with this program. The agreement with experimental
data was found to be generally rather poor (see Table
IV for some typical examples, in comparison with later
results) and a number of modifications were therefore
introduced.

It was felt that the poor results obtained with the
Mark II program were probably attributable to several
causes, of which the approximations in the equations
already mentioned were perhaps not even the most
significant. In particular, the effects of nucleon pairing
and of shells on level densities have already been shown
to be important"''~' and should be taken into
account.

Weisskopf's expression" for the probability per unit
time for the emission of particle j with kinetic energy
between e and e+de,

2gCu6» 31Gaeg

3pZn64 k 32Ge68

3oZn76 1 32Ge74

»Ge761 34S 74

(a,n)
(a,2n)
(a,2p)
(a,3S)
(a,an)
(a,'2a)

(a,n)
(a,P)
(a,2s)
(a,pn)
(a,3S)
(a,P2s)
(a,2Ps)
(a,an)
(a,a2S)
{a,apn)

(a,pn)
(a,2P)

(a,2S)
( ',pn)

Ga68
Ga67
Cu67
Gaoo
Cu64
Cpol

Ge67
Ga67
Ge66
Gaoo
Geoe
Ga65
Znoe
Zn68
Zn62
Cu62

Ga72
Zn»

Se»
As»

15-40
15-40
21-40
32-40
24-40
26-40

13-40
13-40
22-40
19-40
34-41
27-39
26-41
21-41
30-41
25-41

21-41
26.5-41

21-41
21-41

18-42
18-42
24-42
35-42
27-42
29-42

15-40
15-40
23-40

20.5-40
35-41
28-39
27-41
22-41
31-41
26-41

26-45
31-45

24-43
24-43

P;(e)de=y, oe)W(f)/W(i)jde,

was used as a starting point for development of a new
computer program suitable for Monte Carlo calculations
in the low-energy region of interest. Here y;=g,on;/m'hs,
with g; and m, the number of spin states and the mass
of particle j, respectively; 0 is the cross section for the
inverse reaction; and W(f) and W(i) are the level
densities of the final and initial nuclei at their respective
excitation energies.

In order to obtain the total emission probability for
particle j by integration of Zq. (1), the three factors
which require particular attention are o, W(f), and the
limits of integration. The points in which the present

' The notation for the experimentally observed reactions is intended to
indicate the fInal product only, not a reaction path. For example, a reaction
labeled (a,pn) may include (a,pn), (a,np), and (a,d).

b From reference 2. & From reference 8.
e From reference 3. i From reference 9.
& From reference 4. I From reference 10.
e From reference 5. k From reference 11.
f From reference 6. I From reference 12.
& From reference 7.
"N. T. Porile, Phys. Rev. 315, 939 (1959)."S. Amiel, Phys. Rev. 116, 415 (1959).

"Harris, Muehlhause, and Thomas, Phys. Rev. 79, 11 {1950).' E. Belmont and J. M. Miller, Phys. Rev. 95, 1554 (1954)."C.Block, Phys. Rev. 98, 1094 (1954).
'e T. D. Newton, Can. J. Phys. 84, 804 (1956).
'7 A. G. W. Cameron, Can. J. Phys. 36, 1040 (1958}.
"Rosenzvreig, Bollinger, Lee, and Schiffer, Second International

Conference on the Peacefnl Uses of Atomic Energy, Geneva, 195$
(United Nations, Geneva, 1958), Paper 693.

"V.F. Weisskopf, Phys. Rev. 62, 295 (1957).
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FIG. 1. Neutron capture
cross sections as a function
of neutron kinetic energy.
The ordinate is the ratio of
capture cross section to
geometric cross section. The
solid curves are the con-
tinuum-theory cross sec-
tions taken from reference
24. The dashed curves are
calculated according to Eq.
(2).
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development of Eq. (1) differs from previous treat-
ments"~" will now be discussed in detail.

o,/o, =n(.1+P/e), (2)

where n=0.76+2.2A & and P= (2.12A &—0.050)/(0. 76
+2.2A &) Mev, and o, and o, are the capture and
geometric cross sections, respectively. In computing
0-,=xR', the nuclear radius was taken as E.=1.5
&(10 "A& cm.

In Fig. 1 neutron cross sections computed by Eq.
(2) are compared with those calculated from continuum
theory. It is seen that the 6t for intermediate nuclei is
quite good down to e 0 05 Mev. For still lower
energies, o., according to Eq. (2) tends towards infinity;
but since only the product o,e enters in Eq. (1), this
causes no difFiculty. It should be noted, that the inverse
cross section needed in Eq. (1) is that between a neutron
of kinetic energy e and a nucleus in an excited state.
Since little is known about such cross sections, the
ground-state cross sections are used as an approxi-
mation.

For charged particles, Coulomb barrier eGects have
to be taken into account in the calculation of the inverse

~ K. J.Le Couteur, Proc. Phys. Soc. (London) A63, 259 (1950)."Y. Fujimoto and Y. Yamaguchi, Progr. Theoret. Phys.
{Kyoto) 4, 468 (1949); 5, 787 {1950).~ J. W. Meadows, Phys. Rev. 98, 744 (1955)."G. Rudstam, thesis, University of Uppsala, Uppsala, Sweden,
1956 (unpublished).

~ J. Blatt and V. F. Weisskopf, Theoretz'ca/ Ezscleur Physzcs
(John Wiley 8z Sons, Inc. , New York, 1952).

(a) Cross Sections for Inverse Reactions

In the calculations of reference 1 and in most previous
treatments, the inverse reaction cross section for
neutrons was taken as the geometric cross section of
the product nucleus. awhile this is a good approximation.
for relatively high neutron energies (of the order of
tens of Mev), neutron capture cross sections are known
to rise with decreasing energy at lower energies. For
the present calculations an attempt was made to
approximate the energy and mass number dependence
of neutron capture. cross sections as given by continuum
theory. '4 The empirical equation adopted for this
purpose is

TABLE II. Parameters in Eq. (3) for charged-particle
cross sections.

10
20
30
50

&~ 70

0.42
0.58
0.68
0.77
0.80

0.50
0.28
0.20
0.15
0,10

k~

0.68
Q.82
Q.91
0.97
0.98

Ccs

0.10
0.10
0.10
0.08
0.06

26 E.J. Konopinski and H. A. Bethe, Phys. Rev. 54, 130 (1938}.
M. M. Shapiro, Phys. Rev. 90, 171 (1953).

cross sections. The proper quantum mechanical expres-
sions for barrier penetration are far too complex to be
used in Eq. (1) if one wishes to retain the equation in
an integrable form. In most previous evaporation
calculations the barrier eGect has been approximately
taken into account by multiplying the geometric cross
section by the factor (1—k, V,/e), where V, is the
Coulomb barrier for particle j calculated from electro-
statics and k; is a coefFicient designed to reproduce
barrier penetration approximately. For a given nucleus,
values of k; can be found which lead to a good repre-
sentation of the barrier eGect with this formulation;
however, for different values of Z, diferent values of k;
are needed for a good fit. Most workers have ignored
this fact and have used for all values of Z the values
of k; derived by Le Couteur" for nuclear-emulsion
nuclei (Z 40) from a general formulation of effective
barrier heights by Konopinski and Bethe."

In the present work, the variation of charged-
particle capture cross sections with Z and e was approxi-
mated by an empirical formula of the following form:

o,/~, = (1+c;)(1—k;V;/e). (3)

For protons, deuterons, and alpha particles, the con-
stants c; and k; were chosen to give a good fit to the
continuum-theory cross sections calculated by Shapiro"
and Blatt and Weisskopf. '4 The values of c„,k„, c, and
k are listed in Table II for several values of Z. It
turned out that, at all values of Z, c~ can be taken as
c„/2 and kz as k„+0.06. By analogy, it was assumed
that cirl=c„/3 and kir~=k„+0.12, and that cn, ~=-'sc

and kH, 3=k —0.06. In the energy range of interest
here, the emission of H' and He' is very rare (see
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7 *20 infrequently. As is seen in Fig. 2, the it to continuum
theory is excellent for protons up to e~jV~ 5; it is

equally good for deuterons and alpha particles.
The particular form of the energy dependence in

Eqs. (2) and (3) was chosen, in preference to others
which would give equally good or better fits, in order
to preserve Eq. (1) in integrable form.

