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Irradiation effects by different energetic particles such as electrons, various
ions and neutrons are compared in fee metals, particularly in Cu and Ni. It is
discussed on the statistical consideration that the logarithm of the so-called
PKA median energy, log Ty2, is a good representative to characterize the
primary recoil (i. e. PKA) energy spectrum with the resultant defect produc-
tion. For the irradiations of electrons, various ions and neutrons to Cu and Ni,
fundamental physical quantities such as the fraction of stage I recovery, the
defect production cross sections and the radiation annealing cross sections can
be well scaled as a function of log T^, if the effects of the electron excitation
caused by irradiating ions are excluded. Namely, all data of the respective
physical quantity lie on a single continuous curve as a function of log T^.
This characteristic curve is utilized to predict the damage accumulation (i. e.
defect concentration) as a function of dpa in Cu and Ni with the PKA median
energy as a parameter.
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1 INTRODUCTION

We are concerned with the quantitative correlation of the defect production

and radiation annealing in fee metals irradiated with disparate energetic particles

such as electrons, neutrons and various ions. It is of practical importance that

we can predict radiation effects in fusion neutron and other new irradiation

environments based on the reasonable correlation scheme and the presently

available irrradiation data from the existing irradiation facilities of electrons,

fission neutrons and various ions.

The first step in producing radiation effects is the generation of a primary

recoil (i. e. PKA=Primary Knock-on Atom) by the collision of an irradiating

energetic particle with a lattice atom or by a nuclear reaction. ) J Different

irradiation environments result in different PKA energy spectra. However, the

atomic displacements initiated by one PKA with a given energy are the same,

irrespective of irradiating particles.

The quantity of "dpa" (displacements per atom) has been used as a common

scale for the correlation of different irradiations. For any combination of an

irradiating particle and a target solid, dpa is defined as a^cal) (J), where (j> is the

fluence of irradiating particles. a^Ccal) is the calculated displacement (i. e.

defect production) cross section. At present, it is calculated on the basis of the

modified Kinchin-Pease model, known as the NKT model,4 which is generally

accepted as the international standard for quantifying the number of atomic

displacements in irradiated materials. Thus, dpa can be considered to be a kind

of fluence weighted with a^cal), although it has no dimension.

In the NKT model it is assumed that (i) the atomic displacements are caused

by elastic collisions and the effects of electron excitations can be neglected, and

(ii) the atomic displacements are randomly dispersed. In reality, however, when

the PKA energy becomes high and the number of displacements produced by

one PKA increases, the spatial distribution of displacements becomes localized

1 -
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so that the recombination of unstable Frenkel pairs increases. This localized

displacements are not taken into account in the NRT model and therefore in the

present dpa calculation. Hence, the ratio of the number of experimentally

determined displacements to that of calculated ones, often called the damage

efficiency, decreases with increasing PKA energy. This is one of the PKA

energy spectrum effects which is expressed as a deviation from the dpa

calculation. If we can define a single parameter which characterizes the PKA

energy spectrum and its resultant displacements, the radiation effects in different

environments can be well correlated by using both dpa and this parameter. We

will show that the logarithm of the so-called PKA median energy5 is a good

candidate for it.

To extract the effects of PKA energy spectrum on atomic displacements, in

this paper we discuss the stage I recovery, the defect production cross sections

and the radiation annealing cross sections in fee metals, where the PKA energy

spectrum is systematically varied by using the different irradiations of electrons,

neutrons and various ions. In the stage I recovery of fee metals, only single

interstitial atoms migrate and recombine with vacancies, and the other interstitial

clusters are hardly changed. Therefore, the fraction of stage I recovery gives a

measure for the fraction of single interstitial atoms in all the displacement

cascades which survived the radiation annealing. As mentioned above, the

experimental cross section for defect production deviates from a^cal) with

increasing PKA energy. Some of defects produced by irradiations are

annihilated by subsequent irradiations; this phenomenon is called "radiation

annealing". The radiation annealing cross section has not been calculated

reliably at present. The experimental values of these cross sections are often

discussed by normalizing them with o"^(cal). If the fraction of stage I recovery,

the normalized defect production cross sections and the normalized radiation

annealing cross sections are dominated by the effects of PKA energy spectrum,

they can be well scaled by the PKA median energy.

Energetic irradiating ions cause the violent electron excitation along their

- 2 -
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paths. Through the electron excitation these ion irradiations can contribute to

the defect production and radiation annealing even in fee metals,

particularly in thin samples which are often used in the case of ion irradiations.

This contribution is not taken into the dpa calculation on the NET model and

the present calculations of the PKA energy spectrum. In ion irradiations it is

necessary to separate the defect production and radiation annealing due to the

electron excitation by irradiating ions from those due to elastic atomic collisions;

data on the latter atomic collisions should be used for the correlation of

radiation effects between different kinds of irradiations. The degree of electron

excitation by irradiating ions is given by the electronic stopping power. If the

fraction of stage I recovery, the defect production cross sections and the

radiation annealing cross sections are dominated by the electron excitation, they

can be well scaled by the electronic stopping power.

On the basis of the present experimental results we try to estimate the

damage accumulation (i. e. defect concentration) as a function of dpa for typical

irradiations with different PKA median energies. This is important in relation to

the accelerated embrittlement observed in ferritic steels at the HFER pressure

vessel location. The present result shows that if the damage accumulation is

expressed as a function of dpa, the damage accumulation by irradiations of low

energy PKAs such as (n, y ) recoils and v-induced displacements appears to be

accelerated by a factor of about 3 compared with that by irradiations of fission

neutrons, where the dependence of the radiation annealing as well as defect

production on PKA energy plays an important role.