(b) Level Density

b

i.o-

0.8—

0.4-

0.2-

Zs 30 Many diferent expressions have been pro-
posed""""' for the variation of the nuclear level
density W(E) with excitation energy E. Those based
on the Fermi gas model have in common an exponential
term with an exponent proportional to E&. 'The simplest
and most widely used formulation is that given by
Weisskopf" for a completely degenerate Fermi gas:

W(E) =C expL2(aE)&j.
0.8-

0.6-

0.4-

Q2-

l.0 2.0 4.0
t

S.O

Fzo. 2. Proton capture cross sections for three values of Z.
The ratio of proton capture cross section to geometric cross section
of the capturing nucleus is plotted against the ratio of proton
kinetic energy to barrier height. The solid curves represent the
continuum-theory cross sections from references 24 and 26. The
dashed curves sre calculated according to Kq. (3), with the con-
stants of Table II, the dotted curves represent the expression
a„/vR = 1—0.7V~/~„used in previous evaporation calculations.

rsA&+p;

where s and Z are the atomic numbers of the outgoing
particle and residual nucleus, and e is the electron
charge; ro was taken as 1.5)&10 "cm. Following Blatt
and Weisskopf, p; was taken as 1.2)(10 ' cm for
deuterons and alpha particles, and zero for protons.
For H' and He', p, was assumed to be 1.2)(10 "cm also.

It is clear that, at very high energies (ejk, V,))1),
the cross section for particle j calculated with Eq. (3)
tends to an asymptotic value (1+c;)o„which cannot
be correct. This eGect is quite unimportant because
particles of such high energies are emitted extremely

Table IX), and the actual choice of k and c values for
these particles is therefore not very important. In Fig.
2 cross sections for protons as calculated by Eq. (3)
are compared with Shapiro's continuum-theory cross
sections and also with the approximation used in
reference 1 and by other workers. ' ~ ' Between the Z
values listed in Table II, linear interpolation was used
for both k, and c,.

The classical barrier t/', was calculated with the
formula

SZQ

In more refined treatments"'7'-' "C is a function of E,
and some authors have also used more complicated
terms in the exponential, The use of these more complex
expressions in Eq. (1) makes integration in closed form
impossible. Approximate integrations after series ex-
pansion are possible, and this is the approach used, for
example, by Le Couteur"; but for residual excitation
energies below approximately 1 Mev such expansions
are not useful because the series obtained then diverge.
Since, at energies above 1 Mev, the energy dependence
of C in Eq. (5) introduces only very small effects in the
relative emission probabilities of various particles
(because of the dominant effect of the exponential
term), it was decided to use the simple form of Eq. (5)
in the present calculations (with some modifications to
be discussed presently). The value of the constant C
does not need to be specified, since only ratios of level
densities enter Eq. (1) and, over the narrow range of A
involved in a single evaporation step, the variation of
C with A can be neglected.

As in reference 1, the level density parameter a has
again been taken as almost proportional to A,29 with
various values of the proportionality constant. Most
calculations were performed with a=A j20, which
appeared to give the best fit to the experimental data

"H. A. Bethe, Revs. Modern Phys. 9, 69 (1937)."J.M. B.Lang and K. J. Le Couteur, Proc. Phys. Soc. (Lon-
don) A67, 586 (1954).

O'As in reference 1, Le Coute''s formulation~ of the slight
dependence of the level density parameter e on the neutron
excess of the nucleus has been used, ziz. :

a„=a(1 1.38/A)', a&
——a(1—1/A —1.3—8/A)'

a„=a(1+1.38/A)' an, i=a(1—1/A+1.38/A)'
as=a(1 —1/2A)', a =a(1—3/2A)'

where 8= (N Z)/A, snd A, Z, N refer to th—e initial nucleus in
an evaporation step; u„, e„, etc., are the 1evel density parameters
of the product nuclei resulting from evaporation of a neutron,
proton, etc., and u is taken proportional to A —1. In the range
of interest, 'actual tests showed this isotopic number dependence,
which arises from the diGerence in the Fermi energies for neutrons
and protons, to have negligible e8ects on the evaporation calcu-
lations.



NUCLEAR EVAPORATION PROCESSES. I I I

(see Sec. IIIa below). Since the present work deals with
a rather narrow range of target mass numbers, the
proportionality of u and A cannot be considered to be
proven by the present calculations.

Nuclear energy level densities depend not only on
the total number of nucleons in a nucleus but also on
whether the neutron and proton numbers are odd or
even."'"""As will be shown below, agreement of
the results of evaporation calculations with experi-
mental reaction yields could not be obtained if this
eGect was neglected. Weisskopf and Ewing" suggested
that the odd-even eGect be taken into account in
the pre-exponential constant C by setting C,dd, «

4ceven —even and Ceven —odd ~odd —even 2~even —even

Hurwitz and Bethe" pointed out that it is more nearly
correct to consider the odd-even sects on level densities
as arising from the displacements of ground-state
energies caused by nucleon pairing. On this basis they
suggest that, for all but odd-odd nuclei, the excitation
energy appearing in the level density formula be
counted from a corrected ground state or characteristic
level, displaced upward from the true ground state.
This approach was adopted in the present work and
Eq. (5) then becomes

W(E) =C exp{2La(E—8)]&}, (6)

where 6=0 for odd-odd nuclei and b~&0 for all other
types. The values of 8 may be expected to be the
pairing energies for neutrons and protons. "Cameron"
has recently tabulated pairing energies for all even
values of Z and E as derived from a comparison of his
semiempirical mass equation with measured atomic
masses. In even-even nuclei the pairing energies of
neutrons and protons were considered to be additive.

At and near closed shells, additional level density
irregularities are expected. ""Newton" has suggested
taking shell effects into account in a manner which
essentially leads to a characteristic value of c for each
neutron and proton number. This formulation was
actually incorporated in the computer program at one
time; but it was found that, with the parameters given
by Newton, the results obtained did not give very good
agreement with experimental cross sections; with the
large number of parameters available in this formulation
it was not thought profitable to attempt to achieve
agreement by parameter 6tting. The even more elabo-
rate treatment of shell effects by Cameron' was also
rejected for the present purpose, because it would have
required an exorbitant amount of computer time. The
scheme finally adopted was to include shell e6'ects in
the same manner as the pairing eGect, i.e., by an
additional 8 term in Eq. (6) for closed-shell nuclei. A
disadvantage of this procedure is that, as used in the
present computer program, it does not permit inclusion

~ V. F. Weisskopf and D. H. Ewing, Phys. Rev. 57, 472 l1940l."H. Hurwitz and H. A. Bethe, Phys. Rev. 81, 898 (1951).
"See, e.g., M. Kl-Nadi and M. Wa6k, Nuclear Phys. 9, 22

(i9S8).

of negative 8 values which might be appropriate just
after closed shells. Positive b's for shell e6ects at odd
nucleon numbers near closed shells could be included,
but were omitted ili order to minimize the number of
adjustable parameters.

m„ro'A„&
P„(s)de=

k3

t'

em{—2Cao(E—~p)3'}«I l+-
I

ei

Xexp{2La„(E—Q„—5„—e) j&}de, (7)

where the subscripts 0 and e refer to the original and
residual nucleus, respectively, and Q„ is the neutron
separation energy. It is seen from Eq. (7) that, with
the introduction of the pairing and shell correction 5,
it is implicitly assumed that the maximum energy
available for the evaporation process (i.e., the maximum
kinetic energy of the outgoing neutron) is given by

(s„) .„=E—
Q

—6„. (8)

This is, of course, not strictly true. However, the
number of energy levels below an excitation energy
E„=b of the residual nucleus is presumably small, and
hence the probability that the evaporation process will

lead to levels in this interval is expected to be small.
The error introduced with the approximation (8) will

therefore in general be small. There exists however one
important exception: If neutron emission is the only
process energetically possible for de-excitation (except
for y radiation) and the excitation energy of the residual
nucleus is in the interval 0&~E„(b„, Eq. (8) clearly
does not hold, since there is at least one energy level
available for the evaporation process —the ground state
of the residual nucleus. It will later be shown that this

fact indeed introduces an upward shift of the threshold

and consequent distortion of the calculated excitation
curve. The amount of this distortion will depend, of
course, on the density of levels below the characteristic
level of the product nucleus in question.