2 EXPERIMENTAL

The stage I recoveries and the defect production rates were obtained by

measuring the electrical resistivity changes. From the defect production rate as

a function of fluence, we deduced the defect production cross sections and the

- 3 -
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radiation annealing cross sections.

It is assumed that the electrical resistivity increase, Ap, is proportional to the

defect concentration, c; that is, Ap=PpC, where p F is the electrical resistivity of a

Frenkel pair. The available evidence indicates that this assumption is nearly

valid. First, the defect production rates have been measured during low-

temperature irradiations with electrons, neutrons and various ions, and the

results have been consistently analyzed on this assumption. 5 In this

connection it is shown in section 5 that the initial transient often observed in

the production rate curves has a definite physical meaning. Secondly, the

kinetic analyses of stage I and III recoveries after the various irradiations on the

above assumption give consistent results. Thirdly, the ratios of resistivity

increase to other physical properties such as lattice parameter increase, Aa/a,

0 and stored energy release, AQ, * have been measured during the low-

temperature irradiations with electrons, deuterons and neutrons and subsequent

thermal annealings. The ratio Ap/(Aa/a) was identical during these various

irradiations and annealings, and the ratio Ap/AQ was also identical during

annealings after different irradiations. Furthermore, during the stage II recovery

in electron-irradiated Cu and Al, analysis of the diffuse x-ray scattering indicates

that the interstitials agglomerate to form clusters, ' while the resistivity was

nearly constant. All of the above experiments indicate that the resistivity per

defect is insensitive to the degree of clustering, at least for relatively small

clusters and even for clusters that occur in neutron-generated cascades. Thus,

we can assume that the electrical resistivity increase is nearly proportional to the

total number of interstitials and vacancies present, irrespective of their detailed

arrangement. We use the electrical resistivity change as such in the study of

damage correlation.

Irradiations with —1 MeV ions and ~100 MeV ions have been performed

using the JAERI 2 MV Van de Graaff accelerator and the JAERI tandem

accelerator at Tokai, respectively. The irradiation apparatus consists of the beam

- 4 -
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scanner for both x and y directions, the slit of 3 mmX6 mm, the Faraday cup

used for beam alignment and as beam on-off switch, the secondary-electron

repeller and the cryostat. The distance between the scanner and the slit is more

than 5 m to provide parallel and uniform beams. The cryostat is insulated from

the other parts and acts as a Faraday cup for the electrical measurement of beam

current. The secondary electrons ejected from the target can not escape from

the large cavity of the cryostat, so that the secondary-electron repeller is not

needed in practice. This cryostat was originally designed as a calorimeter for the

stopping power measurement. The electrically measured beam current was

calibrated using the calorimetric method below 10 K, and the results of the two

methods agreed very well within the error of 1 %. The sample areal size is 0.6

mm in width and 10 mm in length and the distance between the two voltage

terminals is 3.5 mm. The thickness of the samples is much smaller than the

projected ranges of the ions. There are no intervening window foils before the

sample. This irradiation system allows us to get the high accuracy for the defect

production rate measurement. The preparation of thin samples, the energy loss

of ions in samples and the size effect correction for electrical resistivity have

been described in the previous papers.

Most of the present data have already been presented in the previous papers,

where we have primarily been concerned with the effects of electron excitation

caused by irradiating ions on the defect production and radiation annealing. In

this paper, the data are reexamined and compared with the electron and the

neutron irradiation data obtained by other groups with an emphasis on the PKA

energy spectrum effects.

3 DPA, AND PKA MEDIAN ENERGY

3. 1 DPA

- 5 -
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As stated above, dpa can be taken to be a common fluence, weighted with

l), for the damage correlation; that is,

dpa = ad(cal) (j>, (1)

where (|) is the fluence. Hence, estimate of dpa is reduced to the calculation of

a(j(cal). For the sake of later discussion, first we describe briefly the calculation

ofcrd(cal):

o-d(cal)= v(T) da(f' T ) dT, (2)
/ dT

where da(E,T)/dT is the differential scattering cross section for an irradiating

particle with energy E to produce a PKA with energy T through elastic

collisions. The function v(T), often called the damage function, is the average

total number of Frenkel pairs produced in the atom-atom collisions initiated by a

PKA of energy T. Then, T m is the maximum energy of PKAs, and T^ is the

average threshold energy for atomic displacements.

In the case of ion irradiations, Lindhard et al. derived the following

approximate form of the differential scattering cross section for screened

Coulomb interaction between an irradiating ion and a target atom.

da(E, T) _ 7ra2nE f(t1/2)

dT 2 t
3 /2

where

a = 0.8853 ao / (Z{
2/3 + Z2

2/3)m ( ao : Bohr radius )

t = e 2 T / T m

M2E HZ
£ =

Mi + M2/ \ a

Tm = 4MiM2E / (Mi + M2f

n = e2 / TmE = (M2/M!) (2ZiZ2e2/a)-2 ,

- 6 -
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Zj and Z2 are the atomic numbers of the irradiating ion and target atom, M^ and

M9 are the atomic masses, respectively, and e is the charge of the electrons. The

function f(t ) has been calculated for the Thomas-Fermi potential and

tabulated in ref. 26. Its analytical approximation is given by

f(t1/2) = Xt1/6 [l + (2Xt2 / 3)2 / 3]'3 / 2 ( A = 1.309 )

For t > l , this differential scattering cross section is reduced to the Rutherford

scattering cross section.