With the approximation (8) the integral of Eq. (7)
which gives the total neutron emission width takes the

following form:

~pro'~"
I'„=g„

&—Qn—&n

exp{—2gap(E —bp)$l}n I (e+P)

Xexp{2La. (E—Q„—8„—s)1&}dc. (9)

(c) Computation of Particle Emission
Probabilities

With the inverse cross section as given by Eqs. (2)
and (3) and the level density as given by Eq. (6)
included in Eq. (I), the following equation is obtained
for neutron emission:
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This yields, on integration

nz„rp'A„&
I" =g exp{—2[uo(E—bo)7&}

2m A'

with

— {u.R.[2 exp(2 (u„R.„)&)+1j
a„'

—(3—2ug)(u„R„)' exp[2(u R )~]

——', (3—2u„P)[1—exp(2(u R„)&)j}, (10)

R =E—Q.—b..

Since the kinetic energy of a charged particle j
cannot be smaller than the eGective Coulomb barrier
energy k;V;, the equation for the charged-particle
emission width has the following form:

m,~p'A;&
exp{—2[uo(E —5o) g&}

p&—&i—~i

X (1+cd) (o—k, V,)

Xexp{2[u;(E—Q, —8;—o)]'}do, (12)

which yields

m;rp'A;s (1+o )
I', =g, — exp{—2[uo(E —8o)7&}

2

&({u,R,[2 exp(2(u;R, )')+1(
—3(u;R,)& exp[2(u;R;) ~$

where

R;=E Q, 7oV, — —

m&rp 2 g„n
exp{ -2[uo (E-bo)$1}A.1 e.p[2 (u.R.)«j

2mb' g 2

X {2u.R.—(-,'—ug) [2(u„R,) l—17}, (15)

)&exp[2(u, R,)&j{2u;R,—2[2(2;R,)&—1$}. (16)

Finally the two sides of Eqs. (15) and (16) were multi-

and for charged particles

sz&rp f, (1 c+)
I", — exp{ 2[uo(E —~o)3'}a '

2m' u&'~

Since E. and E;, the maximum possible values of the
kinetic energies of the emitted neutron or charged
particle, respectively, will hardly ever be smaller than
1 Mev, it is seen that almost always exp[2(u~ )')))1
and exp[2(u;R;)&j»1. Equations (10) and (13) can
thus be simplified, without introducing an appreciable
error, to have the following forms:

plied by exp{—2[(u,R,), j'},where (u,R,),„ is the
largest value of uR among all possible reactions (includ-
ing neutrons and charged particles). This. procedure
eliminates positive exponentials (which cannot be
computed directly by the computer) and, on the other
hand, avoids the use of excessive scaling factors which
would impair the accuracy of the calculation.

(d) Kinetic Energy Selection

The kinetic energy distribution of outgoing neutrons
is given by Eq. (7) and that of charged particles by
the analogous equation with the subscript j instead of
n, with a replaced by (1+c;),and —P replaced by k;V;.
In the Mark II program' the kinetic energies of the
outgoing neutrons were assumed to have a Maxwellian
distribution. A particular value of the kinetic energy
was chosen from a table of the cumulative Maxwell
distribution by means of a random number. For a
charged particle the effective Coulomb barrier energy
k;V; was added to the value so chosen to give the total
kinetic energy of the charged particle. This approxi-
mation is valid if the excitation energy of the residual
nucleus is large compared to the kinetic energy of the
outgoing particle. For the calculations discussed in this
paper this approximation is in general not valid. Hence
it was decided to use the more accurate Fq. (7) for the
kinetic energy distribution. To simplify the notation,
the substitution X= &—V was made, where V=A;V;
for charged particles and V= —p for neutrons. By
differentiation the value X, for which P(X) is a
maximum may be found to be

X, =u,—'[(u,R;+1/4)& —1/2j,

and now P(X) may be normalized to P(X, )=1; it
then becomes

P(X)= exp{u,X, —[u, (R,—X)]l}. (17)
Xmax

The actual choice of a particular value of X involves
the consecutive drawing of two random numbers be-
tween 0 and 1. The 6rst random number, (q, is used to
choose a value of X between 0 and E,—the maximum
possible kinetic energy for the given particle j:

X=$gR, .

The second random number $o determines whether this
value of X is to be accepted [if P(X))b] or rejected
[if P(X) & Po).

If the particle to be emitted is a neutron, X—p is
checked before $o is chosen and if it is found negative,
the particular value of X is rejected and a new random
number $~ chosen. This procedure is necessary since
X—P(0 would correspond to a neutron of negative
kinetic energy. As an illustration, the spectrum of
neutrons emitted by Ge" at 20-Mev excitation as
calculated according to Eq. (17) is shown in Fig. 3.
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The "negative barrier" (V= —P) in this case is. 0.059
Mev.

It is seen from the shape of the spectrum in Fig. 3
that, for X)X,„, P(X) rapidly decreases and hence
the probability of "success" in the kinetic energy
selection LP(X)&ps] decreases rapidly. In order to
save computer time, the field of search was limited in
the following way. The range of possible kinetic energies
of the outgoing particle was divided into three regions,
and a difFerent procedure was used for each. (a) For
the region X&~2X,„ the normalized P(X) was com-
puted from Eq. (17) and the value compared with $&.

If the computed value was smaller than $s, it was
rejected and a new random number $t chosen. If the
computed value of P(X) was greater than b, the
kinetic energy chosen by the first random number Pr
was accepted and its value computed: e=X+V.ss (b)
In the second region, 2X,„&X&11X,„, use was
made of the fact that, for any positive value of X, the
probability given by a Maxwell distribution:

Psr(X) = expL1 —(X/X,„)j,
&max

(18)

I,O

O.S

0,6

0.4

0.2

ELL IAN

Q. IS 3

(Mev)

Fn, 3. Energy spectrum of neutrons emitted from Ge" at
20-Mev excitation, according to Eq. (17). The auxiliary Max-
wellian spectrum PEq. (18lg is also shown. The ordinate scale is
normalized to I'(X, )=1. Abscissa scales are given both in
terms of the neutron energy in Mev, and of the ratio X/X, .

"The residual excitation energy E; remaining after particle j
is evaporated vrith kinetic energy e; was taken as E;=E—Q;—e;—V= R;—e;+5

is greater than (or, for X=X,„, equal to) that given
by Eq. (17). A short table of values of Psr(X) was
stored in the memory of the computer and $s checked
against the value of PM(X) interpolated from this table
for the given value of X. If the random number was
smaller than Psr(X) the probability P(X) was com-
puted and the procedure described in (a) followed. In
Fig. 3, Psr (X) is shown for comparison with the
spectrum obtained from Eq. (17). The spectra given
by Eq. (18) are essentially those used in the Mark II
program (except for a normalization factor). (c) A
value of X in the third region, X~&11X, , was rejected
without further calculation as fewer than 10 4 of the
particles are emitted in this energy range.

X ~X mox
3

I

(e) Q Values

Wherever possible, Q values based on experimental
data were used in Eqs. (11) and (14). They were
computed from the atomic mass data compiled by
Wapstra, "supplemented by more recent data on Cr","
Pe52 35 Ni56 35 Zn61 36 Zn71 35 Zn72 35 Ge65 37 G.e68 35 As69 35

) ) ) ) ) ) ) )

As",'5 Se"," and Se"." For nuclei for which experi-
mental mass values were not available, the masses
computed by Cameron39 from his semiempirical mass
formula were used. The mass data were stored in the
computer memory in the form of a table listing the
mass excess (3f A). —

(f) Computation Procedure

The input data for each computation included A, Z,
and excitation energy of the starting nucleus, the
number of cascades to be followed, and various pa-
rameters such as the value of A/a. Tables of 8 values
were also stored in the memory.

For each initial condition, the relative emission
probabilities for neutrons, protons, deuterons, tritons,
He', and He4 particles were computed according to
Eqs. (15) and (16). From the cumulative sum of these
probabilities normalized to 1, the emitted particle was
selected by means of a random number between 0 and
1. The kinetic energy of this particle was then selected
according to the procedure outlined in Sec. IId. A, Z,
and excitation energy of the residual nucleus were
computed and the procedure was repeated with this as
a starting point. The evaporation cascade was termi-
nated when none of the E values Lsee Eqs. (11) and
(14)j was greater than 0, whereupon a new cascade
was started with the original A, Z, E values. The
procedure used involves the assumption that gamma
de-excitation takes place whenever particle emission is
energetically prohibited, but does not compete with
particle emission above this limit.

After the specified number of cascades —usually 500—had been calculated, the computer summarized the
results. The output data included the following infor-
mation: the total number of each type of particle
emitted; either the energy spectra of the evaporated
particles or the spectra of residual excitation energies
at various stages of the cascade; the number of cascades
resulting in each 6nal product nuclide; the details of
the evaporation path in the form of the number of each
intermediate and final product arising through the
emission of each type of particle. To gain some insight
into the magnitude of the statistical Quctuations in the
calculated yields of the various reaction products, the

'4 A. M. Wapstra, Physica 21, 385 (1955).
"Strominger, Hollander, and Seaborg, Revs. Modern Phys.

30, 585 (1958}.
'6 J. B. Cumming, Phys. Rev. 114, 1600 (1959)."N. T. Porile, Phys. Rev. 112, 1954 (1958}.
38 J. S. Cumming and N. R. Johnson, Phys. Rev. 110, 1104

(1958).
'~ A. G. W. Cameron, Atomic Energy of Canada Limited

Report CRP-690, 1957 (unpublished).
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TABLE III. Fluctuation of the calculated yields of various products from Ni' and Fe' compound nuclei at 25-Mev initial excitation.

Compound
nucleus

Emitted
particles Number. of reactions of specified type recorded in each group of SOO cascades Mean

Standard
deviation

Fe" 50 76 65
442 410 425

4 4 6
4 10 4

61 64 65
428 419 424

7 5 3
4 12 7

79 73 75 69
411 416 416 418

7 4 6 7
3 7 3 6

67.7
421

5.3
6.0 '

& 8
9

& 2.3
~ 2.9

312 326 326
119 100 114
49 54 48
9 9 7

11 ii 5

335 305
106 123
49 55

6 8
4 9

331 312 307
103 119 127
51 52 55
8 10 6
7 7 5

333 325
112 115
45 54

6 2
4 4

321
114
51
7.1
6.7

+11
& 8
& 3a 2.2
~ 2.5

To examine, as a 6rst step, the inQuence of the
various refinements introduced into the computations
(Sec. II above) a few cross-section ratios were computed
with both the old (Mark II) and new (Mark IIc)
programs. The nuclei chosen are listed in Table IV
together with the excitation energies at which the
comparisons were made; the latter were taken near the

TABLE IV. Comparison of cross-section ratios computed
with various sets of assumptions.

Com-
pound

nucleus

Exci-
tation
energy
(Mev)

Emission
ratio

Experi-
mental
value

Computed values
Mark Mark

Mark Mark II IIc
II IIc Cam- Cam-

No No eron eron
8's 8's 8's 8's

Se74 35 pe/2e 1.7 0.29 0.25 1.22 1.0

Ge68 20
35
40
40

p/e
pe/2e

2pe/p2e
ape/n2e

1.76 1.43 1.07 1.57 0.95
8.4 0.84 0.76 8.3 7.8
5.8 0.73 0.61 0.58 0.35
4.1 0.07 0.06 4.0 4.1

Ga" 35 pe/2e 3.3 2.3 2.1 2.0 1.3

25
35
40

p/e
pe/2e

2pe/p2e

3.8
67

7.3

0.67 0.79 2.9 2.5
0.73 0.51 6.2 59
2.8 0.61 3.3 5.3

Fe~ 35 pe/2e 31

Mn~ 30 pe/2e (1
0.56 0.69 7.2 8.3

8.9 7.8 0.59 0.52

25
35

p/e
pe/2e

0.51 0.73 0.85 0.90 0.78
46 0.52 0.55 6.4 5.4

computation for the two compound nuclei Ni" and
Fe" at 25 Mev excitation was repeated 10 times (with
500 cascades each), with all parameters unchanged but
with a diGerent initial random number each time. The
results are shown in Table III. It is seen that for the
minor products the Quctuation is, to a good approxi-
mation, Poissonian. For the higher-yield products the
fluctuation is much smaller than +QN. As an illustra-
tion, the statistical errors have been indicated in the
plots of the calculated excitation functions of the
reactions ot the Ga ~ compound nucleus (Fig. 19).

III. COMPAMSON WITH EXPERIMENTAL DATA

(a) Effects of Various Assumptions
and Parameters

peaks of the excitation functions of the respective
products. To separate the eGect of introducing pairing
and shell corrections in the level density expression
from that of the other changes made, both programs
were used with and without Cameron's 5 values" and
a 1-Mev shell correction. The computed cross-section
ratios are presented in Table IV. 500 evaporation
cascades were computed for each nuclide. Inspection of
columns 5 and 6 shows that the neutron emission
probability tends to be higher relative to charged-
particle emission with the new program than with the
old. This is presumably caused by the fact that the
inverse reaction cross section for neutrons has been
increased more than that for charged particles. The
change from the Mark II to the Mark IIc program
alone made altogether surprisingly little diGerence in
the ratios listed, perhaps as a result of compensating
eGects.

The most striking eGect seen in Table IV is that, in
general, the agreement with experiment is greatly
improved with the introduction of the pairing and shell
corrections. However, even with the 6's taken from
Cameron'~ the agreement is in many cases still unsatis-
factory. It seemed of interest, therefore, to explore
whether changes in the values of the b's would lead to
improved agreement with experiments. In other words,
for the present, the 8 values were considered as adjust-
able parameters, without an attempt to justify their
values in detail in terms of a physical picture.

The degree of agreement between calculated and
experimental excitation functions depends not only on
the set of 8 values used, but also on the magnitude of a.
To examine the effects separately, computations were
carried out with a given set of 8's, but with varying
values of a. As shown in Table V, the relative cross
sections of reactions involving the emission of equal
numbers of nucleons are, at least near the excitation
function peaks, not strongly aGected by the choice of a,
whereas it is just these ratios which are sensitive to the
8 values. The value of u, on the other hand, does affect
the shapes of the excitation functions as shown in Fig.
4. The 8 choices turned out to have rather little eGect
on these shapes although large changes in 6's cause
shifts in excitation curves as might be expected. It was

thus in first approximation possible to separate the



NUCLEAR EVAPORATION PROCESSES. I I I

eGects of a and 8 and to adjust their values more or
less independently as already noted by Porile. "

In Fig. 4 are plotted the calculated excitation curves
for the (n,n)+ (rr,p), (n, 2n)+ (n,pn), and (rr, 3n)
+(n,P2n)+(n, 2Pn) reactions of Zn", for a=A/10,
A/20, and A/40, together with the experimental
curves. "It is seen that, with increasing a, the slopes on
both wings of an excitation function become steeper.
This eGect is a direct consequence of the change with a
of the spectra of emitted particles. As u increases, the
nuclear temperature at a given excitation energy de-
creases and therefore the spectrum of emitted particles
is expected to shift to lower energies. This eGectis
illustrated in Fig. 5. A shift in particle spectra to lower
energies is equivalent to a shift in residual excitation
energy spectra to higher energies and therefore leads to
an increased probability for the emission of an addi-
tional particle. Thus the drop as. well as the rise of
cross sections with increasing energy is expected to be
steeper with large than with small a, and this prediction
is borne out by the detailed calculations. The calcu-
lations to be discussed in the remainder of this paper
were carried out with a=A/20 which gave in most

TABLE V. Comparison of cross-section ratios computed with
Cameron's 8 set, but with different values of u.