In the case of electron irradiations, for ot = Zo/137^ i j the differential

• ? ^scattering cross section is '

dq(E, T) =

m
dT 4 T

where

b = 2Z2e2(l - P2)1/2 / meV2 , 0 = V/c ,

Tm = 2 (me / M2) (E + 2mec
2) E / mec

2 ,

me is the mass of the electron, V is the velocity of irradiating electrons, and c is

the velocity of light. The above equations for electron irradiations include

relativistic effects.

In the case of neutron irradiations, the differential cross sections are not given

as compact analytical formulas. We have to utilize the nuclear data files such as

ENDF/B and the computer codes.28 '30

In the NKT model,4 the inelastic energy loss is calculated according to the

theory of Lindhard et al. and its analytical approximation. Then, the

function v(T) is given by a modified Kinchin-Pease expression:

n
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0 , T<Td

Td < T<2.5 Td (5)
0 8 T L- , T > 2.5 Td

1 + K g(e) 2 Td

where

g(e) = 3.4008 e1/6 + 0.40244 e3/4 + e ,

K = 0.1337 Z2
2 / 3 /A2

l / 2 ,

e = T/(86.93Z2
7/3), (T in eV )

and A2 is the mass number of the target atom. In eq. (5) it is assumed that only

the kinetic energy deposited in elastic atomic collisions results in damage and

the electron excitations are dissipated only as heat.

3. 2 PKA Median Energy

We discuss what is a good representative of the PKA energy spectrum based

on the statistical consideration. The PKA energy spectrum as a function of T for

a unit fluence is the differential scattering cross section, do(E,T)/dT.

The average value of the PKA energy with this spectrum is given by

i da(E, T)
dT

. (6)

For ion and electron irradiations, the differential scattering cross sections given

by eqs. (3) and (4) are abnormal distributions which diverge steeply with

decreasing T. It is invalid to take the average of these abnormal distributions.

Therefore, the average PKA energy,Tav(E), is not a good representative of the
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PKA energy spectrum.

Next, we consider the PKA energy spectrum weighted with the damage

function v(T) for a unit fluence, as a function of T:

F(T) dT = v(T) d g ( E > ^ dT , (7)
dT

where for brevity the variable E is omitted in F(T). The function F(T) represents

the distribution of atomic displacements due to the PKA energy spectrum, and

we need to know its representative. However, F(T) still diverges with

decreasing T. Therefore, it is not appropriate to take a representative of this

abnormal distribution.

Then, by putting X = log T and dX = dT/T , we transform F(T) into the

following distribution as a function of X;

G(X) dX = v(ex) d q ( E > e X ) dX , (8)
dX

where

F(T) dT = I G(X) dX = cr^cal) , (9)

Xd = log Td and Xm = log Tm. The function G(X) does not diverge and is not

abnormal. Hence, we can take the median as a representative of this distribution

function. The median X ^ l s defined by

/•Xm

I G(X) dX = 1 I G(X) dX . (10)
JXU2

Here, X ^ = log T ^ »m&^\i2 ls u s u a l ly called the PKA median energy. Then,

eq. (10) is equivalent to the familiar definition of T ] / 2 ; 5

- 9 -
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v(T) 42SLE. dT = i CTd(cal). (11)
d T 2

In other words, half of the displaced atoms result from PKAs with energies

higher than T ^ -

Hence, in the cases of ion and electron irradiations, we can take the logarithm

of the PKA median energy, log T ^ , as a good representative to characterize

the PKA energy spectrum weighted with the resultant displacements.

Figures 1 to 3 show the distribution functions G(X) and their median X ^ f° r

the typical cases of electron, ion and neutron irradiations in Cu. We adopt 29

and 33 eV as Td for Cu and Ni, respectively. The discontinuity in curves at

X=log(2.5 T^) comes from the discontinuity in the definition of v(T) at T=2.5 T^

in eq. (5). At present, there is no consensus as to how to treat this point.

In section 6 we show that, for irradiations of electrons, various ions and

neutrons, the fraction of stage I recovery, the normalized defect production

cross sections and the normalized radiation annealing cross sections can be well

scaled by log T^» if they are not affected by the electron excitation due to

irradiating ions.

4 STAGE I RECOVERY AND TYPES OF FRENKEL PAIRS

When typical fee metals such as Cu and Ni are irradiated at low temperatures

below 10 K (where interstitial atoms and vacancies are immobile) and then

heated to successively higher temperatures, several recovery stages are

observed. They are commonly designated as stages I, n, III, IV and V. Stage I

- 1 0 -
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recovery, typically below 80 K, is most prominent and has been intensively

studied.6

To our present knowledge, the stage I recovery in fee metals shows most

clearly the differences in radiation effect caused by irradiations of different

particles such as electrons, various ions and neutrons.

Figure 4 compares the stage I recovery in Cu after irradiations of (a) 2 MeV

electrons, (b) various ions and (c) fission neutrons, in which the resistivity

changes by irradiations, APQ, are about 0.134 nH cm, 300 nCl cm and 2 nQ cm,

respectively. If we assume Pp=2.0xl0 Q cm for Cu, the respective defect

concentrations are 0.67 ppm, 1500 ppm and 10 ppm. The ordinate is the

temperature derivative of the resistivity recovery curve Ap/Apr.. The abscissa is

the annealing temperature.

In the case of electron irradiations, stage I recovery consists of five substages,

I^~Ig . On the other hand, in the case of fission neutron irradiations, substages

*A' *B ant* *C a r e "arSe^y reduced compared with the case of electron irradiations.

Then, in the cases of ion irradiations, substages are reduced from the low-

temperature side as the mass (or to a lesser extent, the energy) of irradiating ions

is increased. The cases of various ion irradiations are between two extreme

cases of the electron and the neutron irradiations.

Strictly, the relative intensity of substages depends on the defect

concentration, ApQ/pp, produced by irradiations. However, if we compare many

recovery data accumulated till now, we can conclude that the relative intensity

of substages depends more on the type of irradiating particles than the defect

concentration. Therefore, in spite of the large differences in defect

concentration, stage I recoveries in Fig. 4 give a qualitative comparison of

radiation effects between different irradiating particles. In other words, they

clearly show one of the PKA energy spectrum effects.

In stage I, interstitial atoms become mobile and recombine with immobile

- 1 1 -
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vacancies. As discussed below, substages in stage I can be considered to

correspond to the annealing of different types of Frenkel pairs, which differ in

the relative configuration of interstitial atoms and vacancies.

An interpretation of the substages in electron-irradiated Cu was proposed by

Corbett, Smith and Walker (CSW),37 '38 which has been widely accepted. In the

CSW model, IA, Ig and 1^ are due to the recombination of close Frenkel pairs, ID

is associated with the recombination of freely migrating interstitial atoms with

their own vacancies (correlated recombination) and Ig associated with the

recombination of freely migrating interstitial atoms with other vacancies

(uncorrelated recombination). In IE, some of the freely migrating interstitial

atoms can also react with other interstitials or impurities, thereby being trapped

in the form of immobile clusters. They attempted to identify the specific

configurations of close Frenkel pairs responsible for 1^, Ig and 1^ by evaluating

the elastic interaction energy between Frenkel pairs. On the other hand, Holder

et al. proposed a model for the I c close-pair configuration based on

measurements of changes in the elastic constants and their temperature

dependences /^A®

The peak for substage IQ is much wider than would be expected for a single

activation energy with a constant frequency factor. There was once a

controversy concerning the interpretation of the peak-broadening in Ip. CSW

analyzed their data using the Waite theory and reached the above

interpretation.4 The theory is based upon the assumption of a unique

activation energy and accounts for the width of the peak in terms of the initial

radial distribution function describing the separation of interstitial atoms and

vacancies. The key point of CSW data is that the initial portion of the IQ

isothermals is proportional to the square root of the recovery time, precisely as

required by the Waite theory of correlated recovery. On the other hand,

Granato and Nilan (GN) interpreted ID as a superposition of additional,

- 1 2 -



JAERI-Research 97-073

unresolved close-pair recombinations, that is, a distribution of activation

energies with negligible variation in frequency factor.

We show that the GN model also can interpret the peak-broadening in I D

quantitatively. For simplicity, we approximate a distribution of activation

energies by a Gaussian distribution,

(27r)1/2e L 2 £2

where E is the activation energy and £ means the width of the activation energy

distribution. Then, if we put with CSW EQ=0.1 17 eV and the frequency

factor of 1.2X 10 sec , and further assume £/EQ=0.06, we can well reproduce

not only the initial t dependence but also the whole curves of the ID

isothermals measured by CSW, and, therefore, can reproduce the whole peak

structure (or the peak temperature, the half width, etc.) of the ID isochronal

peak. Generally, when we consider an annealing process within the framework

of a chemical rate equation, the interpretation of the peak-broadening in terms

of a distribution of activation energies seems to be much easier and more natural

than that in terms of a distribution of frequency factors; the latter coresponds to

the Waite theory.

The peaks of I^Jg and I c for ion irradiations are broadened compared with

those for electron irradiations when the defect concentrations produced by the

respective irradiations are nearly the same. As the PKA energy increases, the

atomic displacements increase and another defect is produced near any one

Frenkel pair. For ion irradiations, the activation energies for the recombination

of close Frenkel pairs may be slightly changed by the lattice strains due to these

nearby defects, that is, there may be a distribution of activation energies.

Incidentally, one of the authors proposed a chemical rate equation describing

- 1 3 -
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the annealing process with a distribution of activation energies, applicable to

the reaction of higher orders as well as a first order; the equation can be easily

extended to describe the annealing process with a distribution of frequency

factors.

Recently, Baily et al. performed electron irradiations of thin Cu single crystals

near displacement threshold and found that the relative intensity of IA,Ig and

I^. peaks depends on the irradiation direction. They tried to identify the

configuration of close Frenkel pairs in each substage by comparing with the

results from molecular-dynamics calculations. They also found that the peak

temperature of ID is shifted as a function of irradiation direction, which clearly

shows that substage IDis a superposition of the recombination of a series of

Frenkel pairs with different activation energies. It may be difficult to explain

such a shift of the Ip peak by assuming a unique activation energy and by

varying the form of the initial radial distribution function in the Waite theory.

Substage Ig is observed in electron and light-ion irradiations when the defect

concentration produced is low. As the defect concentration increases, IE merges

into Ijy. Frenkel pairs in IE do not have specified configurations, but they can

be classified as a group of Frenkel pairs which are annihilated by uncorrelated

recombination.

On the basis of these experiments and calculations, we can define five types

of Frenkel pairs in terms of substages I A ~ % ' ^though the detailed

configuration of the respective pairs still remains to be investigated.

5 DEFECT PRODUCTION RATE AND DETERMINATION OF CROSS

SECTIONS

One of the most fundamental physical quantities in radiation effects is the

- 1 4 -
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cross section for defect production, radiation annealing, etc. which has the

inverse dimension of the fluence.