Exci-
Com- tation

Target pound energy
nucleus nucleus (Mev)

Computed ratio for Experic= a = a = mental
Reaction ratio A/10 A/20 A/40 ratio

Zn'4
Zn64
Cu6'
Ti4'
TI46

Ge68
Ge6'
Ga69

re
r

35 (o,pn) /(n, 2n) 8.0 7.8 6.0 8.4
20 (n,p) /(a, n) 0.97 0.95 0.99 1.8
30 (n,pn)/(o, 2n) ~ 0.50 0.51
45 (n,p2n)/(n, 2pn) 2.0 1.7
30 (n,n)/(o, p) 1.4 1.3 2.0

cases a somewhat better fit to the experimental data
than either a=A/10 or @=A/40.

(b) Criteria for Adjustment of 5 Values

Before proceeding with the exploration for a set of
8's which would lead to better agreement with experi-
ment it was necessary to consider the nuclei, reactions,
and energies most suitable for this purpose. In order
to minimize the dependence on a and the eGects of
threshold shifts inherent in the formalism (see Sec. IIc),
attention was focussed on reactions near the peaks of
their excitation curves. For a variety of other reasons,
not all the reactions listed in Table I were considered
suitable as a basis for the initial 8 adjustments. Fitting
was not attempted in the region of high-energy tails of
excitation functions Lsuch as (n, n) and (u,p) reactions
at 40 Mevj because of the likelihood of reaction
mechanisms other than compound nucleus formation.
Alpha-induced reactions involving re-emission of alpha
particles were eliminated from the fitting procedure
because there is independent evidence" from alpha-

~ G. Igo, Phys. Rev. 106, 256 (1957).
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Fxo. 4. Comparison of calculated and experimental" excitation
functions for one-, two-, and three-nucleon emission reactions
produced in the interaction of Zn'4 and a particles.
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FIG. 5. Energy spectra of neutrons and protons emitted from
Ge68 at 20-Mev excitation, calculated with different values of g.
The ordinate scale is normalized to P(X, )=1 for a=A/10,
and the curves for diGerent a values are normalized to the same
total area.

particle spectra and angular distributions that such
reactions proceed, at least partially, through direct-
interaction mechanisms. For the same reason, (p,pn)
reactions were not used. Reaction cross sections of less
than a few millibarns Lsuch as the Znr'(a, 2p) reaction"j
were, of course, not useful for quantitative comparisons
because of the limited statistics of the calculations.
The data of Meadows' and Ghoshal' on reactions
involving the compound nucleus Zn are discrepant
with respect to cross section and energy scale and were
therefore not used. The V"(rr,2p) and V"(rr,2n) data of
Chasman and Friedlanders were not considered suKci-
ently accurate to be included in the 6tting procedure.

On the basis of the above considerations, the com-
pound nuclei, excitation energies, and cross-section
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TABLE VI. Nuclei and reactions selected to check
goodness of fit for various sets of 6's.

Com-
pound

nucleus

r5o

Fe'4

Gaez

Ga"

Ge68

SeZ4

Excitation
energies
(Mev)

45
40-45

25

25-45

45
30-40
20-25

30-40

35-40

40
30-35
20-25

30-40

Particle
emission

ratios

(3n+p2n) /3p
2n/pn
n/P

ze/pN

p2n/2pn
ze/pe
n/p

2n/pn

zl/pl

3n/pzn/zpe
zn/pe
e/p

8's involved
Z N

22, 24 24, 26
24 24, 26
24 26

26 26, 28

26, 28 28, 30
28 28, 30
28 30

30 34, 36

30 36, 38

30, 32 34, 36
32 36
32 36

34 38, 40

ratios listed in Table VI were used for the initial
8-6tting. As will be seen from the table, all 8's from
Z=22 to Z=34 and from g=24 to E=40 with the
exception of 6 for E=32 can be determined from this
set of reactions. In fact most of the 6's are overdeter-
mined. As an aid in the determination of the goodness
of Gt of a particular set of calculations, the computed
and experimental results were compared as follows.
For each compound nucleus and each energy, the yield
of each reaction of interest was computed as a fraction
of the sum of all the reaction yields of interest, and the
difference between this calculated fractional yield and
the corresponding experimental fractional yield was
squared. The sum of the squares for all the reactions
considered was taken as a measure of the goodness of
fit. In using this criterion, the statistical Quctuations in
the computed yields and the experimental uncertainties
had to be taken into account.

After a "good" set of b's had been chosen on the
basis of these criteria aad with the aid of the procedures
outlined in the following section, it proved profitable
to make some Anal adjustments on the basis of complete
excitation functions, i.e., taking into account not only
cross-section ratios, but also absolute values and energy
dependence.

(c) Adjustment of 6 Values

For the first step in adjusting 6 values it is convenient
to consider the competition between reactions involving
the emission of one nucleon, at an energy where no
other reactions are significant. In this situation the
ratio I'„/I"„directly determines the relative cross
sections for neutron and proton emission. For an even-
mass compound nucleus neutron emission and proton
emission probabilities are each affected by one 8 value
only. Thus, if the ratio of neutron and proton emission
cross sections is available from experimental data, one

I I I & I 1 I & I I 1 1 I I I I

3.0

2.8

2.6

2.4

2.2

2.0

ev
Mev
0 Mev

ev

18

1.6
GQ

1.4

1.2
25 Mev

1.0

0.8

0.6

0.4

0.2

0.2 04 0.6 0.8 1.0 I.2 1.4 1.6 1.8 2.0
8+ (Mev)

Fxo. 6. Loci of b~ and bz values for the products of proton and
neutron emission from the compound nuclei Cr5, Ni s, and Ge's,
obtained from the measured proton-neutron emssion ratios at
several excitation energies.

can determine a locus of pairs of these values which

give the correct I' /I'~ ratios at a given initial excitation
energy. The loci proved to be nearly straight lines as
shown in Fig. 6. As may be seen, the positions of the
lines depend somewhat on the excitation energies; but
this dependence is least in the region of the peaks of the
one-particle excitation functions, and the data in this
region were used.

The use of the loci just discussed reduces the number
of adjustable parameters. In the subsequent 6tting
procedures, the proper relation between the pairs of 8

values for which loci were available was always main-
tained. For reactions involving the emission of two or
more particles no simple procedures for adjustment of
8's were available. However, by examirjing the evapo-
ration paths in detail, one can fairly easily determine
which 6 s need to be adjusted, arid in what direction,
for the rectification of major discrepancies. The pro-
cedure is illustrated for the Ga" compound nucleus at
35-Mev excitation in Figs. 7 and 8. In Fig. 7 the
evaporation path obtained with Cameron's 8 set is

shown; the number of events proceeding along each
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FIG. 7. Computed evaporation paths for 500 Ga" nuclei at
35-Mev initial excitation. Camerons 8 values were used. The
computed numbers of evaporated particles are given alongside
the corresponding arrows. The numbers in the boxes indicate the
numbers of product nuclei formed. The 8 values are given in Mev.
Note. The number 180 should read 188.