These cross sections are defined through the measurement of defect

production rate. '

<*d,j I1 " VOCP + Y <*, lj Cl " Y Gt, ji Cj - CTr>j Cj , (12)
ft ftd<t> ft ft

where 4> is the fluence and the indexes j and 1 denote the type of defects. For

the defects of type j , C: is the defect concentration, o^ • is the defect

production cross section (or the displacement cross section), a t :j is the defect

transformation cross section from type j into type 1, and o"r : is the radiation

annealing cross section. Then, VQ is the spontaneous recombination volume and

c is the total defect concentration, c = E- C:.

Figures 5 and 6 show typical examples of the defect production rate (or the

damage rate) curves in Cu and Ni, respectively, measured as a function of ion

fluence. The ordinate is the resistivity change rate d(Ap)/d<l), where Ap=pFc.

The defect production rate curves can be expressed as the sum of a few

exponential functions of the fluence.

Equation (12) is too sophisticated to apply to the analysis of actual

experimental results such as given in Figs. 5 and 6. Therefore, we have

proposed a simplified equation of defect production rate, ' where the terms

containing o\ i: and ot i are neglected compared with o -c-.

It is assumed that there are several different types of defects produced by

irradiations and some of them are annihilated by subsequent irradiations. If the

defects of type 1 to type k-1 are unstable against the subsequent irradiations

and if the other types of defects, which are stable against them, are put together

and designated as defects of type k, the defect production and radiation

annealing can be described by the following simultaneous differential

- 1 5 -
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equations:

—i- = ad( j ( 1 - 2VQC ) - ar> j Cj for 1 < j < k-1 ,

d(f)
k

— = o"d,k ( 1 - 2voc ) , and c = V Cj. (13)
d(J> ' .~

For pure samples, when o"r :>2vgacj :, the approximate solution of eq. (13)

is

Cj = —il{ exp[-2voO"^ kd>] - exPt-(°"r, j + 2v0ad,j)(b]) for 1 < j < k-1 ,

ck = -!— { 1 - exp[-2v0o-d, k4>] J , (14)

and
k-i

= £ a d ( j exp[-(ar> j + 2v0ad,j)(})] + ad> k exp[-2voad> k<t>] • (15)

By fitting eq. (15) to the defect production rate curves, we can determine the

defect production cross sections, a^ :, and the radiation annealing cross

sections, a r •. These cross sections will be examined in section 6. 2 as a
r> J

function of the logarithm of PKA median energy, or as a function of the

electronic stopping power for irradiating ions

In section 4, we defined the types of Frenkel pairs in terms of substages of

stage I recovery. On the basis of the present formulation, the type of defects

can also be defined in terms of the component of defect production rate curves.

As shown in Figs. 5 and 6, two or three types of defects can be identified in Cu

and Ni by the defect production rate measurement. At present, there are few

experiments concerning the correspondence of the defect types determined in

both definitions. Then, C: in eq. (14) should be associated with the peak

intensity of stage I substages.

For doped samples, the approximate solution of eq. (13) is given in refs. 9 and

10. We measured both stage I—III recovery and defect production rate in pure
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and doped samples of Cu and Ni using 100 MeV Iodine ion irradiations. In this

case, a satisfactory correspondence was obtained between the types of defects

determined in both measurements, and the radiation annealing cross sections of

the respective types of defects by the Iodine irradiations were determined.

Duesing et al. ' performed a detailed study on the defect production in Al,

Cu and Pt irradiated with 2.8 and 3 MeV electrons by measuring the defect

production rates and stage I recovery, where they utilized skillfully the radiation

doping, subthreshold irradiation and partial thermal annealing. They determined

the radiation annealing cross sections of the respective types of close Frenkel

pairs by electron irradiations, the spontaneous recombination volume, etc.

6 EFFECTS OF PKA ENERGY SPECTRUM

6. 1 Fraction of Stage I Recovery

In most cases, it is difficult to quantitatively saparate stage I recovery into

substages. Therefore, we consider the total of stage I recovery summed over

substages. Then, the fraction of stage I recovery in the whole recovery stages

gives a measure for the fraction of single interstitial atoms in all the displacement

cascades.

Figures 7 and 8 compare the fraction of stage I recovery in Cu and Ni,

respectively, as a function of the logarithm of PKA median energy, l o g T ^ after

irradiations with electrons, various ions or fission neutrons. The defect

concentrations produced by the respective irradiations are nearly the same; they

are about 300 and 500 nO cm in resistivity unit, that is, about 1500 and 830

ppm in Cu and Ni, respectively, where we assume Dp=6xl0 Q, cm forNi.

In the case of Cu shown in Fig. 7, all data of the fraction of stage I recovery

lie on the one curve which decreases gradually with increasing log T ^ - Data
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for irradiations with electrons, various ions, and fission neutrons are from ref. 48,

refs. 7 and 12-14, and ref. 50, respectively. The figure shows that (1) the

logarithm of PKA median energy is a good scaling parameter to compare the

fraction of stage I recovery among the widely different irradiations, and (2) as

the PKA energy increases, the fraction of single interstitial atoms produced in

the displacement cascades decreases and the fraction of clustered interstitial

atoms increases. We conclude that the shape of curve in Fig. 7 is characteristic

of the PKA energy spectrum effect.

The stage I recovery data for fusion neutron irradiations to nearly the same

defect concentration as in Fig. 7 have not been obtained. Roberto et al.

measured the stage I recovery in Cu after the irradiation of d-Be neutrons with a

broad peak near 15 MeV to the defect concentration of about 1 nO cm, and

compared its result with their relevant fission neutron result, where the

respective PKA median energies are about 300 keV and 70 keV. The fraction of

stage I recovery was nearly the same for these two irradiations, which suggests

that the curve of Fig. 7 becomes flat between these two energies. The

constancy of the stage I recovery fraction is consistent with the concept of

subcascade formation that increasing the PKA energy above a few 10 keV only

increases the number of subcascades.

Next, in the case of Ni shown in Fig. 8, data of the fraction of stage I recovery

for irradiations with electrons, various ions, and fission neutrons are from ref. 52,

refs. 7 and 12-14, and refs. 53 and 54, respectively. All the data, except for —

100 MeV heavy-ion irradiations, lie on a single curve similar to the one for Cu.

Namely, they can be well scaled by log T^ a n ^ this dependence of the stage I

recovery fraction on log T i « represents the PKA energy spectrum effect.

On the other hand, the data for —100 MeV heavy-ion irradiations, together

with the data for ~ 1 MeV ion irradiations, can be well scaled by the electronic

stopping power for irradiating ions. Namely, the radiation annealing due to the

electron excitation by these irradiating ions results in the anomalous reduction
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of the stage I recovery fraction in Ni irradiated with —100 MeV heavy ions,

where the effect of electron excitation is overwhelmingly larger than that of

atomic collisions.

In Al, Ag and Pt also, the fraction of stage I recovery has been studied as a

function of log T 1 / 2 . 1 2 ' 1 3

6. 2 Defect Production Cross Sections and Radiation Annealing Cross

Sections

When we compare the experimental data of defect production rates for

irradiations of electrons, various ions and neutrons, there are some problems to

be solved such as the correspondence of defect types observed in the

respective irradiations, the separation of type k defects from others (or

determination of VQ), etc. In order to compare these diverse data at the present

stage, we simplify eq. (15) as follows;

(16)

where the terms 2VQO\I : are included in af •. Equation (16) is necessary and

adequate to the analysis of defect production rate data.

6. 2. 1 Cross sections in Cu Figure 9 shows the defect production cross

sections aH • and the radiation annealing cross sections a_ :, normalized with
U,J *J J

ad(cal), as a function of log T j ^ fc>r irradiations with electrons, various

ions11» 14,55 j ^ neutrOns in Cu. Data of the cross sections for neutron

irradiations have been evaluated from refs. 50 and 56-59.

We notice that these cross sections are measured by using the resistivity
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change, which is, as mentioned in section 2, assumed to be proportional to the

total defect concentration, irrespective of whether the defects are isolated or

clustered. On the other hand, the fraction of stage I recovery gives the fraction

of single interstitial atoms in all the displaced atoms.

As shown in Fig. 5, for ion irradiations to Cu two types of defects are

identified as two components of defect production rate curves. We designate

them as defects of types 1 and 2 in order of appearance as the fluence increases.

Then, data for electron and neutron irradiations are considered to correspond to

defects of type 2 for ion irradiations. The initial transient of defect production

rate curves has often been observed in electron and neutron irradiations, but

it has been usually neglected in the analysis of previous works.

As for defects of type 2, the normalized defect production cross sections,
CTd 2/o"(j(cal), for irradiations of electrons, various ions and neutrons, lie on one

smooth curve which decreases monotonically from near 1 at low energies to

about 0.3 for energies above a few 10 keV. This behavior can be explained in

the framework of elastic collisions as follows. If the NET model is valid, the

normalized cross sections (i. e. the damage efficiency) should be 1; even if

considering the uncertainty in the values of T^ and p p used for the calculation

of a^cal) and defect concentration, they should be constant. In reality,

however, as the PKA energy increases, the number of displacements in the

displacement cascades produced by one PKA increases and the spatial density

of displacements becomes high, so that some of displaced atoms are annihilated

by recombining with other vacancies spontaneously, and the efficiency of

defect production decreases compared with the NKT model. The constancy

above a few 10 keV is a consequence of subcascade formation. Thus, we can

consider that this trend of the normalized cross sections represents typically one

of the PKA energy spectrum effects.

The normalized cross sections for radiation annealing of defects of type 2,
CTr 2^CTd(ca^' s n o w t^ie same trend as a function of log T ^ as those for defect

production, except that the former are more than two orders of magnitude larger

- 2 0 -



JAER1-Research 97-073

than the latter. We can conclude that the defect production and radiation

annealing of defects of type 2 in Cu are governed by elastic atomic collisions.

As for defects of type 1 in Cu, the normalized cross sections both for defect

production and for radiation annealing, a^ j/a^Ccal) and a r j/a^cal), show a

peculiar behavior as a function of log T ^ for—1 MeV ion irradiations as well

as for —100 MeV ion irradiations. Rather, as Figs. 10(a) and (b) show clearly,

the defect production cross sections and radiation annealing cross sections, a^ ^

and o*r j , are functions of the electronic stopping power S_ for irradiating ions,

17 1 ^
and they are proportional to Se and Sg , respectively. We can conclude

that the defect production and radiation annealing for defects of type 1 in Cu

are governed by the electron excitation.

Although the defect production rate measurements show that the defects of

type 1 are due to the electron excitation, we can not find any peculiar shift in

the stage I recovery curve as a function of log T ^ m Fig- 7. The reason may be

as follows. The defect concentration produced by irradiations is given by the

integral of eq. (16) as a function of fluence. In the case of ion irradiations of the

stage I recovery measurements in Cu, the concentration of type 1 defects

produced was about 0.1 or less of that of type 2 defects. Hence, it is considered

that, because the fractional concentration of type 1 defects was small, we could

not observe the effect of electron excitation on stage I recovery in Cu with the

present accuracy of measurements.