path, out of a total of 500 events, is indicated. The
number of evaporation cascades ending at each nuclide
is shown also. The numbers of residual Ga" and Zn"
nuclei are seen to be 141 and 188, respectively, whereas
the experimental results, " in the same units, are 105
and 320. In order to decrease the computed yield of
Ga" and increase that of Zn", it was decided to raise
6~34 and lower bz~o. The Row diagram obtained with
this new 3 set (with 6z30 ——0.69 Mev, 8~34——2.60 Mev)
is shown in Fig. 8. The Ga" and Zn" yields are now
seen to be 84 and 288 nuclei, respectively. Thus too
much of a decrease in the calculated Ga" yield has
been accomplished, whereas Zn" formation has not
been increased quite enough; but the new results are
much closer to the experimental values than the
previous ones. With further changes in 6's the agreement
can be further improved. It may be noted that the
increase in Zn" yield was achieved by an increased
feed-in (due to the lowering of 8z~o) as well as a de-
creased outflow (due to the over-all increase in the 8

of Zn'4). Another interesting effect is seen in Ga", where
the increase in 8~34 decreases both the inflow from Ga"
and the outAow to Zn". In the present situation, the
first eGect predominates, leading to a net decrease in
Ga" yield. As mentioned below, the opposite net effect
may also occur in some circumstances. Finally it may
be noted that the o.-particle emission from Ga'7 has
been greatly reduced by the increase in 8»4 (directly
affecting Cu"); on the other hand, n emission from Ga"
has been increased, not because the product Cu"
involves a 8, but because this a emission can compete
more eGectively when the neutron emission to Ga" is
hindered by a high 8~34.

Whereas it is relatively simple to obtain a good fit to
experimental data for a given pair of cross-section
ratios in the manner just illustrated, the over-all
problem is much more complex. In the first place, any
given 8 value is generally involved in more than one
reaction for which experimental data are available and
the requirements for fitting different cross-section

FIG. 8. Evaporation paths for 500 Ga'7 nuclei at 35-Mev exci-
tation, computed with 5 values modi6ed as shown (in Mev).
See Fig. 7 for comparison.

TAM, E VII. 8 values.

z
or

~z in Mev
Present work

Camerona (DFF)

b~ in Mev
Present work

(DFF)Camerona

22
24
26
28b
30
32
34
36
38
40
42

1.73
1.44
1.45
1.37
1.07
1.36
1.42

1.18
1.38
0.87
2.76
0.50
1.35
1.82

1.41
1.29
1.47
1.32
1.46
1.44
1.46
1.52
1.51
1.47

1.90
1.90
2.47
0.50
2.06
1.90
0.50
2.00
1.41
1.70

a See reference 17.
b No shell eAects are included in Cameron's values, whereas they are

in the DFF values.

ratios are sometimes difficult to reconcile. In the second
place, a change in 6 has subtler efkcts in addition to
the ones illustrated, and these come into play when
fine adjustments are attempted. Thus a change in 6's

affects the excitation energy distribution of the residual
nuclei. In particular, an increase in the 8 for the product
of a given evaporation step will increase the average
excitation energy of this residual nucleus. This is caused
by the fact that the increase in the 8 reduces the
maximum possible kinetic energy of the emitted particle
(R=E—

Q
—V—8).

Another effect, albeit an artificial one (see Sec. II),
which occurs in 2- or 3-particle emission reactions, is
the change (by an amount equal to the 3 of the Gnal

product) of the energy cutoff point in the excitation
energy spectrum of an intermediate nucleus, below
which no evaporation is possible. This effect leads to a
shift to higher energies (by 3) of the threshold for the
particular reaction involving the 6 and thus to some
distortion of the excitation function.

Another complicating feature is that the effect of a
change in 8 on the yield of a particular nuclide involving
that 8 value is energy dependent and may even reverse
direction. When the product of interest is formed at
sufFiciently low excitation to be the terminal product,
an increase in its 8 value will inhibit its formation (see
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the example of Gass in Figs. 7 and 8). At higher exci-
tations, where further evaporation is possible, the same
8 value aGecting the nuchde under discussion will also
control the formation of one of the further evaporation
products and may have a greater eGect on the disap-
pearance of the nuclide than on its formation.

I 5 20 25 30 35 40 45 50 I5 20 25 30 35 40 45 50
E „(Mev) Ee c(Mev)

FIG. 9. Experimental' and calculated excitation functions for
reactions of Ti46 with n particles (compound nucleus Cr5 ).

could not be made suKciently small by adjustments of
the 8 values for X=24, 26 and Z=24, 26, without
destroying the agreement for other nuclides with these
neutron and proton numbers. A specific, additional 8 of
2 Mev was found necessary for these nuclei with Z=E.
This empirical result which appears to indicate a
particular scarcity of available levels in such symmetric
nuclei has been interpreted by de-Shalit" in terms of
the particular purity of states of isotopic spin (T)=0;
the transition probabilities from the compound states
to these very pure 7=0 states are very small and thus
the levels to which neutron or proton evaporation can
take place should, in first approximation, be counted
from the lowest lying state of TAO. From the energies
of the ground states of neighboring isobars, the lowest

l000

200-

100-
(d) Symmetry Effect

In attempting to obtain good agreement with experi-
mental cross sections of the Cr's(n, 2rs)' and Ti"(n, 2N)'

reactions, which are unusually low, it was found neces-

sary to add another term to the 8's of 24Cr" and 26Fe".
The calculated production rates of these two nuclei
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0
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Fro. 11. Experimental and calculated excitation functions for
reactions of Cr" with n particles (compound nucleus Fe").

lying states of T=1 in Cr' and Fe" are estimated to
be of the order of 2 Mev above the ground states, in
agreement with the characteristic-level displacement
arrived at empirically.

The other symmetrical nucleus which has been
investigated in this region, &8Ni'6, is formed in extremely
low cross section also'; but it was found that the 5
values for Z= 28 and E= 28 (which include shell ef'fects)
were suKciently large to suppress the computed forma-
tion cross section of the doubly magic Ni" to almost
the required extent (see Fig. 12). The inclusion of a
2-Mev symmetry correction inhibited the formation of
Ni" to too large an extent. On the basis of de-Shalit's

FIG. 10. Experimental and calculated excitation functions for
reactions of V~ with n particles (compound nucleus MnI4). "A. de-Shalit (private communication).
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IOOOI 000 the bombarding particles used in the experiments. For
consistency with the choice of ro ——1.5X10 "cm in the
Monte Carlo calculations, the continuum-theory cross
sections" for this value of ro were used. For some
reactions (e.g. , Zns4+n, Fe'4+n, Cuss+n) the sum of
the experimentally determined cross sections at low
energies actually exceeds the continuum-theory cross
sections so computed; in these cases, the calculated
excitation functions are shown with two alternative
normalizations, i.e., to the continuum-theory cross
section and to the sum of experimental cross sections.
An error in the energy dependence of total cross sections
arising from inadequacies of the continuum theory or
from unsuitable choice of ro gives rise to some distortion
of the computed excitation curves, particularly at low
energies. It should also be kept in mind that the
absolute values of most experimental cross sections
have uncertainties of the order of &10%%uq (although
some cross-section ratios are quoted to &5%) and that
the energy scales of the experimental curves may be
distorted, especially at low energies, because of energy
straggling in beams of degraded particles and uncer-
tainties in range-energy relations. These difFiculties are
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Fxo. 16. Experimental and calculated excitation functions for
reactions of Nias with n particles (compound nucleus Zn~).
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FIG. 17. Experimental ' and calculated excitation functions for

reactions of Cu" with protons (compound nucleus Zns4). IO Io

5. ~ 5

of 8's, while not entirely satisfactory, is better than
with those computed using Cameron's 8's.

In addition to the excitation functions shown, a few
cross sections known at single energies were calculated.
The results are shown in Table VIII, together with the
experimental data. The agreement is seen to be rather
satisfactory except in the case of the ratio of (p,pe)/
(p, 2N) cross sections of Ga"; the fact that this ratio is
underestimated by the calculations probably stems
from the low value of 8~36 in the OFF set; this is
discussed below. It is interesting to note that, for Ni",
the computations yield a very high (p, 2p) cross section,
in agreement with the experimental result of Cohen
eI, a/. ,

4' but entirely on the basis of a compound nucleus
mechanism rather than through direct interaction as
postulated by Cohen. "This result does, of course, not
prove that the reaction proceeds predominantly through
a compound nucleus, but it may throw some doubt on
Cohen's conclusions.

In comparing the results of the computations with
experimental data one must, of course, make an
assumption about the total capture cross sections for

EXPERIMENTAI.

2 . . CALCULATED -2

10 20 30 40 50 60 IO 20 30 40 50 60
Eexc(Mev) E exc (Mev)

FIG. 18. Experimentale and calculated excitation functions for
reactions of Cu6 with protons (compound nucleus Zn66).
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FxG. 19. Experimental' and calculated excitation functions for
reactions of Cu" with n particles (compound nucleus Ga"). The
approximate statistical uncertainties of the calculated points are
indicated in graph a.

~ Cohen, Newman, and Handley, Phys. Rev. 99, 723 (1955).
4' B.L. Cohen, Phys. Rev. 108, 768 (1957).
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some of these reactions are shifted substantially in
energy, some others reproduce experimental data
moderately well. At any rate, the magnitudes of the
calculated cross sections are not far below the experi-
mental data; this behavior would not be expected if
direct interactions were primarily responsible for these
reactions. The present work does not give conclusive
evidence about the mechanism of (a,n' ) reactions.

IV. PARTICLE EMISSION CROSS SECTIONS

2- -2

)5 20 25 30 35 40 45 I5 20 25 30 35 40 45
exc M" Eexc (M'")

FIG. 22. Experimental" and calculated excitation functions for
reactions of Zns4 with a particles (compound nucleus Ge") which
lead to emission of 3 particles.

by the present calculations even at 60-Mev excitation
energy. These reactions are thus unlikely to be produced
to an appreciable extent by non-compound-nucleus
mechanisms. The proton-induced reactions~ of Co"
(Fig. 14) show very similar behavior.

The high-energy tails of (n,e) and (a,p) excitation
functions such as are exhibited by the experimental
data on Fe'4+tr and Cu's+cr (Figs. 12 and 20) are not
reproduced by the computations and''are probably
evidence for non-compound-nucleus mechanisms.

The O,-particle-induced reactions involving re-emis-
sion of 0, particles were not used in the fitting procedure
because it was thought likely that they proceed to a
large extent by non-compound-nucleus mechanisms.
However, examination of Figs. 15, 19, 21, and 22 shows
that although the calculated excitation functions for
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In addition to the formation cross sections of residual
nuclei, it may be of interest to indicate some of the
other results of the present calculations although they
cannot be directly compared with existing experimental
data. Table IX lists the cross sections for production
of neutrons, protons, deuterons, tritons, He', and He4
from various compound nuclei at 30- and 40-Mev
excitation, as calculated with the DFF 8 set. In addition
to reQecting some of the systematic trends already
noted in reference 1, the data of Table IX show that

200 I5 20 25 30 35 40 45
Eexc (Mev)

I

I5 20 25 30 35 40 45 50
Eexc Mev)

100-
Q, pn

FxG. 24. ExperimentaP' and calculated excitation functions for
reactions of Ge'0 with n particles (compound nucleus Se'4).

20-

10-

5-
—E XPER I ME NTAL

CALCULATED (DFF)

CALCULATED (CAMERON)

deuteron and alpha emission is appreciable, although
always small compared with neutron and proton
evaporation. Examination of the computed evaporation
paths shows that, as might be expected, most of the
heavy particles are emitted in the first evaporation
step, at least at excitation energies up to 40 Mev. It
is also worth noting that the "pe" products are largely
formed by pe or ep emission and not by deuteron
evaporation. At 30-Mev excitation the proportion of
these products formed by deuteron emission is of the
order of 5% and at 40 Mev of the order of 10%.

15
I

20
I

25 30 35
Ee„(Me~)

40
I

45

FIG. 23. Experimental" and calculated excitation functions for
the Zn'0(n, pn) Ga" reaction (compound nucleus Ge'4). The
reaction Zn70(a, 2p)Zn7~ was found'~„. to" have a peak cross section
of 0.2 mb and, in agreement with this result, no such processes
were predicted by the computations'with the limited numbers of
cascades investigated.

V. DISCUSSION OF 6 VALUES

In considering the DFF 8 set (Table VII), it should
be borne in mind that shell eGects on level densities
have bees treated in the same manner as pairing eGects.
The values in columns 3 and 5 of Table VII thus indude
pairing and shell effects, whereas Cameron's 8's (col-
umns 2 and 4) represent pairing energies only. It is
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FIG, 26. Predicted excitation functions for the reaction of Cr'0

with a particles (compound nucleus Fe~4).

TABLE IX. Calculated cross sections (in mb) for the formation
of various particles from different compound nuclei. (Calculated
with DFF 8 set of Table VII.)

Com-
pound

nucleus
30-Mev excitation

I p d t HesHe4
40-Mev excitation

p d t Hes He4

rso
Mns4
FeS4
Niss
Zns2
Zns4
Zn«
Gas&
Ga69
Gess
Ge74
Se74

740 690 25
1300 330 14
780 680 14
570 1100 19
860 920 19

1270 640 25
1710 290 8
1190 760 28
1790 170 21
730 1070 30

1870 39 2
1300 500 16

0 0 49
0 0 29
0 0 36
0 0 36
0 0 91
0 0 21
2 0 21
0 0 77
9 0 100
0 0 170
0 0 21
0 0 68

940 1020 116
1650 680 52
1020 1070 60
860 1470 72

1210 1170 43
1850 800 76
2430 500 62
1850 1000 98
2490 520 55
1220 1280 73
3190 112 20
2120 780 69

2 2 130
5 2 140
0 2 91
0 0 100

12 7 250
5 2 81
2 2 72

10 0 160
30 0 190

8 8 340
2 2 100
2 0 180

seen that, as expected, the highest 8 values in the DFF
set occur at Z=28 and %=28. The low values at Z=30
and X=30 may also be attributable to the preceding
shell edges. The other deviations of the DFF set of
6's from that of Cameron are all in such a direction as
to repress neutron emission and favor proton emission
in those reactions which were used in the fitting
procedure. The necessity for this particular direction
in the adjustment of the 8's may reQect a consistent
overestimate of 1' /F„with the equations and param-
eters used. Kith these equations and parameters, the
DFF set of 6's appears to be moderately adequate;
however, with a di8erent choice, for example, of the
value of ro ()1.5X10 " cm), another set of S's closer
to Cameron's pairing energies might well give a good
fit to experimental data. A further indication that

larger interaction radii for charged particles are needed
comes from the observation already mentioned that
continuum theory with rp=1.5&10 " cm and p =1.2
X10 " cm (see Kq. 4) appears to underestimate
o.-particle capture cross sections. 4'

After the DFF 8 set had been chosen, the effect of u
on the excitation functions was re-examined for the
four compound nuclei Ge" Ga" Ni58, and Cr', for
which a large number of cross-section data were avail-

4' Eote added irl, proof. —Additional support for a larger ro comes
from the work of J. M. C. Scott [Phil. Mag. 45, 441 (1954)j and
J. A. Evans [Proc. Phys. Soc. (London) 73, 33 (1959)j who
showed that the Coulomb barrier around a nucleus with diffuse
edge and of the shape derived from the Stanford electron scattering
data can be approximated by the barrier around a uniform-
density nucleus with r0 ——1.650&10 " cm. To test the effect of a
larger r0, most of the calculations of excitation functions presented
in this paper have now been repeated with r0 ——1.70)&10 " cm.
The corresponding parameters in Eq. (2) are m=0.76+1.932 &

and P= (1.66A & —0.050)/(0.76+1.93A &), and the parameters
in Table II must be replaced by those in the following table
(with c =0 at all values of Z, and the relationship between the
values of c and k for deuterons, tritons, and He' and those for
protons and of. particles the same as for r0=1.5&&10 "cm):