In Ag also, the defect production rate curves consist of two components;

namely, the production and radiation annealing of two types of defects are

observed. *'*4 The dependence of the respective cross sections on log T ^ o r

Se in Ag is similar to that in Cu.

6. 2. 2 Cross sections in Ni Figure 11 shows the normalized defect

production cross sections and the normalized radiation annealing cross sections

21
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for irradiations with various ions^ and fission neutrons in Ni. Data of the cross

sections for fission neutron irradiations have been evaluated from refs. 50 and

56-58.

For —1 MeV ion irradiations, two types of defects are identified as two

components of defect production rate curves; they are designated as defects of

types 1* and 2 in order from the low fluence side. On the other hand, for —100

MeV ion irradiations three types of defects are identified as three components of

the curves. There is, however, some ambiguity in the separation of the initial

two components, so we put them together and designate them as defects of

type 1*, where O\J I* is the sum of aH • for the two components and a_ i* is
Q, i u, j r, i

the average of a • between them weighted with the respective a^ :. Then,

defects corresponding to the third component is designated as defects of type 2.

In Fig. 11 are shown the normalized defect production cross sections,

summed over defects of types 1* and 2, that is, (ad j * +ad 2V(J
<i(c^)- £&& f° r

~ 1 MeV ion irradiations lie on the solid curve which is nearly proportional to

the curve for a^ 2^G^(ca^) or" *--u m F*8- 9, although the absolute values differ

between the two curves because of the uncertainty of T J and Pp adopted. The

normalized defect production cross sections for fission neutron irradiations are

also situated on this curve. Hence, we can conclude that the solid curve shows

the typical dependence of the normalized defect production cross sections on

log T ^ . where the defect production is due to atomic collisions.

On the other hand, the normalized defect production cross sections for ~ 1 0 0

MeV ion irradiations are reduced as shown by the broken curve compared with

the corresponding cross sections for —1 MeV ion irradiations. This means that

there are some types of defects which are once produced by atomic collisions

but annihilated by subsequent irradiations and therefore can not be observed

experimentally. The conditions to detect the production and radiation

annealing of the specified defects in pure and doped samples have been

discussed in ref. 9. If for defects of type j the cross section for radiation
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annealing is overwhelmingly larger than that for defect production, that is,

a^ :/af •< 1, the productin of such defects can not be observed experimentally.

The normalized radiation annealing cross sections of defects of type 2,
CTr 2^CTd(ca^ ' a^so s n o w t w 0 different dependences on log T ^ as shown by the

solid and the broken curve. We consider that the normalized cross sections for

— 1 MeV ion irradiations and fission neutron irradiations shown by the solid

curve are characteristic of the PKA energy spectrum effect. Data for ~ 1 0 0

MeV ion irradiations shown by the broken curve are reduced compared with

the solid curve. The reduction of radiation annealing for —100 MeV ion

irradiations may be due to the defect transformation from other types into type 2

during irradiation, which can not be treated by the simplified formulation of eq.

(13).

As for the normalized radiation annealing cross sections of defects of type 1*,

°v 1*1°(jfc2^ > ^ da^ forboth ~ 1 MeV and —100 MeV ion irradiations lie on

a single curve which is considered to be characteristic of the PKA energy

spectrum effect.

In any case, we conclude that the defect production and radiation annealing

observed by the present defect production rate measurements in pure Ni are

governed by atomic elastic collisions.

As mentioned before, we measured the defect production rates for irradiation

of 100 MeV I-ions in pre-doped samples of Ni and Cu. In pre-doped Ni, we

observed the radiation annealing of three types of defects and the respective

normalized cross sections for radiation annealing were 3.9X Mr, 8.4X10^ and

1.3X 103. The normalized cross section of 1.3X 103 agrees well with the

relevant cross section of 1.4 X1 Or observed in pure Ni and plotted in Fig. 11.

The values of 3.9X 104 and 8.4X 103 observed in pre-doped Ni could not be

detected in pure Ni. We consider that these larger cross sections for radiation

annealing in Ni are due to the electron excitation and they result in the
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anomalous reduction of stage I recovery as mentioned in section 6. 1. In Ni

also, it is considered that the electron excitation by energetic irradiating ions can

cause the production of some types of defects. However, such defect

production may not be observed because of the extraordinarily large cross

sections for radiation annealing.

On the other hand, for ~100 MeV I-ion irradiations in pre-doped Cu, we

observed the radiation annealing of two types of defects and the respective

normalized cross sections for radiation annealing were 2.4X Mr and 2.8X Mr.

These values agree well with the relevant cross sections of 2.5X10^ and 1.6X

Mr, respectively, observed in pure Cu and plotted in Fig. 9.

Incidentally, Noggle et al. measured the defect production rates for Ni ion

irradiations to Ni and Fe-17% Cr and found an anomalous reduction of the rates

with the defect accumulation for their open beam condition. ' This result

was contrasted with their measurement for Al ion irradiations to Al where the

rates were not anomalous. We infer based on the present investigation that

the anomalous reduction in their case reflects the large radiation annealing due

to the electron excitation by irradiating Ni ions.