Z k„ Cp

20 0.51 0.00 0.81
30 0.60 —0.06 0.85
40 0.66 —0.10 0.89
50 0.68 —0.10 0.93

For comparison with experiments, the capture cross sections were,
of course, also recalculated with r0=1.70X10 "cm. With Cam-
eron's 8 values and this new choice of ro, the agreement with
experiment was found to be substantially better than for r0——1.50
)(10 "cm and in many cases about as good as for the DFF 5 set
and r0 ——1.50)&10 " cm. Thus, useful calculations of excitation
functions may be made with r0=1.70&&10 " cm and Cameron's
8 values in regions for which no adjusted 8 values are available.



y00

lo00 t very sensitive tof apse no vthat the choice o
arm conclu ""s'on

'
thus confirmedthe value o

A could be reached

ND I RR lEDLA»DERAENKF J, ADPSTROVSK
~ t is

500-

l00-

a
(mb)

l 0-

I

45 50
I

25

a,
aboutg, 3n

FURTHER ExpEM ENTSSUGGES+$0NS FoVI.
'

n functions are
200

prese
ation techniques in

l data are available.hich no e p
h' h comparisons wianalogy wit .t may be ezpecte

the data for w ic o
tm

ou h.re shifted in energy

50-

these curves are s ' .
h u]d be rather

some o
tios of maxima s «the shapes and t e ra los

reliable.
rimental checks of cro

2p

~ '
ted in this PaPer wou

if the inves ig .
le

sections pre ic e
'

tigation of suita eesigned to simp y
f the periodic tab e.and other regions ochoices in t is an

f h experiments.

5

F ll wjng are suggeestj,onso o
ental data on t eh ratio of neutronThe use of experimen a

ven-mass compoundn emission from even-m
2-

'
n ener ies or th

d S III
nuc ei a

already mentione in
t roton emission

40 ocl
tron emission o

l5 20 30 35

F the ratio o neu---d-d-. ~

i ar this determines a8 values can simi ar ywith 0. particles compo

p op
O' p

calculated ratios unique
u- example, t e ra io

than with ~=A
and s apesd h s were found to be sma .

I I

a, 3n

500- , pn
500-

200- 200-

l00-
0'

(mb)
50-

IOO-

50-

(mb)

Qn

20- 20-

io- IO-

I

20 25
I

30 35 40
E (Mev)exc

for the reaction. 28. Predicted excita ition functions forh-p-'. I-'(--p-- of Ni"

l5
I

2 30 35 40 4520 25
(Mev)Eexc

f Zn"exci a i
'

for the reaction of Znexcitation functions forI' G. 29. Predicted ci a
th particles corn



NUCLEAR EVAPORATION PROCESSES. I I I 70i

soZn" (rr, P)srGas cross sections at about 15-Mev rr

energy (or 20-Mev excitation of the Gesa compound
nucleus) determines the relative values of 47zss and
4'38 (Fig. 6). From the cross sections of the reactions
spZn" (Hessss) ss Ge" and 8sZn" (He', p)»Ga" the sum of
Bz32 and 8~36 can be deduced, since proton emission
leads to the odd-odd nucleus Ga" (for which 6=0)
whereas the formation of the product of neutron
emission, »Ge", is controlled by the sum of these two
8's. Thus, from these two experiments, bz32 and 8~36
can be determined uniquely, under the assumption, of
course, that all four reactions involved proceed via
compound nucleus formation. "A similar procedure is
Possible for the Pairs bzso, 4rss (with He'- and He'-
induced reactions on Ni isotopes), bzss 8+48 (with
similar reactions on Se isotopes), and lizss, 4r4s (a»o
with Se reactions). The last two sets of reactions
require mass spectrometric detection techniques for
Kr products.

Having determined one pair of b's in this manner,
one can use them, together with other loci determined
from experiments, to establish other 6 values. For
examPle, from the reactions ssZnss(Hes, ss)ssGess and

spZn (He', p)srGa", the sum of 5zss and b~ss can be
fixed, and if bz32 is now known from the previous set of
experiments, this determines 8~34. This procedure can

Reactions

Ti4'(He', I)Cr4'
Tj48 (Hes p)V48

Ti46(n7n) Cr"
Ti"(n,p) V@

Cr~(Hes, e)Fe"
Cr~(Hes, p) Mn"

Cr~(n, ss)Fe"
Cr~(n, p) Muss b

Fe'4 (He3,&)Ni56
Fe"(He', p) Co'

Fe~(n, ss) Ni"
Fe~(,p) Co"

Ni" (Hes, n) Zn'0
Ni" (He', p) Cu"

Niss(n, ss)Znss
Ni53(, p) Cu"

Ni' (He'7n}Zn
Ni~(Hes, P)Cuss

Cu63 (He', e)Ga"
Cu" (He', p)Zn"

Zn64 (He'7n) Ge66
Zn64 (He3 p) Ga66

Zn66 (He37n) Ge6s
Zn" (He'pp) Ga"

8 pairs for which locus
can be determined

Z24, N26

Z26, N28

Z28, N30

ZBO N32c

Z30, N34

8's whose sum
can be obtained

Z24, N24a

Z26, N26a

Z28, N28a

Z30, N30a

ZBO, N32c

Z32, N34

Z32, N36c

TABLE X. Reactions suitable for determination of 8 values.

500

200

100

50

20

10

( rnb)

7 p2A

72 pll

ph

Zn64 (,n) Ge'7
Zn64(a p) Ga'7

Ga" (He', I)Asrr
Ga" (He', p) Ge"

Ge"(He'7e) Se"
Ge"(He', p) As"

Ge" (n,ss) Se"
Gers(n'P)A878

Ge"(n,ss) Se"
Ge76 (o.,p) As"

Se74 (He37n) Kr76
Se74 (Hes, p)3r76

Se'4 ( , )Knr7"4

Se74(n, p)Br»

Se (He 7e)Kr
Se76 (He3 p) g r7s

Se"(n,n) Krss a

Se77(n p)Brss

Se' (He', I)Kr"
Se'8 (He', p) Br"
Seso(n, n) Krs3 a

Se~(,p) Sr"

Z32, N36'

Z32, N38

Z34, N40

Z34, N46

Z36 N42c

Z36, N48'

Z34, N38

Z36, N40

Z36, N42c

Z36, N44

Z36, N46

15 20 25 30 35

Eexc tMev)

7 8

40 05

Fxo. 30. Predicted excitation functions for the reaction of Ge
with n particles (compound nucleus Se").

Se"(He'7n) Krs4
Se (He, p}8rs4

Ses2(,~)Kr»
Se"(o, p)Brs6

Z36, N50

Z36, N48c

' For the He'-induced reactions this assumption will certainly
require conarmation. In addition, the rather large positive
Q-values for the He' reactions make it necessary to use the
lowest He' energies compatible with barrier considerations in
order to stay below the threshold for two-nucleon emission.

a These 8 sums include any symmetry correction that may apply to
these nuclei.

b The yield of the very long-lived Mn» can probably be measured with
mass-spectrometric techniques only.

& The 8 pairs shown in boldface can be uniquely fixed by determination
of both their sums and their loci.

d Stable krypton isotope, probably measurable by mass spectrometry.
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be extended in an obvious way to cover most of the 6's

required in any given region. Table X lists a number
of reactions which can be used to determine the b's in
the region covered in the present paper. It may be
noted that, as a result of various interconnections of 6

values, the set is overdetermined and a number of
checks are thus available. It would certainly be inter-
esting to see if a consistent set of 8's exists.

In conclusion, it is perhaps worthwhile to restate
that there is no intention to claim that a set of 6 values
has been derived which is unique or which gives the
best 6t to experimental data. Rather, the main point
of the present work is to show that, with the formalism
of the statistical theory, it is possible to account
rather well for a large body of experimental data on
excitation functions, provided level densities for any
given nucleus are based on a characteristic level
determined uniquely by the neutron and proton numbers
in that nucleus.
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