7 DAMAGE ACCUMULATION AS A FUNCTION OF DPA

In 1986, Charpy V-notch surveillance testing of ferritic steels from the High

Flux Isotope Reactor at Oak Ridge National Laboratory revealed significantly

more embrittlement than predicted from reference test reactor data. Since

then, it has been argued that low energy PKAs produced by (n, v) reactions^ or

produced via Compton scattering and pair formation by gamma rays ' are

more effective for the accelerated embrittlement than high energy PKAs

produced by fast neutrons.

As an explanation for the accelerated embrittlement, Mansur and Farrell have
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considered the spectral effect that point defects produced in small cascades from

(n, Y) and (n, a) reactions generally avoid in-cascade recombination, while most

of the defects created in large cascades produced by fast neutrons are lost to in-

cascade recombination. They have discussed the relative availability of

migrating point defects, which avoid in-cascade recombination, as a function of

PKA energy. Rehn et al. have proposed the concept of freely-migrating

defects, '" in which only a fraction of the total number of defects that are

generated by irradiation actually become free to migrate over substantial

distances. Based on solute segregation measurements at elevated temperatures,

they have obtained the relative efficiency for producing freely-migrating defects

as a function of PKA median energy, where the efficiency decreases strongly

with increasing PKA energy.

On the other hand, recent dosimetry experiments revealed the presence of an
/TO

intense gamma field at the HFIR surveillance locations and, if so, this hitherto

uncounted gamma rays may be the main cause of the higher-than-expected

embrittlement observed there. However, the problem of PKA energy effects still

remains to be clarified quantitatively.

Using the experimental cross sections obtained in the previous section, we

calculated the defect concentration (i. e. damage accumulation) in Cu and Ni as

a function of dpa with the PKA median energy as a parameter. The defect

concentration is given by the integral of eq. (16);

(17)
o-r>j

o-d(cal)

where [dpa] = o^cal) 4>.

When we try to predict the changes in properties caused by neutron

irradiations or other new irradiations based on ion irradiation experiments, we

have to exclude the property changes ascribed to the electron excitation by

irradiating ions, so that the defect productions and radiation annealings can be
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compared between different irradiations within the framework of elastic

collisions. In the present case, we consider the production and radiation

annealing of defects of type 2 in Cu and those of defects of types 1 * and 2 in

Ni. We choose 0.6 keV as a low PKA median energy which is typical of (n, y)

recoils or gamma induced displacements and choose 35 keV as a high PKA

median energy which is typical of displacements in usual fission reactors. The

cross sections used in the calculation are given in Table I. If we can assume that

the embrittlement is proportional to the defect concentration, the results are

applicable to the assessment of the effects of PKA energy on the embrittlement.

Figure 12 shows the calculated results. If compared at the defect

concentration of around 1X10 , dpa for the PKA median energy of 0.6 keV is

about 1/3 of dpa for that of 35 keV in Cu and Ni. In other words, if the damage

accumulation (i. e. defect concentration) is expressed as a function of dpa, the

accumulation for low Ti ry irradiations appears to be accelerated by a factor of

about 3 compared with that for high T ^ irradiations. This acceleration is

caused by the dependence of a r -^G^OZS) as well as a d ^ax 2 o n ^1/2*

In the present calculation, as we used the experimental cross sections

measured at low temperatures below 10 K, the results do not contain the effects

of thermal annealing and show quantitatively the effects of PKA median energy.

Finally, it should be emphasized that the radiation annealing as well as defect

production depends on the PKA median energy; this fact has not been explicitly

considered in previous discussions of enhanced embrittlement. '

8 SUMMARY

It is shown on the statistical consideration that the logarithm of the so-called

PKA median energy, log T ^ , is a good scale for the comparison of the PKA

energy spectrum effects among different irradiations.
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Experimental data of such fundamental physical quantities as the fraction of

stage I recovery, the normalized defect production cross sections and the

normalized radiation annealing cross sections are compared in Cu and Ni for

irradiations of different energetic particles such as electrons, various ions and

neutrons. All the data of the respective physical quantity lie on a single

continuous curve as a function of log T ^ , if the effects of the electron

excitation caused by irradiating ions are excluded. This curve is considered to

typically characterize the PKA energy spectrum effect.

This characteristic curve can be used for predicting the defect production

and radiation annealing for any irradiation if the PKA energy spectrum is

known. As an example which shows the PKA energy spectrum effect, the

damage accumulation in Cu and Ni is calculated as a function of dpa with the

PKA median energy as a parameter.
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Table I

Defect production cross sections, ad :, and radiation annealing cross sections,

a :, which are substituted into eq. (17) for calculation of the curves shown in
*' J

Fig. 12.

Cu Ni

PKA
median *

CTH ? a r 2 °ri 1
energy q > z r * z a> *
(keV) ad(cal) ad(cal) ad(cal) ad(cal)

CTd,2
ad(cal)

0.81

ar,2
ad(cal)

3000.6 0.81 300 0.025 6.5 x 103

CTd,2
<rd(cal)

0.675

°r,2
ad(cal)

200

35 0.30 160 0.02 1.6 xlO3 0.27 110
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FIGURE 1 Distribution functions G(X) as functions of X(=log T) for electron

irradiations to Cu, where T is the PKA energy in eV. Numerical figures in

parentheses show the PKA median energies.
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FIGURE 4 Stage I recovery spectra of Cu after low temperature irradiations

with (a) 2 MeV electrons, (b) various ions, and (c) fission neutrons. The ordinate

is the temperature derivative of the resistivity recovery curve Ap/Apn, where

ApQ is the resistivity change by irradiations. The abscissa is the annealing

temperature.
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FIGURE 5 Defect production rates as functions of ion fluence for Cu
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